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Abstract

Neutron scattering is an essential tool for investigating the physical properties of condensed
matter systems across a wide range of temporal and spatial scales. This thesis provides
a two-fold exploration of this broad topic, on the one hand emphasizing the potential of
inelastic neutron scattering for the investigation of lattice dynamics and, on the other hand,
exploring current issues in neutron optics and potential avenues to overcome them.

Within the first part, we elucidated a phonon softening in the Jahn-Teller active compound
LuVO;. This softening coincided with a monoclinic-to-orthorhombic structural phase transi-
tion at 82.5 K, accompanied by a change in orbital and spin order. Utilizing inelastic neutron
scattering at several three-axis spectrometers (EIGER, PUMA, and MIRA-2), we systemati-
cally examined the lattice dynamics of a single crystal of LuVOj3 along various high-symmetry
directions, observing the expected longitudinal and transverse acoustic phonon modes. A
single transverse acoustic phonon branch was found to reproducibly express a phonon soft-
ening close to the zone boundary. When cooling below 82.5K, we observed a small but
significant discontinuous reduction of the phonon energy by 0.3 meV, corresponding to 3 %
of the total phonon energy of about 10 meV.

This softening was explored in the context of elastic anomalies due to structural phase
transitions. An improper ferroelastic transition has been identified to optimally predict the
observed discontinuity in energy. Further exploration of the compound with supersonic mea-
surements, an investigation of the order of the transition, and studying the system’s reaction
to pressure are envisioned for a deeper understanding of the underlying lattice dynamics.

The second part of the thesis addresses current challenges in neutron optics by introducing
nested mirror optics as an innovative solution to overcome under-illumination issues during
neutron extraction from compact sources. Nested mirror optics are, in essence, laterally
nested reflective surfaces that enable efficient neutron transport and the recovery of the
initial volume of neutron phase space at a specific point. Their favorable characteristics
have been validated through analytic calculations, Monte Carlo simulations, and neutron
measurements. Those measurements encompassed neutron imaging and experiments with
position-sensitive detectors to explore the transport characteristics of parabolic and elliptic
nested mirror optics, demonstrating a high efficiency of transport and the expected preser-
vation of the neutron phase space. Additionally, we utilized two orthogonal planar elliptic
nested mirror optics to image one- and two-dimensional intensity distributions.

Despite engineering challenges, including deformations of the thin silicon substrates due
to the neutron supermirror coatings applied on one side only, nested mirror optics exhibit
promising potential in beam extraction, long-distance neutron transport, and sample focus-
ing. Considering the results presented here, we strongly recommend the incorporation of
nested mirror optics into the toolbox of neutron optics and beamline design, especially for
future compact high-brilliance neutron sources.
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Zusammenfassung

Die Neutronenstreuung ist ein wichtiges und vielfaltiges Instrument zur Untersuchung der
physikalischen Eigenschaften von Systemen der kondensierten Materie iiber einen weiten
Bereich von zeitlichen und raumlichen Skalen hinweg. In dieser Arbeit behandeln wir dieses
umfassende Thema auf zweierlei Weise, indem wir einerseits das Potenzial der inelastis-
chen Neutronenstreuung zur Erforschung von Gitterdynamiken hervorheben und anderer-
seits einige der gegenwartigen Herausforderungen der Neutronenoptik und Ansétze zu deren
Uberwindung behandeln.

Im ersten Teil untersuchen wir die Gitterdynamik eines Jahn-Teller-aktiven Einkristalls
LuVOj3;, wobei wir eine Energiednderung eines transversalen Phononenzweigs in der Néhe
eines strukturellen Phaseniiberganges bei 82.5K feststellten, welcher mit einer Anderung
der Orbital- und Spinordnung einhergeht. Mithilfe inelastischer Neutronenstreuung an ver-
schiedenen Drei-Achsen-Spektrometern (EIGER, PUMA und MIRA-2) haben wir die Gitter-
dynamik in LuVOj3 entlang mehrerer hochsymmetrischer Richtungen untersucht und dabei
die erwarteten longitudinalen und transversalen Phononenmoden beobachtet. Nur in einem
einzigen transversalen, akustischen Phononenzweig beobachteten wir eine Energieanderung
in der Nahe der Zonengrenze. Sobald der Kristall unter 82.5 K abgekiihlt wird, stellen wir hier
reproduzierbar eine kleine, aber signifikante Reduzierung der Phononenenergie um 0.3 meV
fest. Dies entspricht etwa 3% der Phononenenergie von 10 meV.

Diese sprunghafte Energieinderung wurde im Zusammenhang mit elastischen Anomalien
bei strukturellen Phaseniibergangen diskutiert. Das beobachtete Verhalten lasst sich durch
einen “improper ferroelastic” Phaseniibergang am besten erklaren. Weitere Untersuchungen
hinsichtlich der Ordnung des Ubergangs und der Reaktion des Systems auf Druck werden
Teil zukiinftiger Forschung sein, die unser Verstiandnis der Gitterdynamik in LuVO3 weiter
vertiefen wird.

Der zweite Teil der Arbeit befasst sich mit aktuellen Herausforderungen der Neutronenop-
tik und stellt verschachtelte Spiegeloptiken als neuartigen Ansatz zur Uberwindung von Un-
terausleuchtungsproblemen bei der Neutronenextraktion aus kompakten Quellen vor. Diese
Optiken basieren auf verschachtelten reflektierenden Oberflachen, die einen effizienten Neu-
tronentransport zwischen zwei Punkten ermoglichen, ohne den an der Quelle emittierten
Neutronenphasenraum unwiederbringlich zu verdiinnen. Die vorteilhaften Eigenschaften der
Optiken wurden durch analytische Berechnungen, Monte-Carlo-Simulationen und Neutro-
nenmessungen verifiziert. Unter anderem wurden Neutronenbildgebung und positionssen-
sitive Detektoren verwendet, um die Eigenschaften von parabolischen und elliptischen ver-
schachtelten Spiegeloptiken zu untersuchen. Hierbei wurden eine hohe Transporteffizienz
und die Beibehaltung des Neutronenphasenraums nachgewiesen. Zusatzlich wurde die Ab-
bildung von ein- und zweidimensionalen Intensitatsstrukturen realisiert.

Die Optiken zeigen grofies Potenzial fiir die Quellextraktion, den Transport iiber grofie
Entfernungen und die Fokussierung von Neutronen auf die Probe, und erweitern dadurch
den Baukasten der Neutronenoptik gerade im Hinblick auf kompakte, hochbrillante Quellen.
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1. Introduction

Neutron scattering is a powerful and versatile technique often utilized at the forefront of
experimental solid-state physics. Our exploration of this topic within this work is dual;
on the one hand, we utilized inelastic neutron scattering to investigate the softening of
a transversal phonon branch in the rare-earth vanadate (REV) LuVOs;, and on the other
hand, we propose nested mirror optics (NMO) as an addition to the toolkit of contemporary
neutron optics to enhance the efficiency of neutron extraction from compact sources and to
facilitate the transport of neutrons to various scattering experiments.

Constituting the first part of this thesis, we used inelastic triple-axis neutron scattering
to study the lattice dynamics of LuVOg3, a REV distinguished by possessing the rare-earth
element with the smallest ionic radius. Consequently, it exhibits unique properties that have
attracted significant scientific attention. In agreement with the behavior of other REVs,
at room temperature, LuVOj3 adopts an orthorhombic Pbnm crystal structure [1, 2| due to
a size mismatch between the vanadium and lutetium ions, as indicated by a Goldschmidt
tolerance factor of a = 0.83 [3]. The two unpaired electrons of the vanadium ion facilitate a
cooperative Jahn-Teller effect, distorting the surrounding oxygen octahedra concurrent with
the presence of long-range orbital order (OO).

When the temperature is lowered below Tho1, the REV undergo a structural phase tran-
sition to the monoclinic P2;/b structure, accompanied by the emergence of G-type OO.
The individual values of Too fall within the range of 160 K < Tho1(REV) < 210K, with
Too1(LuVO3) = 177K. Adhering to the Goodenough-Kanamori rules [1], C-type spin or-
der (SO) emerges with further cooling below Tso;. LuVOjs and similar REV containing
rare-earth elements with small ionic sizes experience a second structural phase transition
at the lowest ordering temperature Tgo, = 82.5K. At that temperature, they revert to
the room-temperature orthorhombic Pbnm structure, concomitant with a change to G-type
SO and C-type OO. LuVO3’s magnetic structure and spin dynamics have been the subject
of significant scientific interest. A preceding disagreement regarding the explanation of an
unconventional magnetic scattering phenomenon, initially explained by an orbital-Peierls
dimerization model [5], has been resolved in favor of a Jahn-Teller-mediated alteration of
the in-plane magnetic exchange parameters [2].

In the subsequent investigation within this work, we will explore the lattice dynamics in a
single crystal of LuVO3 focusing on the longitudinal and transversal acoustic phonon modes,
which are intimately connected to the elastic constants of the compound. Utilizing triple-
axis spectroscopy, we observe the softening of a specific transversal phonon branch. Upon
cooling below Tspo, the energy of the transversal acoustic TA1 phonon mode discontinu-
ously decreases by 0.3meV at the zone boundary, concomitant with the structural phase
transition. Albeit only constituting 3 % of the total phonon energy, 10 meV, the softening
was reproducibly observed across various instruments and beamtimes. Within the resolution
limits, this softening is not accompanied by a change in linewidth. We interpret these find-
ings in the context of elastic anomalies during structural phase transitions [6] and find good
qualitative agreement with the behavior predicted by an improper ferroelastic transition.
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The second part of the thesis is dedicated to assessing the current state of neutron optics and
proposing NMOs as an advancement beyond the presently used long, non-linearly tapered
guides.

Despite being a powerful and versatile technique, neutron scattering faces various chal-
lenges, including small samples, weak (magnetic) scattering signals, comparatively weak
sources, and extensive sample environments that increase the background of the measure-
ments. Consequently, experiments often involve prolonged measurement times, if feasible at
all. Neutron optics have been developed to enhance the flux at the sample position while
minimizing the number of interactions of neutrons with the sample environment, aiming to
improve the signal-to-noise ratio [7, 8]. However, when combined with compact sources, these
solutions are limited by the under-illumination of large neutron guides, drastically reducing
the instrument’s efficiency [9]. Special attention is required to prevent under-illumination
at modern high-brilliance sources like the butterfly moderator at the European Spallation
Source [10] and the planned accelerator-driven Jiilich High Brilliance Source [11, 12]. A re-
liable solution to under-illumination effects during neutron extraction would enable the free
optimization of the moderator design to achieve the highest possible brilliance usually ob-
tained for more compact sources matching the extent of the sample. Intending to ultimately
expand the present toolkit of contemporary neutron optics, we will present in the second
part of this thesis NMOs as a potential solution to address the under-illumination problem.

In essence, NMOs are based on an assembly of laterally nested reflective surfaces with
common focal points, drawing inspiration from similar configurations employed in X-ray
spectroscopy [13] and from previous applications for enhancing neutron beam characteristics
[14, 15, 16, 17, 18]. Specifically, our double planar NMOs, encompassing both parabolic and
elliptic mirror geometries, preserve the neutron phase space density and thereby facilitate
the extraction of a compact neutron source and the subsequent transport with high efficiency
[19].

Throughout this work, we combined analytic calculations, Monte Carlo simulations, and
neutron measurements to validate the excellent transport properties of NMOs. We utilized
a position-sensitive detector and neutron imaging to confirm the simulated and calculated
characteristics, demonstrating a high efficiency of transport Q > 70 % and the preservation
of the emitted beam shape; however, not without unexpected challenges. An unforeseen
deformation of the mirrors was observed during the investigation of the non-polarizing pro-
totypes. This deformation was attributed to a tensile surface stress induced by applying the
supermirror coatings on a single side of the substrates and was carefully examined using a
3D scanner.

Supported by Monte Carlo simulations, we explore various applications of NMOs, focusing
on their potential in beam extraction, long-distance transport, and, ultimately, focusing
neutrons onto a compact sample. The discussions and findings underscore the promising
potential of NMOs as a transformative technology for shaping the future landscape of neutron
optics and beamline design.



Outline

The thesis is structured as follows: We begin with a concise review of neutron scattering,
covering the theory and instrumentation for triple-axis and imaging applications.

Chapter 4 details the investigation of the lattice dynamics in LuVO3. We begin by review-
ing rare-earth vanadates, emphasizing their structural properties and the consequential co-
operative Jahn-Teller effect. Presented neutron scattering data from triple-axis spectroscopy
reveal unexpected changes in LuVO3’s lattice dynamics, discussed in the context of anoma-
lous changes of the elastic constants during structural phase transitions.

The second part commences with a review of neutron sources and the role of neutron
guides. As a solution to the prevalent issue of under-illumination, we then propose nested
mirror optics as an alternative to long guides. We explore the theory of nested mirror
optics, addressing geometric aberrations in elliptic guides and showcasing NMOs as a natural
solution. Additionally, we present the preliminary investigation of an NMO prototype at
MIRA-2, confirming its transport efficiency. Subsequently, the evaluation of the imaging
properties of further prototypes at BOA is discussed, followed by a thorough examination
of the observed mirror deformations. In the concluding chapters, we highlight potential
applications of NMOs in beam extraction, transport, and focusing, suggesting a promising
avenue for advancing neutron optics. The thesis concludes with a summary of the main
results and an outlook proposing further investigations.
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2. Neutron Scattering - Quantifying the Inter-
action between Neutrons and Matter

The history of neutron scattering dates back to the 1930s before the scientific community
was aware of the existence of neutrons. One could argue that it started with Chadwick and
Feather, who explored the interaction between an unknown form of radiation, now known to
consist of neutrons, and various materials [20]. The two monitored the characteristics of the
scattering to determine the mass of the unknown particles, estimating it to roughly equal
that of a proton.

Today, with the properties of the neutron being well established, we continue to use various
scattering techniques. However, our focus has shifted from elucidating the properties of the
neutron itself to gaining insights into the characteristics of the scattering partner. Neutron
scattering now is an important tool for probing condensed matter on various temporal and
spatial scales. Neutrons, being uncharged particles, offer complementary insights compared
to probes that strongly couple to the electromagnetic field, such as electrons or photons.
Specifically, neutrons interact with the nuclei and weakly with any magnetic moments, en-
abling the investigation of the corresponding properties of the sample.

To harness the potential of neutrons for the investigation of lattice dynamics and magnetic
excitations, one must obtain a solid understanding of the theory describing the interaction
between neutrons and matter, comprehensively summarized here.

2.1 Properties of the Neutron

We will begin our introduction with an overview of the fundamental properties of the neutron.
A more detailed account can be found in the summary by Abele [21].

The neutron is an uncharged particle, meaning it carries zero measurable electric charge(".
It possesses a mass of m, = 1.674 927498 04(95) x 1072" kg, slightly greater than that of the
proton with a ratio of my,/m, = 0.99862347812(49) [23]. A free neutron, not bound within
a nucleus, undergoes (-decay, resulting in a proton, an electron, and an electron neutrino
with a mean lifetime of 7 = 878.4(5)s [24]. Neutrons are classified as spin-i particles
possessing a magnetic moment of p, = —9.6623651(23) x 10727 JT~! [23]. There is an
ongoing debate regarding the existence and the magnitude of the neutron’s electric dipole
moment. As of 2023, it has not been observed, with the current current best estimate being
dp = (0.0 & 1150 £ 0.245) x 1072 ecm [25].

In addition to these fundamental characteristics, neutrons possess a kinetic energy, FEyin,
which is often expressed in terms of other, related magnitudes,

vm,  p*  RE* R 1

kpThoq = Fiin = — -
BFmod = Tk 2 om,  2mn  A22m.,

(2.1)

Here, v represents the velocity of the neutron, p is its momentum, and k& denotes the wavevec-

(UBaumann et al. determined the neutron’s charge to be g, = —0.4(11) x 10~2' ¢ [22], which is in good
agreement with the expected lack of charge.
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tor, which is related to the de Broglie wavelength by k = 27 /A?). h = 6.62607015 x 1073* Js
and h = % denote the Planck constant and the reduced Planck constant.

Neutrons are often classified based on the temperature of the moderating material, T},04,
resulting in the loosely defined terms of cold, thermal, and hot neutrons. Table 2.1 gives an
overview of these categories in terms of the other magnitudes presented in Eq. (2.1). It should
be noted that Eq. (2.1) only holds for non-relativistic neutrons, which is well justified for
typical moderator temperatures. In summary, we observe that the energies and wavelengths

-1

category ‘ Tmoa (K) E (meV) k(A7) X(A) v (m/s)

cold 25 2.2 1.02 6.16 642
thermal | 300 26 3.53 1.78 2224
hot 2300 200 9.78 0.64 6158

Table 2.1: Characterization of neutrons in terms of commonly used physical quantities. The
values for the cold, thermal, and hot regimes are approximate and can vary depending on
the field of study or personal preferences. The here quoted temperature values correspond
to the specific sources installed at the FRM-II [26].

of thermal and cold neutrons align well with the energies of collective excitations, such as
phonons and magnons, and the interatomic distances of common crystals, respectively. This
observation qualifies neutrons as ideal probes for investigating typical condensed matter
systems.

Following this overview of the fundamental properties of the neutron, our focus shifts
towards describing the characteristics of a neutron beam, which is, in essence, a large number
of neutrons traveling in a similar direction.

2.2 Properties of a Neutron Beam

In the context of neutron optics, neutron beams are commonly characterized in terms of their
flux, brightness, and brilliance. These magnitudes will briefly be defined here to prevent any
misinterpretations.

e Neutron flux, ¢, quantifies the number of neutrons passing through a specific area, A,
in unit time, ¢, normalized by that time and area:

o (2.2)

_ # neutrons passing through area A during time ¢ [ 1 }
B At '

cm?s

Here, A is oriented such that its surface normal is parallel to the average direction of
the neutron beam. Integrating the flux over a given time yields the fluence [1/cm?|.

e Neutron brightness, b, is a differential measure that incorporates information about
the angular distribution of neutrons. It is defined as the neutron flux in a specific

(@ The de Broglie relationship, || = h/A = hilk|, is utilized to express the neutron momentum, 7, in terms
of its wavevector, k.
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direction enclosed by a solid angle, d{2, normalized by this solid angle:

_ ®in a given direction enclosed by df2 { 1 }

b= o (2.3)

cm? s st
e Neutron brilliance, B, refers to a double differential magnitude that considers both the

angular and energy distribution of the neutrons. In comparison to the brightness, b,
only neutrons with an energy between E and E + dE are considered [27]:

B

2.4
cm?ssrmeV (2:4)

b with neutron energies between E and £ + dE { 1 }
— 1 :

Whereas neutron flux serves as the fundamental indicator for beam intensity, neutron bright-
ness offers a more nuanced perspective by accounting for the angular distribution of neutrons.
Brilliance provides the most profound description of a neutron beam by additionally consid-
ering its energy distribution. Collectively, these magnitudes serve as metrics quantifying the
vague term of beam quality.

2.3 Scattering Theory

This section closely follows the introduction given in the book of Squires [28], wherein the
theory of thermal neutron scattering is explored in greater detail than we can cover within
this thesis.

As a starting point, we consider a constant current of neutrons impinging onto the target
with a flux ®, which gives rise to a specific rate of interaction events J E] of any nature.
Consequently, we define the total cross-section,

o= é [em?] (2.5)
which is typically expressed in terms of barns, 1b = 1 x 10724 cm?. This total cross-section
encompasses all potential outcomes of the interaction between the neutron and the target.
This includes elastic or inelastic scattering with a cross-section oy, or the absorption of the
neutron into the nucleus with a cross-section o,, yielding

0 =0, + 0. (2.6)

After an absorption event, the nucleus either i) decays into its ground state by emitting
a y-quantum, ii) emits charged particles, or iii) decays into smaller fragments by fission.
Apart from resonances occurring at nucleus-specific energies, typically exceeding 100keV,
the absorption cross section for thermal and cold neutrons smoothly varies as [29)]

1
a R 27
Oa X . (2.7)

where v denotes the velocity of the neutron.

Besides absorption into the nucleus, a neutron can be deflected from its trajectory by the
strong nuclear force or magnetic interaction. Any scattering process can be classified as
either elastic or inelastic, depending on its effect on the energy of the neutron.
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In an elastic scattering process, the total kinetic energy of the system remains constant,
which is equivalent to constant neutron energy due to the large mass of the sample, Mmgample >
my,. Conversely, an inelastic scattering process gives rise to a change in the energy of the
neutron. The kinetic energy of a typical thermal or cold neutron, ), < 1eV is insufficient to
excite individual nuclei or electrons® . Instead, these interactions primarily involve collective
atomic or magnetic motions, such as phonons or magnons. We will now discuss how different
interactions play into the above scattering cross sections.

We begin by observing that the quantum mechanical state of a neutron is fully determined
by its momentum (or wavevector) and spin, denoted as:

\hk, o) . (2.8)

From this state, the energy can be derived as E = (h2|k|?)/(2my). A comparison of the ini-
tially prepared state and the measured state after scattering at the sample yields information
about the scattering process regarding the transferred momentum, energy, and spin.

In an experimental setup, however, one cannot directly determine the state of a neutron
after scattering; instead, one measures rates of scattered neutrons. By discriminating neu-

trons based on their direction and energy after scattering, we obtain the double differential
cross section (DDCS),

rate of neutrons scattered into solid angle df2
< d*o ) _around direction 6, ¢, with final energy between E; and Ef + dFE

dQdE OdQdE

(2.9)

Here, ® denotes the incident flux onto the sample. The other terms in Eq. (2.9) are illustrated
in Fig. 2.1. If the experiment does not account for the energy of the scattered neutrons, we
instead obtain the differential cross section,

rate of neutrons scattered into solid angle d2
(da) around direction 6, ¢, regardless of Ey / e ( d%o
0

— /
dQ ) deE/) dE. (2.10)

Finally, if the experiment does not account for the energy or the direction of the scattered
neutrons, we obtain the total scattering cross section,

oy = /47r (dd—@ aQ, (2.11)

which accounts for any scattering events, regardless of their nature. These cross-sections are
obtained in a neutron scattering experiment by carefully monitoring the rates of neutrons
in the incident beam and after interacting with the sample. A comparison of the thereby
obtained rates with theoretical predictions elucidates the physical processes occurring within
the sample.

()Compare, for example, the Rydberg energy hcRo, = 13.605693 122 994(26) eV, which represents the
ionization energy of a ground-state electron in hydrogen [23].
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direction 6, ¢

Ilgh Ui>

incident beam, flux ® B B

Figure 2.1: Sketch of a scattering geometry, illustrating the magnitudes defining the DDCS
according to Eq. (2.9). An incident beam with flux, ®, consisting of neutrons with states
\l;i, ;) illuminates the sample. Neutrons are scattered in the direction 6, ¢, into a solid
angle df2, with a final energy between E; and E;+ dFE;. The final state is denoted by ]Ef, o),

resulting in a momentum transfer, 65 =k — Ef, highlighted in blue. Figure is reproduced
from the work of Beddrich [30].

Following the typical convention in neutron scattering, we describe the scattering process in
terms of the transferred momentum and energy,

Q=Fk—k
FLQ = - (212)
R (|ki\ p )

At low neutron energies (cold and thermal neutrons), far away from resonances, and in small
samples, where multiple scattering does not occur, the transition probability for a combined
neutron and sample state can be expressed using Fermi’s golden rule [31, 32], giving rise to
the following DDCS [28],

d20' |Ef| my 20 5 = 2
== ke, M| V| ki, M) | 0 (BN, + By — (B Ep). 2.13
(e, =15 o) [ MvIiE s 508+ BB Eg) . 209
Here, the combined initial state of the neutron and the sample, |Ei, i) transitions into the

final state |Ef, Ar) as a result of the interaction between the neutron and the sample, charac-
terized by its potential, V. The matrix element encompassed by |...| describes the transition

(Y'Here and in the following, the spin state of the neutron is conveniently omitted, as no polarized or
magnetic scattering experiments were performed within the scope of this work.



10 CHAPTER 2. THEORY OF NEUTRON SCATTERING

probability between the two combined states. ¢ denotes the Dirac delta distribution, the
main property of which,

/5(:10 — o) f(x)dz = f(xg), (2.14)

ensures the preservation of energy during the scattering process.

The interaction potential V' is at the heart of the neutron scattering experiment, encap-
sulating the strong nuclear and magnetic interaction between the neutron and the sample.
First, we will quantify the potential, V', and subsequently derive the DDCS for nuclear elastic
scattering processes.

2.3.1 Nuclear Elastic Scattering

In this simple case, neutrons are deflected by a periodic arrangement of atoms, such as a
crystal lattice, without changing their initial energy. Facilitating the analytic calculation,
we assume the incoming and scattered neutrons to be represented by plane waves,

i) = exp(—iki), (2.15)
\ke) = exp(—ikeT). '

Additionally, the potential of the scattering system is assumed to be a superposition of
the potentials from individual nuclei, V;, which depends solely on the distance between the

neutron and the respective nucleus, 7 —ﬁj. We can then derive the total interaction potential:
) = Vi(i - R)). (2.16)
J

Evaluating the integral over the incident and final neutron states, one obtains the following
expression,

(e, MV 1R, M) = S0 V(@) Ol exp (iGF) 1A (2.17)
J
where V;(Q) is given by®,

(@) / (25) exp <2ij> da;. (2.18)

If the neutron wavelength is large compared to the range of the potential, which is satisfied
for any interaction via the strong nuclear force and thermal neutron wavelengths, the Ferms
pseudo potential [33] provides a reasonable approximation for the interaction potential,

2 h? -
Vi) = T (P ).
27rh2

mp

(2.19)

b;0 () .

®)During the derivation, we substituted T =7— ﬁj.
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Here, the strength of the interaction potential is conveniently absorbed into nucleon-specific
scattering length, b;. Using this approximation, we can calculate the matrix element,

(Feo AV [y Ay =3 ;; b; (\f| exp (ZQR]-> ) (2.20)
j n

which is subsequently inserted into the DDCS,

( d%—) |l~cf
dQdE /5, \k:\

So far, we have only considered the transition probability between two specific states. How-
ever, the experimentally obtained DDCS will contain various transitions between different
states, which must be accounted for in our derivation. We achieve this by calculating a
weighted average over all initial states and summing over the possible final states, consider-
ing the relevant conservation laws, such as energy, momentum, and spin. Transforming the
o-function in terms of its integral representation, we obtain,

2

Zb (| exp (z@R)\)\) §(Ex + B — (Ex, + Ep).  (2.21)

1 o E E).
I(E\ — Ex + B — Ef) = o h/ exp [ ()\f—h/\)t:| exp(—iwt) dt, (2.22)

where the energy transfer is given by, w = EigEf. Substituting this into Eq. (2.21), and
accounting for all possible transitions we get,

<&) }Zf; 277712 ibi / <eXp[ iQR(0 )] exp [igﬁi(t)bexp(—iwt) dt. (2.23)

Here, R;(t) = exp(iHt/h)R; exp(—iHt/h) denotes the time evolution of the position operator
of atom ¢, which consequently implies

exp [—z@ﬁz(t)] = exp(iHt/h) exp(—iQR;) exp(—iHt/h). (2.24)

Finally, the expression encompassed by (...) denotes the thermal average over the initial
states, (A) = Y. p; (\i| A|\;) with the weights p; distributed according to the Boltzmann

distribution,
exp < - ET)

e (75)
In Eq. (2.23), two cases can be separated as follows: firstly, scattering arises due from cor-
relations between different nuclei, 7 # ¢/, and secondly, it arises due to self-correlations from

the same atom at different times z' = i'. By separating and averaging those contributions,
we obtain the following DDCS [2

(dggE)C o:f;h :Zf: — Z/ QE/(O)] exp [Z@Rl(t)} > exp(—iwt) dt .

(%)i (Z:TC ::f: o h ; /OO <exp [—@Ez(())] exp [Z@Rz<t):| > exp(—iwt) dt

pi = (2.25)
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where oeon = 47 (3, fubn)? = 47(0)? and oe = 47 [(3, fub2) — (3, fubn)?]. Here, b,
denotes the scattering length of atom n occurring with frequency f,, in the scattering system.
The individual scattering lengths vary due to isotopic composition and the spin state of a
nucleus, even in a perfect Bravais crystal.

From Eq. (2.26), we observe that coherent scattering arises from correlations between dif-
ferent nuclei at different times, i # i/, and self-correlations of a single nucleus at different
times @ = /. The coherent scattering from any system equals the scattering from a sys-
tem where every nucleus possesses the mean scattering length of the first system, ). f;b;.
Conversely, incoherent scattering arises only from self-correlations of the same nucleus at
different times. Mathematically it acts as a correction to coherent scattering and arises as
a consequence of the deviations of individual scattering lengths from the mean scattering
length, (3, flbf) - (> fibi)z-

An overview of values for o.., and oy, for various elements can be found in the work of
Dawidowski et al. [34]. We note that this derivation utilized the Fermi pseudopotential,
considering only nuclear scattering, which is sufficient for the scope of this thesis.

In the following subsections, we will explore Eq. (2.26) in the context of coherent elastic
Bragg scattering and scattering involving one-phonon processes.

2.3.2 Nuclear Coherent Elastic Scattering

Assuming coherent elastic scattering without energy transfer between a neutron and a crystal
structure (Bragg-scattering), we obtain the following coherent DDCS(®),

9 ( )3 Debye-Waller factor laws of conservation
d“o Ocoh 2m / N\ = 5 \
=V —2 — . 2.2
(dQ dE) LT Vs o) EG: (@~ G)o(w) (2.27)

After trivially integrating over all final energies ensuring w = 0, this simplifies to,

do . Ocoh (27T)3 3 5
(E)Coh “ =N eXp(_QW);(S(Q_G)’ -

where N is the total number of scattering nuclei in the crystal, Vjy denotes the volume of the
crystal’s unit cell, and the sum is over all reciprocal lattice vectors, GG, which are conveniently
defined by the relation,

exp(iGmRy) = 1. (2.29)

Here, ﬁn denotes any lattice vector ]%n =na+ n25+ nzC with ni,ng,n3 € Z and a, g, and
¢ being the primitive lattice vectors of the real-space lattice”). The Debye- Waller factor,
exp(—2W), accounts for the thermal motion of individual scattering centers, causing a re-
duction in scattering intensity with increasing temperature without affecting the momentum
transfers at which scattering occurs or broadening the peaks in Cj

(6) Compare chapter 3 of the textbook of Squires [28] for the derivation of this result.
(WA more comprehensive introduction to reciprocal lattice vectors including their derivation from the
real-space lattice can be found in the textbook of Hunklinger [35].
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When generalizing to a non-Bravais crystal with more than one scattering center per unit
cell, we adjust the DDCS slightly,

(55) ~vEESaq-o|n@
o R (2.30)
Q) = Z ba exp(iQd) exp(—Wa).

Here, the sum in the nuclear unit-cell structure factor, FN(@), encompasses the positions
of all scattering centers inside the unlt cell, d. Essentially, the first part of Eq. (2.30)
corresponds to the Bragg condition® for the Bravais lattice. FN(Q) modifies the scattering
intensity of the Bragg peaks depending on the positions and the average scattering length,
by, of the atoms within one unit cell.

2.3.3 Nuclear Coherent Inelastic Scattering and One-Phonon Processes

For inelastic scattering processes, which give rise to the creation or annihilation of one
phonon, the single-phonon contribution to the DDCS in a non-Bravais lattice is described
by [28, 36],

scattering length

d2 |k ‘ Debye-Waller f‘l;_\ polarization

Upho f I3 = - =GN
exp(—W,) —(—————= (Qe€,.s) exp(—iQr X

<deE) ‘/0 |k‘| Z 2}; p( H) QMMWS(Cj) (Q Hs ) p( Q M)

N

TV
dynamical structure factor

. laws of conservation
Bose occupation A

—_—— ~ ~ = N .
S |Gron@) T D6 @~ (@) (@~ G — ) + n(wn(@)dw + w(@)5(G + 7 - G)

= NV
G ~ . one-phonon annihilation
one-phonon creation

(2.31)

The phonon, a collective lattice excitation, is characterized by its momentum, ¢, its energy,
hws(q), and its polarization s, determined by the direction in which atoms are displaced
from their equilibrium positions, €,”). The subscript u distinguishes specific atoms in the
unit cell. The DDCS accounts for contributions from all reciprocal lattice vectors, G. The

-1
Bose occupation factor, n(ws) = [exp <°7€b—(?> — 1} considers the temperature-dependent

population of phonon states with various frequencies, wg(q).

The inner product between the total momentum transfer and the polarization vector of the
phonon, Cje}, determines which phonon branches are experimentally accessible within a spe-
cific geometry. Only phonons whose polarization is approximately parallel to the momentum

(®) A discussion of the equivalency between Bragg’s law and the expression taking advantage of the reciprocal
lattice vectors can be found in the textbook of Hunklinger [35].

(YA more comprehensive treatment of phonons can be found in section 4.5 of this thesis and in various
textbooks, see for example the book of Hunklinger [35].
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transfer, @ || €5, can be probed effectively. Consequently, we investigate longitudinal phonon
branches, where ¢ || €, by choosing a momentum transfer such that Cj || . A transversal
phonon along a high-symmetry direction, ¢ L €3, is usually investigated in a setting where
Cj and ¢ are only approximately perpendicular. Both the investigation of a longitudinal and
a transversal phonon branch are illustrated in Fig. 2.2 (a) and (b), respectively.

qllQ ks ky

________________________________________________________

0o TG |
Figure 2.2: Investigation of the DDCS associated with a one-phonon process using inelastic
neutron scattering. The figure illustrates the relationship between the momentum transfer,
Q. the reciprocal lattice vector, G, and the phonon momentum, §. Panels (a) and (b)
illustrate the investigation of a longitudinal phonon, ¢ || G , and a transversal phonon ¢ L G ,
respectively. In both cases, the energy of the excited phonon amounts to

hw = (|| — [kel?) / (2ma).

Additionally, to maximize the factor Cjé;, phonon branches are usually investigated in Bril-
louin zones as distant to the origin as allowed by the experimental setup. For a comprehensive
overview of the scattering from one-phonon processes, including the derivation of Eq. (2.31),
the reader is referred to the book of Squires [28].

In the upcoming chapter, we will explore the operating principles of neutron scattering
experiments and the utilization of specialized instruments to investigate the DDCS at specific
momentum and energy transfers. We will primarily focus on the working principle of triple-
axis spectroscopy (TAS) and the fundamentals of neutron imaging techniques.



3. Instrumentation - Expanding the Possibil-
ities of Research

Within this thesis, the experimental work encompassed two distinct domains. Firstly, we
used triple-axis spectroscopy (TAS) to investigate the softening of a transversal phonon
of LuVOs3, a representative compound of the rare-earth vanadates. Secondly, the focusing
characteristics of the NMO prototypes were investigated using a position-sensitive detector
and neutron imaging techniques.

Expanding the preceding discussion of the interaction between neutrons and matter, our
focus in the present chapter shifts toward acquiring and interpreting data from specific
neutron experiments. Gaining insight into the data acquisition process facilitates the com-
parison of experimental findings with theoretical predictions, thereby allowing for a better
understanding of the underlying physical processes.

3.1 Triple-Axis Spectroscopy

Brockhouse and Shull initiated the field of triple-axis spectroscopy back in 1951 at the NRX
reactor located at the Chalk River Laboratory. Their work led to the establishment of the
first triple-axis spectrometer prototype in 1952 [37]. In recognition of their contribution,
Brockhouse and Shull were awarded the Nobel prize in 1994 for their “pioneering contribu-
tions to the development of neutron scattering in condensed matter research” [38].

To this day, TAS remains a cornerstone of modern neutron scattering, facilitating the
exploration of the DDCS of a sample at arbitrary momentum and energy transfers with
remarkable resolution. This is achieved by precisely determining the initial and final states
of the neutrons in the beam through the three eponymous scattering axes. The energies of
the incident and scattered neutrons are selected by Bragg scattering at the first and last axes,
known as the monochromator and the analyzer, respectively. The position of these devices
relative to the sample, which represents the second scattering axis, governs the directions of
the momenta of the incident and scattered neutrons. As a result, the configuration of the
instrument geometrically defines the initial and final states of the neutrons, |k;) and k)@,

Within the upcoming section, we provide a concise introduction to TAS, focusing on the
methods for energy selection and neutron manipulation at the specific axes. Additionally, we
present various scan types utilized for systematically exploring the reciprocal space. Finally,
we will present additional instrumentation for improving the beam quality and the signal-
to-noise ratio. A detailed account of the topic is available in the book of Shirane [39].

3.1.1 Monochromator and Analyzer

Concerning TAS, the monochromator and analyzer play pivotal roles by selecting neutrons
of specific energy from the beam through elastic Bragg scattering off of a crystal with known
lattice spacing. By adjusting the angle between the incident beam and the surface of the
monochromator/analyzer, y,/,, the wavelength of the scattered neutrons can be freely de-

(1) Again, the spin of the neutron is conveniently neglected.

15
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termined according to Bragg’s law [10],

2y /0 SN (O /) = N =1 %W ) (3.1)

|iye]

Here, d,/, denotes the lattice spacing between the scattering planes, and 6,,/, is the angle
between those crystal planes and the incident neutrons. Neutrons with a wavelength ;¢
satisfy Bragg’s law and are ultimately deflected by an angle 26, /, from their initial trajectory.
The parameter n € N denotes the order of reflection, implying that neutrons with an integer
fraction of A;/; also satisfy Bragg’s law. These higher order contaminations typically have to
be eliminated by filters to diminish the measurement background.

An overview of a commonly used TAS geometry is given in Fig. 3.1 (a). Following the
neutron beam through the instrument, the monochromator initially scatters neutrons with
a specific wavelength from the incident white beam, thereby defining the direction and
magnitude of K. After the interaction between the beam and the sample, the direction and
magnitude of Ef are determined by the positioning and the angle of the analyzer, respectively.
Consequently, the momentum and energy transfers governing the DDCS are given by,

Q =k —k
R2(|F[? — |ke[?) (3.2)
2my

AFE =

Fig. 3.1 (b) illustrates the momenta of the neutron beam visualized in (a) in reciprocal space.
The total momentum transfer, Cj can be separated into a reciprocal lattice vector G and the
reduced momentum transfer ¢.

We will now briefly touch upon the properties of the crystals employed as the monochro-
mator and the analyzer. A perfect crystal would only satisfy Eq. (3.1) for an infinitesimally
narrow range of wavelengths. While this would offer impeccable energy resolution, the count
of neutrons with that exact wavelength dwindles to zero. Generally, the number of neu-
trons suitable for being reflected at the monochromator decreases with increasing energy
resolution.

In practice, one resorts to perfectly imperfect crystals featuring a certain degree of mosaic
spread to strike a balance between the required energy resolution of an experiment and the
flux required to perform the experiment in a timely fashion [11]. Mosaicity refers to the
extent of the deviation in the orientation of the crystallites within a single crystal, which is
typically modeled by a Gaussian distribution [42]. Due to these deviations, neutrons that
closely approximate the Bragg equation can still be reflected by a correspondingly oriented
crystallite instead of being transmitted. A more comprehensive treatment of the scattering
off of a mosaic crystal is left to the work of Sears [13].

A common material for constructing monochromators for cold neutrons is pyrolytic graphite
(PG) with a mosaicity of about 1° [44, 45]. Although theory predicts that monochromators
based on diamond should outperform all existing designs [4(], the practical limitation of
fabricating diamond crystals with a sufficiently homogeneous mosaic spread is restricting
their current usage [17].

It is worth noting that the monochromator rarely is a single continuous crystal, but rather
an arrangement of similarly oriented smaller pieces of crystal, typically possessing an area
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C
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source i_ ________________ i ________________ 4: ________________ i

monochromator

Figure 3.1: (a) Geometry of a triple-axis spectrometer, and (b) a representation of the wave
vectors in the reciprocal lattice of the investigated sample. (a) The relative position of
the three scattering axes, the monochromator, the sample and the analyzer, determine the
directions of k: and kf, whereas the monochromator and the analyzer angles, 6, and 6,,
determine the magnitudes of those vectors, respectively. (b) In terms of the reciprocal space
of the crystal, the momentum transfer, Q = k?l — l{_f;, can be separated into a reciprocal lattice
vector, é, and the corresponding reduced momentum transfer ¢. The angle 6, determines
the orientation of the sample with respect to k.

of about 1 x 1cm?. This configuration allows for individual crystal adjustments, enabling

horizontal or vertical focusing. While this may increase the flux at the sample position, it
comes at the expense of increasing the divergence [48, 49].

3.1.2 Scan Modes

TAS is an extremely versatile method for investigating the DDCS at specific points in the
four-dimensional @), E-space. Several scanning techniques have been established to system-
atically investigate collective excitations such as phonons and magnons. Here, we provide a
concise overview of the most common ones.

e Elastic scattering:

In the case of elastic scattering, AF = 0, the magnitudes of the 1n(31dent and the
outgoing wavevectors are equal. Assuming a Bragg reflection, Q G as a starting
point, one usually performs a longitudinal scan ¢ || Q or a transversal scan ¢ L Q
Considering Fig. 3.1, we observe that the longitudinal scan involves a change of 26, by a
certain angle together with a rotation of the sample by half that angle, 6,, to maintain
the orientation between Cj and G. This type of elastic scan is often also referred to as
a 0-20-scan. Conversely, _by rotating only the sample and keeping 29 constant, G is
rotated with respect to Q which results in a transversal scan, ¢ L Q for small angles
of rotation. This type of scan is usually called # -or rocking-scan.

e Constant ()-scan: In this more common inelastic scan mode, the momentum transfer
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\Q | is kept constant, while the energy transfer AE is varied.

e Constant F-scan: In cases where a constant ()-scan is unfeasible, such as for the inves-
tigation of very steep dispersions where the energy of the excitation changes quickly
with varying momentum transfer, the energy transfer is kept at a constant value, while
the momentum transfer is varied.

Typically, both inelastic scans require complex adjustments of several axes. Modern instru-
mentation allows researchers to input the orientation of the crystal and the desired positions
in ), E-space, with the software handling the calculations for the required adjustments auto-
matically. For a detailed insight into these calculations, the reader is referred to the following
references [39, 50, 51].

3.1.3 Enhancing Beam Quality with Filters and Collimators

In addition to the primary three axes, various devices are routinely employed to improve the
beam quality and remove unwanted neutron contamination, thereby improving the signal-
to-noise ratio. Here, we introduce those devices in the order in which the neutron beam will
encounter them in a typical TAS setup.

As mentioned previously, Bragg scattering generates higher-order contamination, i.e., neu-
trons with integer fractions of the desired wavelength, complicating the evaluation of the
obtained data. A filter is usually positioned directly behind the monochromator to remove
those unwanted neutrons. It consists of small, randomly oriented crystallites with a spe-
cific lattice spacing, dgyer. The lack of orientation entails that the value of the sine-term in
Bragg’s equation (Eq. (3.1)) varies freely between 0 and 1. Consequently, all neutrons with
A < 2dg1er = Acwt Undergo elastic scattering, deviating away from the original trajectory, thus
removing the higher order contamination for a well-chosen value of dgye,. Common materi-
als for this purpose include pyrolitic graphite (Aeyt = 6.7 A) [52], polycrystalline beryllium
(Acut = 4.0 /OX), or bismuth (Aey = 6.6 A), sometimes used interchangeably or in combination
with each other [53].

Besides filtering unwanted neutrons with respect to their wavelength, further options are
available for removing neutrons whose direction deviates too strongly from the intended
path. Soller collimators are based on thin, straight, parallel channels coated with a strongly
neutron-absorbing material originally designed for X-ray scattering [54, 55]. If the divergence,
a, i.e., the angle between a neutron and the optical axis, exceeds a threshold determined by
the geometry of the collimator, aeon = tan™!(d/l), the neutron is always absorbed [56]. Here,
d and [ denote the spacing between two absorbing plates and the length of the individual
plates, respectively. It can readily be shown that the transmission through such a collimator

gives rise to a triangular intensity distribution with respect to the divergence of the neutrons
[56],

Qcoll

1_ﬂ f < Cco
T:{ or |a| < e (3.3)

0 else

At this point, it should be noted that the divergence of a neutron beam typically refers to
the full width at half maximum (FWHM) of the divergence distribution of the individual
neutrons, which matches a.o; for the triangular shape of the recovered distribution. While
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collimators can be placed anywhere along the neutron path, they are most commonly posi-
tioned directly before or after the sample.

3.1.4 Monitors

To determine the DDCS, we must measure neutron rates before the sample and after the
energy selection by the analyzer. However, different considerations apply to these two mea-
surements. Before encountering the sample, the beam should pass the monitor mostly un-
obstructed. In this scenario, a low detection efficiency is preferred. Consequently, monitors
typically utilize fission chambers equipped with thin foils coated with small amounts of
235U[57]. Conversely, the detector behind the analyzer should be designed to count neutrons
with the highest achievable efficiency. For TAS, state-of-the-art detectors are currently based
on SHe-filled fingers [58], tailored towards maximizing neutron capture and detection.

We now offer a brief overview of the three triple-axis-spectrometers utilized within the

context of this thesis.

3.1.5 Cold Triple-Axis Spectrometer MIRA-2, FRM-II, DE

MIRA-2, located at the FRM-II facility in Garching near Munich, is a multi-purpose instru-
ment with a primary focus on cold TAS [59]. This instrument played a pivotal role in the
preliminary investigation of the NMO prototypes and the study of the lattice dynamics in
LuVO3 at small Cj

Tailored towards the cold spectrum in which MIRA-2 typically operates, the monochro-
mator and analyzer are assembled from PG (PG002) with a lattice spacing of dpgooz =
3.355 A. To mitigate higher-order contamination, a liquid nitrogen-cooled beryllium filter
is positioned behind the monochromator. MIRA-2 operates within a wavelength range of
3.97A < XA <5.2A. Due to instruments downstream of MIRA-2, inelastic measurements are
primarily performed using a constant k; mode, where the modulus of the incoming neutron
momentum is kept at a constant value while the energy transfer is selected at the analyzer.
Although this approach is equivalent to the constant & mode in terms of probing the DDCS,
one has to account for the energy-dependent reflectivity of the analyzer. This is achieved by
normalizing the intensity measured by the detector by a factor [39],

e tan (6f) . (3.4)

In the constant k; mode, the energy-dependent efficiency of the monochromator can easily
be accounted for during the data evaluation by comparing the detector data to flux mea-
surements obtained from a monitor positioned between the monochromator and the sample.

Throughout the study of the NMOs, a position-sensitive CASCADE [60] detector was
mounted onto a linear stage, the details of which will be discussed at a later point dedicated
to the measurement geometry at MIRA-2, section 6.1.1.

3.1.6 Thermal Triple-Axis Spectrometer EIGER, PSI, CH

Initial phonon measurements were conducted at the thermal triple-axis spectrometer EIGER

at PSI [61]. It operates in constant ks mode, with ks = 2.662 A™'. Similar to MIRA-2,
both the monochromator and the analyzer rely on the (002) reflection of pyrolitic graphite.
The monochromator allows for horizontal and vertical focusing. To mitigate higher-order
reflections, EIGER employs a PG-filter with A\ = 6.7 A.
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3.1.7 Thermal Triple-Axis Spectrometer PUMA, FRM-II, DE

Operating at a smaller wavelength than MIRA-2, the longitudinal phonon modes of LuVOj;
closer to the zone boundary were investigated at PUMA at FRM-II [62]. PUMA was operated

in constant Ef mode with /%} —2.662 A", The monochromator and the analyzer employ the
(002) reflection of PG and have focusing options.

3.2 Neutron Imaging

This section draws inspiration from the comprehensive summary of the history of neutron
scattering by Brenzier [63] and the overview of different types of spatially resolving detectors
found in the work of Lehmann et al. [64].

Less than ten years after the identification of the neutron by James Chadwick in 1932 [20],
Kallmann and Kuhn produced radiographic neutron images akin to those previously obtained
with X-rays. They achieved this by utilizing a Ra-Be neutron source and a photographic
neutron detection system based on lithium foils, which functioned similarly to X-ray films
[65, 66]. Owing to substantial differences in the total cross-sections compared to X-rays and
the isotopic sensitivity of the neutron, neutron imaging ever since provides unique insights
for non-destructive testing, complementing X-ray scattering techniques.

Besides improvements in neutron beam quality and data reduction, significant progress has
been made in neutron detection techniques, particularly in improving spatial and temporal
resolution. The uncharged nature of the neutron necessitates its conversion into secondary
particles for detection, i.e., o, 8, and~. This conversion is typically achieved through
neutron capture in materials such as lithium, boron, or gadolinium [67]. Subsequently, the
intensity distribution of these secondary particles is digitized using techniques established in
X-ray radiography.

Photostimulable phosphor plates or systems based on scintillators have replaced previously
used X-ray films in visualizing the secondary particles [68, 64]. These technologies offer
several practical advantages, including reusability with no need for post-processing of the
films and no waste disposal. Furthermore, they offer a linear response to the neutron intensity
over a large range of exposures and provide a large field of view. The optical light emitted
by these devices is detected and digitized by charge-coupled device (CCD) cameras.

In the following section, we provide a brief overview of the processes involved in converting
the spatial intensity distribution of a neutron beam into a digital image, emphasizing the
quantitative evaluation of the data.

3.2.1 Spatially Resolving Neutron Detection Systems

An effective neutron radiography detector requires a specific spatial resolution, a minimum
signal-to-noise ratio, linearity between the detected signal and the incident neutron flux
over an extensive dynamic range for quantitative evaluation, and, in some cases, sufficient
time resolution [64]?). The extent to which specific requirements must be satisfied depends
on the nature of the conducted experiment. Today, CCD camera-based detection systems,
which convert light emitted by neutron-sensitive scintillators into digital data, meet these
requirements for most neutron imaging experiments, making them the primary choice. The

()For the work conducted within this thesis, time resolution was not necessary.



3.2. NEUTRON IMAGING 21
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Figure 3.2: Schematics of a neutron imaging setup based on a scintillator and a CCD camera.
The figure is reproduced from the work of Lehmann [64].

typical configuration of such a system is illustrated in Fig. 3.2.

The conversion of a neutron beam into a digital image can be separated into distinct steps.
First, the spatial intensity distribution of neutrons incident onto the scintillator screen is
converted into a spatial distribution of secondary particles through neutron capture reactions.
Typically used isotopes include %Li, 1°B, and *®Gd giving rise to the following reactions,

SLi+on —35 He +3 H, .
0B 41 n -7 Li+] He. (3:5)
In the case of neutron capture in Gd, the excited nucleus emits electrons and betas, which
can then be detected [69, 70].

Already upstream of the scintillator, the spatial resolution can be compromised if either
the divergence of the incoming neutron beam or the distance between the sample and the
scintillator is too large. Proper collimation of the beam helps achieve the optimum resolution,
typically limited by the conversion of neutrons into charged particles and subsequently visible
light.

Within the scintillator screen, the energetic secondary particles interact with the photoac-
tive components of the scintillator, typically ZnS:Cu, emitting visible light as a result. The
spatial resolution of this process is influenced by the range of the charged particles and the
thickness of the scintillator [69], which is itself dictated by the required light yield. Increasing
the scintillator thickness increases the light yield but decreases the resolution. For ®Li-based
7ZnS:Cu scintillators, the spatial resolution is typically 50 pm, while for Gd-based scintillators
the resolution can be improved to about 20 pm [69, 71].

After the scintillator, the light yield is directed to and digitized into a grayscale image by a
low-background CCD camera positioned outside the direct beam to reduce radiation damage
from activation. While the high resolution of the camera does not impede the overall spatial
resolution of the measurement, thermal noise can affect the signal-to-noise ratio. The camera
is usually cooled with liquid nitrogen to mitigate this noise [64]. Additionally, to prevent
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Figure 3.3: a) Time-dependent light yield for various scintillation screens normalized to their
initial light yield at ¢t = 0. b) Relative light yield as a function of the time-integrated flux
for different incident flux values and scintillator temperatures. The figure is taken from the
work of Neuwirth et al. [67].

negative entries in the data, a constant positive offset is applied to the entire image, which
must be accounted for during the data evaluation process. The entire system is enclosed in
a light-tight camera box to suppress noise from ambient sources of light [72].

Finally, we explore the impact of the incident neutron flux on the resulting light yield, and
the timescale over which this light is emitted. A comprehensive discussion covering various
types of scintillators can be found in the work of Neuwirth et al. [(67]. Here, we summarize
the results, focusing on the ®LiF-based scintillator employed at BOA, which utilizes ZnS:Cu
for the secondary conversion to visible light.

Compared to other scintillator compositions, °LiF/ZnS:Cu-based detectors provide the
highest light yield, which allows for an extensive dynamic range and improves the signal-to-
noise ratio. Regarding the linearity of the light yield, it should be noted that the relative
light yield increases to about 104 % during the first 60s of illumination. In other words,
during the first 60s of exposure, the light yield increases by 4% compared to the first
image taken. This minor effect is attributed to the delayed emission of trapped electrons,
as discussed by Neuwirth et al. [67]. In terms of fluence, being the time-integrated flux, the
peak in light yield is reached after a fluence of fyeax = 10 x 10'° cm ™2, independent of the
incident flux. To put this into perspective, the maximum light yield is achieved after roughly
160s of illumination at a flux of 6.25 x 10" cm~2s~!. Subsequently, the relative light yield
slowly decreases at a rate of m. The decline in light yield is mainly attributed to
radiation damage to the crystal structure, leading to defects that capture electrons, thereby
reducing the light yield. The resulting changes in light yield are illustrated in Fig. 3.3. Being
emitted as a result of neutron capture and subsequent conversion processes, not all photons
are immediately emitted upon neutron irradiation, entailing an afterglow effect following
neutron exposure. After 2s, the afterglow amounts to approximately 1.98 % of the initial
light yield after, which decreases to 0.1 % at 40s post-exposure. Although this afterglow
can give rise to ghost images, the slow-paced nature of our experiment reduces the effects
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significantly. Care was taken to schedule a delay between subsequent images to mitigate
the issue further. In conclusion, the SLiF/ZnS:Cu-based scintillation plates demonstrate
reasonable linearity regarding their light yield as a function of exposure time and neutron
flux. This linearity facilitates a quantitative analysis of experiments using these detectors.

3.2.2 Data Evaluation

As a figure of merit for an NMO, we are typically interested in the ratio of correctly redirected
neutrons, i.e., neutrons arriving within a designated focal spot, compared to the total number
of neutrons incident on the NMO. To quantify this ratio, we capture three images, which
include one with the NMO redirecting the beam, a flat-field image without the device, and
a dark-field image obtained with a closed shutter®). The latter accounts for the background
originating from thermal noise in the camera and the constant positive offset discussed
earlier. These images are represented in Fig. 3.4 (b), (c¢), and (d), respectively. In terms
of these acquired images, the transport efficiency is given by the grayscale value integrated
within the focal spot of Fig. 3.4 (b) (outlined in orange), If., divided by the integrated
grayscale of the flat-field Fig. 3.4 (¢), Iy. However, care has to be taken to correctly account
for the constant background of the dark field, I, represented in Fig. 3.4 (d). The resulting
formula for the transport efficiency is given by,

(Lﬂ;\;{*ldf) (&;&*Idf)

foc foc

Q (Iff_]df> Sff ( )
Mg

Here, M;,. and Mg are the upstream monitor readings for the images with and without the
optical device, respectively. The normalization of the data to those monitors accounts for
both the dependence of the light yield on the exposure time and any fluctuations in the
neutron flux, which are common at spallation sources such as the PSI.

We will now discuss the panels in Fig. 3.4 in more detail, focusing on their role in data
evaluation. It should be noted that all images, originally 2048 x 2048 pixels large, have been
filtered with a 4 x 4 median filter to correct for gamma spots and other irregularities in the
data. As an additional benefit, this operation reduces the file size significantly.

Panel (b) displays the color plot of the grayscale values acquired from the focused beam.
We observe a sharp central line corresponding to the one-dimensionally focused neutrons.
Panel (c) represents the flat-field image obtained by removing the NMO from the beam path.
A small modulation of intensity is attributed to the employed Soller collimator. Additionally,
we observe the mask used to confine the beam to the entrance area of the NMO), resulting
in a quadratic illumination area on the detector. The color plot in panel (d) depicts the
grayscale values of the dark-field image obtained with a closed neutron shutter shortly after
the illumination performed for panel (c¢). This image expresses a constant background with
a value of approximately 300 grayscale units. This constant offset is in place to prevent
negative entries in the data and remains independent of the exposure time. Conversely,
the afterglow effect, which contributes about 10 grayscale units, scales non-linearly with the
exposure time and is thus more difficult to account for.

(3)We can assume that no neutron traverses a closed shutter, effectively reducing the incident neutron flux
to zero.
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Figure 3.4: Mlustration of the data normalization process utilized for the imaging data. All
panels show color plots of spatial intensity distributions. Panel (a) shows the focused neutron
beam, with the grayscale values normalized according to Eq. (3.6). Panel (b) shows the raw
grayscale values obtained with the NMO in the beam. Panel (c) shows grayscale values of
the flat-field image, with the NMO removed from the beam. Subtracting the dark field,
integrating the resulting grayscale values, and normalizing to the monitor yields Sg. Panel
(d) shows the grayscale values of the dark field obtained with a closed shutter shortly after
the previous illumination. The square-shaped afterglow of the detector system amounting
to < 10 grayscale units is observed in the central part of the data.

Regarding the efficiency of transport given by Eq. (3.6), we first performed a pixel-wise(®
subtraction of the dark field (d) from the flat-field image (c). Next, the resulting data is
normalized to the respective monitor value, Mg. In cases of constant incident flux, Mg is
proportional to the exposure time. The normalized flat-field image was then integrated,
yielding the denominator of Eq. (3.6), which we denoted as Sg. This value represents the
monitor-normalized number of neutrons potentially interacting with the NMO.

Similarly, we subtracted the dark field from the raw data obtained with the NMO in the
beam (b) on a pixel-wise basis. Subsequently, the data is normalized to the monitor reading,
M. To further normalize this image to the situation without the NMO present, we divided
it by Sg, generating the data shown in Fig. 3.4 (a). The integrated intensity amounts to
Lot = 0.92. A value of one would indicate the ideal case where no neutrons are absorbed or
scattered away from the detector during focusing. By selecting a specific area of integration,

() Pigel-wise refers to an operation that is performed independently on each pair of corresponding pixels
between two or more images.
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such as the orange rectangle in (a), we determine the transport efficiency for that particular
area, yielding QQ = 44 %.

3.2.3 Imaging Beamline BOA, PSI, CH

We provide a brief overview of the imaging beamline BOA (Beamline for neutron Optics
and other Applications) at PSI (Switzerland), where the high-resolution investigations of the
NMOs were conducted. For a more detailed review of the instrument, the reader is referred
to the work of Morgano et al.[73] from which this subsection draws inspiration.

BOA replaced the former FUNSPIN instrument at PSI and is dedicated to testing advanced
neutron scattering and optics techniques. It offers excellent flexibility and a high spatial
resolution. The neutron guide leading to BOA is aligned with the cold source from which,
after passing a polarizing bender and a horizontally focusing guide, polarized neutrons with
a divergence of ~ 40’ are provided in a square area measuring 40 x 40 mm?.

Under standard operating conditions with a proton current of 1.48 mA hitting the target,
the total flux at the entrance of the instrument amounts to 1.7 x 10% cm~2s™! peaking in
intensity at around A\ = 3A [73], as depicted in Fig. 3.5. The dependence of the flux
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Figure 3.5: Beam characteristics at BOA. (a) Wavelength spectra were recorded at seven
different positions in the horizontal plane of the beam. Reflection at larger angles (positive
positions) reduces intensity and shifts the maximum towards longer wavelengths. (b) Spatial
intensity modulation at the beam hole as seen through a pin-hole configuration. The intensity
fluctuations are attributed to reflections at individual mirror planes of the bender. Figures
are taken with permission from Morgano et al.[73].

distribution on the horizontal position is attributed to the dependence of the supermirror
reflectivity on the wavelength (compare Fig. 5.4 (a)). Reflection at larger angles leads to a
reduction in intensity and a shift of the maximum intensity toward larger wavelengths. To
optimize for long wavelengths and to minimize the measurement background, the direct line
of sight between the beam hole and the cold moderator is blocked.
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As illustrated in Fig. 3.5 (b), the beam experiences a notable spatial intensity modulation
in a pin-hole configuration. This is attributed to reflections from individual channels of the
bender. In our experiments, we utilized the entire 40 mm of horizontal extent, effectively
averaging this intensity modulation, as validated by the flat-field images. Before interact-
ing with the focusing device, the beam underwent collimation by Soller type collimators
a € {10/, 20, 40’} and monochromatization by a double crystal monochromator (DCM)
with a wavelength range of 25A < XA < 6.1 A. Finally, the spatial intensity distribution
of the neutron beam arriving at the detector is converted to a digital image by a standard
LiF /ZnS:Cu scintillator coupled to a CCD camera. This setup provides a resolution of
approximately 100 pm, sufficient for discerning subtle features in the spatial intensity distri-
bution of the manipulated neutron beams.



4. Anomalous Lattice Dynamics in LuVOj; -
A Triple-Axis Scattering Investigation

This chapter is divided into three parts. First, we introduce rare-earth vanadates (REV) with
a focus on LuVO3". Secondly, we discuss the experimental techniques used to study the
lattice dynamics and present the resulting phonon dispersions along several high-symmetry
directions. Finally, we analyze the obtained results in the context of anomalous changes in
elastic constants due to phase transitions and compare them to similar studies on related
compounds.

4.1 Properties of Rare-Earth Vanadates

This opening section describes the crystal and electronic structure of rare-earth vanadates
(REV), focusing on LuVO3. We will also highlight the diverse phase diagrams of REV and
the relationship between the lattice distortions and the electronic and magnetic structures.
REV belong to the larger family of perovskites and have the chemical formula RVOs3, where
R denotes a rare-earth element (a lanthanide, Sc, Y, and Lu). The subsequent sections draw
inspiration from several studies by Radhakrishnan [74], Benckiser [75], Goodenough et al.
[76] and Mizokawa et al. [77], to which the reader is referred for a more comprehensive
analysis of some aspects of this group of compounds.

4.1.1 Crystal Structure of RVO3;

At room temperature, RVO3; compounds commonly crystallize in the orthorombic Pbnm
space group (No. 62(2))®. In comparison to an ideal cubic perovskite (chemical formula
ABO3), which crystallizes in the Pm3m space group (No. 221), the size mismatch between
the R and the V atoms entails a distortion of the formerly cubic structure with several
implications [79], which are also visualized in Fig. 4.1:

e Compared to the cubic case, the V-O-V angles are smaller than 180°, indicating that
the oxygen octahedra are tilted with respect to each other.

e Due to the size mismatch between the R and V atoms, the lengths of the individual V-
O bonds deviate from their former common value. This distortion leads to a distortion
of the shape of the oxygen octahedron, thereby lowering the symmetry of the crystal
field surrounding the V atom, which splits the 3d orbitals of the V atoms.

e In sum, the breaking of symmetry changes the space group from a cubic perovskite
structure to the orthorhombic structure; Pm3m — Pbnm [30, 81].

The rotation of the oxygen octahedra is referred to as the GdFeOs-type rotation [77, 82]. One
can construct a pseudo-cubic unit cell within the room-temperature orthorhombic structure

(1 Being the last member of the lanthanide series possessing the smallest ionic radius, lutetium belongs to
the rare earths sharing many of their properties.

()The interested reader is referred to the work of Souvignier et al. [78] for an overview of the here used
Hermann-Mauguin symbols.

27
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Figure 4.1: (a) Ideal cubic perovskite structure with point group Pm3m and (b) room-
temperature crystal structure of RVO3, Pbnm, at the example of LuVOj3. The orthorhombic
unit cell is indicated by solid, black lines, while the ideal cubic (a) and pseudo-cubic (b) unit
cells are indicated by dashed, black lines. The oxygen octahedra (red) in the orthorhombic
Pbnm structure are tilted with respect to the ideal perovskite structure as a result of the size
mismatch between R and V (GdFeOs-type rotation). Figure is reproduced from Goodenough
et al. [70].

to visualize the distortion of the cubic perovskite precursor. The axes of this pseudo-cubic
cell (z, y, z) have the following relationship with the axes of the orthorombic unit cell z =
y~vat+0%/2, z ~ ¢/2 [83]. Taking LuVOj3 as an example, Fig. 4.1 shows both the ideal
perovskite structure (a) and the room-temperature Pbnm unit cell of RVO; (b), which are
rotated by 45° with respect to their parallel c-and z-axes.

The emergence of deviations from a perfect cubic structure in the context of the reduced
ionic radius of R can be comprehended through the empirical tolerance factor, initially
introduced by Goldschmidt [3]. It is defined by

1 ra+ro

V2rg+ro’

where 75 ,rg and ro denote the effective ionic radii of the elements A, B and O for the
perovskite ABOj, respectively [84, 85]. Despite recent discussions, whether the tolerance
factor can on its own reliably predict the structure, stability, and lattice parameters of
perovskite compounds [36], it still serves as a first estimate of potential lattice distortions.

(4.1)
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For example, SrTiOj3 crystallizes in an ideal, cubic perovskite structure, which is reflected
by its tolerance factor close to unity, « = 1.009, where rn = rg, = 1.44 A, rg = rm; = 0.605 A
and ro = 1.35 A are obtained from the work of Shannon et al. [85] for coordination numbers
corresponding to the cubic perovskite, 12, 6 and 2, respectively®.

In the case of RVOs, v = 0.64A, ro = 1.35A, the rotation of the oxygen octahedra
entails a reduction of the coordination number of R and V to 8 and 6, respectively. It should
be noted that the tabulation of the ionic radii by Shannon [85] does not extend to all R for
the required coordination numbers, and we, in some instances, relied on the approximated
values calculated by Jia [88]. The resulting tolerance factors for RVOj3 range from o = 0.89
for ri, = 1.16 A to o = 0.84 for ry = 1.02A and o = 0.83 for L = 0.98 A, respectively.
All REV fall in the range 0.8 < a < 0.89, for which the distorted perovskite structure is
expected [39].

In summary, a trend towards smaller rz suggests a more pronounced distortion of the
cubic perovskite structure. A gradual variation of the ionic radii belonging to different R
and the associated distortion towards a more orthorhombic structure are expected to result
in significant changes in the magnetic and orbital ordering, which has attracted significant
scientific interest [1, 2, 77, 79, 82, 90, 91, 92, 93, 94, 95]. Possessing the smallest ionic radius
among all REV, LuVOj; stands out by potentially exhibiting more pronounced effects.

4.1.2 Electronic Structure of RVO;

The electronic structure of the RVO3 Mott insulators is governed by two electrons occupying
the 3d shell of the V3* ions. The cubic crystal fields associated with the undisturbed oxygen
octahedra (Pm3m) cause a splitting of the originally five-fold degenerate 3d levels [96], which
is shown in Fig. 4.2 (a). This results in one triply degenerate to, orbital and one doubly
degenerate e, orbital. The repulsion between the electron clouds of the 3d orbitals and the
negatively charged oxygen ligand ions in octahedral surroundings favors minimizing overlap.
Consequently, the triply degenerate to, set (zy, yz, and zx orbitals), is energetically favored
compared to the e, set being composed of 2? — y* and 22% — z? — y? orbitals [97, 96]. The
corresponding electron densities are sketched in Fig. 4.2 (b), where the negatively charged
oxygen ions comprising the octahedron are located on the axes of the coordinate system.
The large energy gap between the e, and ty, orbitals (10 Dg) makes a mixture of states
unlikely [75, 97].

The degeneracy of the ¢y, orbital is further lifted by a mixture of two effects. Firstly, the
GdFeOs-type rotation results in non-uniform V-O bond lengths, causing the ?5, orbitals to
split by a small amount at all temperatures [77]. Secondly, an additional distortion of the
oxygen octahedron reduces the cubic symmetry of the crystal field to a tetragonal or trigonal
one. As shown in Fig. 4.2 (a), this reduction in symmetry splits the ¢5, and e, orbitals such
that energy is gained by partially occupying the resulting lower energy orbitals. If this energy
gain from this more favorable occupation exceeds the loss associated with the deformation of
the crystal structure, the distortion is realized, and the compound is called Jahn-Teller-active
[98].

(3)A readily available overview of the ionic radii published by Shannon can be found in an online database
[87].
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Figure 4.2: (a) Splitting of the five-fold degenerate 3d orbitals in a crystal field with different
symmetries. When subjected to a crystal field with cubic symmetry, the 3d orbitals are split
into a triply degenerate to, and a doubly degenerate e, orbital. Due to the orientation of
the negatively charged O-ligands, to, is energetically favored to ess. When the symmetry of
the crystal field is further reduced by compression of the oxygen octahedra, the degeneracy
of the orbitals is further lifted. The occupation of the orbitals by two valence electrons in
V3T according to Hund’s rules is indicated by pink arrows. (b) shows the distribution of
electron densities for various 3d orbitals. While the density of the e, orbitals is maximized
along the coordinate axes, the density of the ¢y, is localized between two axes, respectively.
Figures (a) and (b) are reproduced from Kugel et al. [96]. (¢) The systematic distortion of
the corner-sharing oxygen octahedra gives rise to the collective Jahn-Teller effect. (c1) and
(c2) For a- and d-type Jahn-Teller effects, the elongated bonds (highlighted in green) within
the ab-plane are oriented perpendicular and parallel when traversing the c-axis, respectively.
(¢3) Tilting of oxygen octahedra in the GdFeOs-type rotation. Figures (c1-3) are reproduced
from Mizokawa et al. [77].

In the case of V3T ions, only two electrons are available to fill the three ¢y, orbitals, one
electron always occupying xy and the other either yz or zx. Due to the sharing of corners
between octahedra, individual Jahn-Teller distortions become coupled and give rise to the
collective Jahn-Teller effect. For a more comprehensive treatment of this topic, the reader
is referred to the work of Kugel and Khomskii [96].
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Fig. 4.2 (c1 and ¢2) illustrate two expressions of the collective Jahn-Teller effect differing
only with respect to the stacking of the distorted octahedra along the c-axis [77]. For the
a-type distortion (cl), the elongated bonds of two adjacent octahedra, indicated in dark
green, are rotated by 90° around the c-axis with respect to each other when moving through
the crystal along the c-direction. However, in the d-type distortion (c2), the elongated bonds
are parallel when traversing the crystal along ¢. When moving through the crystal along
either the x- or y-direction, the elongated bonds are consistently rotated by 90 ° around the
c-axis with respect to each other. The additional tilting of the octahedra associated with
the GdFeOj3 rotation (c3) subtly influences the choice between a- and d-type Jahn-Teller
distortions. It has been demonstrated through the minimization of the free energy that the
d-type Jahn-Teller distortion is energetically favored over the a-type distortion when a large
GdFeOs-type distortion is present, specifically for a small ionic size of R [77].

Importantly, the different types of Jahn-Teller distortions are intertwined with a corre-
sponding orbital order (OO). In agreement with the symmetry of neighboring oxygen octa-
hedra, for the a-type distortion, an alternating occupation of yz and zx orbitals is expected
along all directions, i.e., anti-ferro G-type OO. Similarly, if the Jahn-Teller distortion is of
d-type, one encounters the same occupation of orbitals when moving along z, with alternat-
ing orbitals along x and vy, i.e., C-type OO [96]. According to the Goodenough-Kanamori
rules, in perovskites, the magnetic spin order (SO) correlates strongly with the OO, where
G-type (C-type) OO favors C-type (G-type) SO, respectively [70].

The importance of the cation size for orbital and magnetic transitions in RVO3 can be
understood by comparing the temperature dependence of the SO and the OO for different
occupants of the R-site, which is summarized in Fig. 4.3. In panel (a), the specific heat of
RVOj3 as a function of temperature is plotted for various elements R, revealing small peaks
indicative of phase transitions in the respective curves. Upon cooling the compounds below
Too1, the orthorhombic Pbnm space group transitions to the monoclinic P2 /b space group
(No. 3). The onset of G-type orbital ordering accompanies this transition. At T5o;, C-type
spin ordering emerges in addition to the existing G-type OO. Lastly, for compounds with
relatively small ionic sizes of R, starting with Dy, a final phase emerges at temperatures below
Ts02- The OO transitions from G-type to C-type, and the SO changes from C-type to G-type.
This observation is consistent with an increasing tilt angle for smaller cations, favoring a
collective d-type Jahn-Teller distortion, giving rise to C-type orbital ordering. These changes
of the SO and the OO at Tsps were reported to be accompanied by a structural transition
from P2, /b back to the room temperature structure Pbnm [2, 99].

4.2 Properties of LuvVO;

LuVOg3;, the member among the RVO3; compounds with the smallest ionic radius, experiences
the most pronounced GdFeOj distortion. This has attracted considerable research interest,
which will be briefly discussed here.

An overview of the various structural, orbital, and magnetic phases in LuVOs is given in
table 4.1. We follow the naming convention for the individual phases by Skoulatos et al. [2].
At room temperature, LuVOs crystallizes in the Pbnm space group without exhibiting either
OO0 or SO (phase 0). Upon cooling below Tho; = 177 K, G-type OO emerges alongside with
a structural transition to P2;/b (phase I). Further cooling below Tso; = 105 K is associated
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Figure 4.3: (a) Temper-
ature dependence of the
specific-heat for RVOs;,
where R denotes a rare
earth element. Transition
temperatures associated
with G-type orbital order-
ing (Too1), C-type spin
ordering (Ts01), and the
combined G-type spin and
C-type orbital ordering
(TSOQ = TOOQ) are indi-
cated by closed, open, and
double triangles, respec-
tively. The left inset shows
C-type OO and G-type
SO. The right inset shows
G-type OO and C-type
SO for comparison. Open
arrows and shaded lobes
indicate  spin  direction
and dyx and dy, orbitals
of the wvanadium atoms,
respectively. (b) Overview
of different types of SO
and OO in RVOj3 plotted
against the ionic radius of
R, rg. Figure is reproduced
from the work of Miyasaka
et al. [1]

with the appearance of a slightly canted C-type SO and a transformation of the OO to C-
type (phase II). Finally, as the temperature drops below Ts02/002 = 82.5 K, the OO changes
to C-type and the SO transitions to G-type (phase III). Additionally, the crystal structure
reverts back to Pbnm at Tso2/002. This behavior is consistent with that observed in other
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‘ temperature space group 00 SO
phase 0 | T > 177K Pbnm; No. 62(2) - -
phase I 17TK > T > 105K  P2;/b; No. 3 G-type -
phase IT | 106K > T > 825K P2;/b; No. 3 G-type C-type
phase III | 825K > T Pbnm; No. 62(2) C-type G-type

Table 4.1: Crystal structure and orbital and magnetic ordering in LuVO3 at various tem-
perature ranges.

RVO3 compounds with small ionic radius, e.g., Yb, Er, Y, Dy (see Fig. 4.3 and [99]). Fig. 4.4
visualizes the OO and the SO for the phases II and III. The monoclinic structure in phase
IT lifts the equivalency between V-atoms along the c-axis, which is visualized by darker
shades of the orbitals. Importantly, the magnetic spins in the G-type SO in phase III are
aligned parallel to the c-axis, while in phase II, they are canted in the bc-plane. Fig. 4.5

C-type OO i ‘ G-type OO
G-type SO | C-type SO ;

Y "_l_jb_n_r_n"% V2 2"",55;3"

(a) T< 825K (b) T>825K

Figure 4.4: OO and SO of LuVO3; visualized for V atoms of a single pseudo-cubic unit cell.
Red and blue hues indicate occupied yz and zx orbitals, and light and dark shades indicate
orbitals belonging to crystallographically different V atoms in the P2;/b structure (only
for T > 82.5K). Gray arrows indicate the SO, which is consistent with the Goodenough-
Kanamori rules. See text for more details. The Figure is reproduced from Skoulatos et al.

2].

shows an overview of the temperature dependence of the lattice parameters and the V-O
bond lengths. Investigating the parameters of the pseudo-cubic cell at room temperature
yields # = y = Va2 + 02/2 = 3.81 A, which is significantly larger than z = ¢/2 = 3.75A, in
agreement with the zy orbital being energetically favored by the Jahn-Teller distortion.
One observes a minute change in bond lengths and a change in the slope of the lattice
parameters upon cooling below Tpo; = 177 K which is concomitant with the change from
Pbnm to P2,/b. The onset of C-type SO is accompanied by a significant change in bond
length but does not impact the lattice parameters. However, the transition to G-type SO
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Figure 4.5: Lattice parameters (a) and V-O bond lengths (b) in LuVOj3 as a function of
temperature. The values are refined from high-resolution X-ray synchrotron data. Figure is
reproduced with permission from taken from Skoulatos et al. [2].

and C-type OO at Tsos is accompanied by discontinuities in both the bond lengths and the
lattice parameters.

Across all observed T', the V-O; bond distance along the c-axis remains relatively constant
and compressed, indicating that the permanent occupancy of the xy orbital is unchanged.
In contrast, the lengths of the two distinct V-O2 bonds exhibit a significant change during
the ITI-to-II phase transition. The difference between them changes sign, possibly indicating
a corresponding swap in the occupancies of the zx and yz orbitals.

In conclusion, we expect substantial modifications of the effective Hamiltonian across the
transition and the occurrence of orbital fluctuations in phase II, as predicted by theoretical
models [100]. Furthermore, the abrupt albeit small change in lattice parameters, < 0.5 %,
suggests that the elastic constants coupled to the electronic structure via the Jahn-Teller
effect might change, which would result in a noticeable alteration of the lattice dynamics of
the compound.

Magnetic Properties

In the closely related REV compound YVOg, Ulrich et al. [101] report neutron scattering
data hinting at unusual magnetic properties. They find an anomalously small magnetic



4.3. EXPERIMENTAL DETAILS 35

moment, 1.05(2) pg, in YVO3’s equivalent of phase II. The authors attribute the attenuation
from the free ion value of 2 ug to strong quantum fluctuations in the orbital phase. Further,
they report unusual features in the magnon dispersions obtained in phase 11, e.g., |J.| > |Jap|
and a splitting of the acoustic spin wave into an acoustic and an optical branch with a gap of
5meV. The gap was explained by employing a model where J. significantly varies between
the inequivalent V atoms along the c-axis, which produces alternating bonds along c. This
proposed model, a “orbital Peierls” dimerization state, requires degenerate yz and zx orbitals
sharing a single electron (with the other occupying zy). However, cluster calculations yield
a splitting of the orbital energy of yz and zzx, contradicting this model [75].

An alternate hypothesis brought forth by Fang and Nagoasa [92] explains the reported
magnetic properties of YVO3 by a model based on the Jahn-Teller effect, in which Jy,
alternates along ¢ instead of varying J.. The LDA + U calculations” are in qualitative
agreement with experimental data regarding the spin-wave gap. The deviations between
the calculated magnetic moment (1.72 up) and the experimentally obtained value (1.05 ug),
which have been brought forth as an argument supporting the orbital Peierls state, can be
attributed to the elevated measurement temperature of 77 K at which the moment is not
saturated.

Similarly, in LuVOg, Skoulatos et al. have resolved the debate between a quantum “orbital
Peierls” model and a semi-classical Jahn-Teller model in favor of the latter [2]. To this end,
they showed that the magnon dispersions in previously investigated directions agreed with
both models. However, the observed dispersion of the optical band between (0, 1, 2) and (0,
2, 2) could not be explained using the orbital Peierls model and is instead predicted by a
Jahn-Teller induced alteration of J,;, along ¢. The authors also state that the spin alignment
in phase II and the crystal structure of LuVOg differs from what is observed for YVO3 with
respect to the canting direction of the spins (compare Fig. 4.4). Additionally, their polarized
neutron scattering data confirms the space group of the low-temperature phase III to be
Pbnm, while the intermediate phase II crystallizes in a P2;/b space group. This result is
in disagreement with previous work, where Munioz et al. [94] describe LuVOj3 to undergo a
structural phase transition from orthorhombic Pbnm to monoclinic P2;/n space group at
T <94K.

Within this work, we investigated the lattice dynamics of LuVOj3 using triple-axis neu-
tron scattering within various structural, orbital, and magnetic phases. More specifically,
the temperature dependence of acoustic and low-energy optical phonon dispersions was ob-
tained along several high-symmetry directions. An unusual change in energy transfer, i.e., a
softening of a transversal acoustic phonon branch, was observed and described in the context
of elastic anomalies at structural phase transitions.

4.3 Experimental Details

Elastic and inelastic neutron scattering techniques were employed to study the lattice dy-
namics in LuVOs across its different structural, orbital, and magnetic phases. Within this
section, we first report on the investigated crystal and then summarize the measurements

(ULDA+U, also known as Hubbard U or DFT+U describes a computational approach for characterizing
systems with strongly correlated electrons using the name-giving local density approximation. A detailed
review of the technique can be found in the work of Anisimov et al. [102].



36 CHAPTER 4. LATTICE DYNAMICS IN LUVOs

performed before discussing the treatment of the obtained data to extract the phonon dis-
persions.

4.3.1 Single Crystal of LuVO;

A large single crystal of LuVOg3 with a mass of m = 4g was grown by Tung Le in a high-
temperature Xenon arc furnace. The crystal growth process consisted of a number of steps
as outlined in [103]. Initially, LuVO, powder was produced by annealing stoichiometric
quantities of LuyO3z and V505 (99.9% purity) at 1100°C for 48h. Subsequently, LuVO3;
powder was created by reducing LuVO, powder in a Hy atmosphere at a temperature of
1000 °C for a duration of 10h. Finally, the LuVO3 powder was grown into single crystals
using the floating zone technique [104]. The seeds for the growth process were created by
subjecting a small quantity of the powder to hydrostatic pressure and annealing the resulting
rods in an argon atmosphere for 6h at 1500 °C [105]. Fig. 4.6 illustrates the crystal growth
process and shows an image of the crystal mounted on its sample holder.

(@) 1100°c  1000°C 1500 °C (b)
48 h 10hinH, 6hinAr Ly #gm
: ime

1:1>{ Luvo, | Luvo; [ Luvo, | -

[1

2 ik A A

Figure 4.6: Schematics of the crystal growth of LuVO;3; and the resulting single crystal
attached to a sample holder. (a) The growth process including the different stages is outlined,
with blue rectangles representing powders and a red rectangle denoting the resulting single
crystal. (b) During all experiments, the crystal was carefully aligned such that its a-axis
(and the [100] direction) was vertically oriented.

4.3.2 Measurement Strategy

The complex nature of the Jahn-Teller active compound, LuVOs, gives rise to a diverse
phase diagram characterized by structural transitions involving the emergence of OO and
SO. To unravel this intricate relationship, inelastic neutron scattering was employed as a
powerful tool to probe the lattice dynamics in the material. This technique enables the
precise determination of the phonon dispersion relations along different momentum transfer
directions Cj The measurements presented in this study were conducted by Tobias Weber
(Planning and Conduction of the experiments) and Markos Skoulatos (Conduction of the
experiments) at various TAS instruments, including EIGER at PSI in 2016, and 2017, MIRA-
2 at FRM II in 2017, and PUMA at FRM II in 2018. The obtained data is analyzed and
presented for the first time in this work.

To track the evolution of acoustic phonon dispersions (both longitudinal and transversal)
across different phases characterized by distinct OO and SO, a systematic investigation
at various temperatures was performed. An overview of all the scan paths is provided in
Fig. 4.7. All investigations presented here were performed with the LuVOj single crystal
being oriented in the [001], [010] scattering plane, such that its a-axis was oriented vertically
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Figure 4.7: Overview of the conducted scans in reciprocal space (a), and their projection
into the first Brillouin zone (b). Full red circles depict the reciprocal lattice points, while
the zone boundaries are indicated by dashed, black lines. Orange circles indicate selected
high symmetry points within the first Brillouin zone [106] to which the scans extend. Scans
performed at large negative values of k or [ are shifted into the first quadrant of the reciprocal
space for visualization.

in the TAS experiment (compare Fig. 4.6 (b)). Due to the increase in signal strength from

- 12
phonon modes with increasing momentum transfer, S(Q, w) Q‘ , one usually investigates

the phonons in Brillouin zones as distant from the origin as the instrumental setup allows.
A projection of all scans into a common BZ is visualized in (b). Several scans along very
high symmetry directions, such as [010], [001], and [011], were obtained from the different
measurements. Most of them extend towards the zone boundaries (dashed, black lines),
where the change in phonon energy, i.e., the softening, is expected to be most pronounced.
Each marker in Fig. 4.7 represents a series of constant-¢) scans performed over an energy
range enabling the determination of the phonon dispersion (typically ranging between 1 meV
and 15meV depending on the energy of the lattice excitation). Each constant-Q) scan was
repeated at a multitude of temperatures ranging from 9K to 250 K to track subtle changes
through the various magnetic and structural phases.

In contrast, the exceptional resolution in ) and AE of MIRA-2, FRM II was employed to
determine the slope of the phonon dispersion close to the zone center, where its steep nature
requires constant-E scans instead of constant-@) scans. Fig. 4.8 (a) and (b) show exemplary
constant-@) and constant-FE scans, respectively.

In order to extract the energy and momentum transfers from the data, theoretical models
were fitted, which are indicated by solid lines in (a) and (b). Assuming a Gaussian profile for
the resolution function of the TAS [107, 108]® and a Lorentzian line shape for the phonon

()For the calculation of the resolution function, a Gaussian mosaic of the monochromator and the analyzer
crystals is assumed together with a Gaussian intensity profile after collimation, which is typically well
justified.
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Figure 4.8: Exemplary constant-¢) (a) and constant-E (b) scans investigating the phonon
dispersions obtained at EIGER and MIRA-2, respectively. Various models fitted to the data
are shown together with their AIC, which measures the chosen model’s goodness with a lower
value indicating a better fit.

itself, one would expect the measured data, i.e., the convolution of the two, to be of Voigtian
shape (indicated by a solid, black line)®). However, as presented in Fig. 4.8 (a) the data is
better approximated by a simple Gaussian line shape with a constant background C, area
A, center Ey and width o, e.g.,

exp (—7@5;2]30)2

\2mo

reflected by a smaller Akaike information criterion (AIC) [109, 110]. This indicates that
the line width of the phonon, I', is small compared to the instrument resolution, which
complicates the determination of the former. A further determination of I" utilizing resolution
de-convolution does not promise significant improvements over the simple fitting procedure.
Considering the small relative change in the energy transfer, the resolution ellipsoid is not
expected to change significantly.

The data obtained by constant-FE scans (b) was approximated by the sum of two Gaussian
line shapes with different widths corresponding to the same transversal phonon branch ob-
tained at +(0, 0, 2). One observes the influence of the instrumental resolution resulting in one
focusing and one de-focusing branch at positive and negative values of § (7). By combining
the resulting energy and momentum transfers from individual scans, we obtain dispersion
relations for different directions and temperatures.

Counts = A ) +C, (4.2)

(6) A Voigt line shape is defined as the convolution of a Gaussian lineshape with a Lorentzian lineshape.
Often, a pseudo-Voigt profile is used as a model instead, which is the sum of the former two.

(" Compare the work of Cooper and Nathans [107] for a detailed discussion of focusing effects in TAS
measurements.
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4.4 Phonon Dispersions

An extensive investigation regarding different phonon branches in LuVO3 was conducted with
an emphasis on temperature-dependent changes in phonon energy and linewidth hinting at
the influence of changing structure, OO and SO. Dispersions along various directions were
established during the experiments. Only the main results are presented here, with an
overview of the raw scans found in the appendix A.

We first discuss an acoustic transversal phonon, propagating in the [010]-direction, polar-
ized along [001], which was investigated around the (004) Bragg reflection. We will refer to
this branch as TA1, compare Fig. 4.7 (b). An initial investigation at EIGER in 2016 hinted
at a subtle softening of this phonon branch at the zone boundary as visualized in Fig. 4.9.
We investigated TA1 at four different temperatures, T € {50K, 70K, 90K, 110 K}. Fig. 4.9
(a) shows the obtained dispersions, in excellent agreement with a sine-dispersion law [35],

AE = )A sin (%) ‘ . (4.3)

The phonon possesses an amplitude of about A = 10meV and extends from the zone
center ¢ = 0 to its boundary xq = w. However, in proximity to the zone boundary at
@ = (0,—0.5,4), one observes a decrease in the determined phonon energy of about 0.3 meV
upon lowering the temperature from 90 K to 70 K, see inset. Fig. 4.9 (b) highlights the four
constant-@Q) scans obtained for different temperatures at Q = (0,—0.5,4). When comparing
temperatures below and above Tooo = 82.5 K, one observes a shift in phonon energy, char-
acterized by the change of the peak position of the constant-() scans, together with a minor
increase in the total number of scattered neutrons. In addition to the main peak associ-
ated with TA1, centered around AE = 10 meV, one observes a weak signal attributed to a
transverse optical phonon around 12.5meV, which did not express any anomalous behavior.

A second investigation of TA1 at temperatures closer to Tsos = 82.5 K was conducted at
EIGER, PSI, in 2017 with the obtained dispersions and scans being presented in Fig. 4.9 (c)
and (d) following the same fashion as above. During this measurement, we confirmed the
softening of the transversal phonon in addition to refining the temperature at which it occurs
to a range between 80 K and 85 K. Due to a smaller range in investigated energy transfers,
8meV < AF < 12meV, the optical phonon was not observed here. Curiously, the difference
in scattering rates above and below Tgos is smaller than in the previous experiment, which
might be attributed to a slight difference in crystal alignment.

Besides the reproducible softening occurring close to the zone boundary, § € [—0.5, —0.4] r.l.u.,
no significant change in energy is observed closer to the zone center, 6 < 0.4 r.L.u. Expanding
on this observation, Fig. 4.10 shows the temperature dependence of the phonon energy at var-
ious fixed Q-positions. The figure combines the data from the dispersions and a designated
temperature scan at ) = (0, —0.5,4). The findings are summarized as follows:

e TA1 undergoes a significant shift in phonon energy of about 0.3meV at the zone
boundary, @ = (0, —0.5,4), at the second orbital ordering temperature Tsos = 82.5 K.
This change is concomitant with the structural transition, where the intermittent P2; /b

structure reverts back to the room-temperature Pbnm structure upon cooling, Fig. 4.10
(a) and (b).
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Figure 4.9: Dispersion relations of the transverse, acoustic phonon branch TA1 obtained at
EIGER in 2017 (a) together with selected underlying constant-) scans at @ = (0, —0.5,4)
(b). The data from a later repetition of a similar experiment at EIGER in 2017 is shown in
(¢) and (d) for comparison. Solid lines of corresponding color depict fits to the data, i.e., a
simple sine-dispersion law (Eq. (4.3)) for (a) and (c) and Gaussian models, Eq. (4.2), for (b)
and (d).

e Upon increasing the temperature above 82.5 K, the energy of TA1 decreases linearly
with a suggestion of a slight drop at the first ordering temperature To1, Fig. 4.10 (a)
and (b).

e The optical phonon TO1, observed at C,j = (0,—0.5,4) around AE = 12.5meV, is less
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Figure 4.10: Temperature dependence of phonon energy and linewidths obtained at different
Q-points for the TA1 mode of LuVOj; as obtained around Q = (0,—0.5,4) r.l.u. The color
plot in panel (a) depicts the obtained neutron intensity per 10 min normalized to a common
monitor as a function of both the applied temperature and the energy transfer at the sample.
Additionally, energy transfers of the modeled acoustic and the optical phonon branches are
indicated by broken red lines (error bars correspond to the uncertainties of the fits). Panel
(b) provides a more detailed illustration of the temperature dependence of the energy transfer
of TA1, revealing a significant change in AF at Tsos = 82.5 K. However, as depicted in (c),
no significant change of the width, o, of the Gaussian fits was observed. Panels (d) and (e)
show no significant temperature-dependent change of the phonon energy distant from the
zone center. All error bars represent the uncertainty of AE obtained from the performed
Gaussian fits to the data.
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intense and does not exhibit a significant change in energy at Tsos or Too1, Fig. 4.10

(a).

e Within the measured data, no significant change in linewidth is observed at T2,
Fig. 4.10 (c).

e The phonon soitening cannot be resolved distant to the zone boundary at either C} =
(0,—0.2,4) or @ = (0,—0.3,4) possibly due to the instrument resolution, Fig. 4.10 (d),
(e) and Fig. 4.11.

As a main result, the observed transversal acoustic phonon TA1 exhibits a significant soften-
ing in energy when cooled below 7502, concomitant with a structural phase transition from
P2,/b to Pbnm together with the change of G-type (C-type) OO (SO) to C-type (G-type)
OO0 (SO). Additional investigations of phonons along the longitudinal [001] and [011] high-
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Figure 4.11: LuVO3 TA1 phonon energies and widths of the Gaussian fits for several tem-
peratures and () positions.

symmetry directions did not yield any anomalies. Fig. 4.12 and Fig. 4.13 present data and
fits of the phonon dispersions obtained along the [011] and the longitudinal [001]-direction,
respectively. These directions extend to the T, and the Z-point highlighted in Fig. 4.7. Si-
nusoidal fits generally agree with the data but seem to be of decreased quality compared
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Figure 4.12: Phonon dispersions in the [011]-

direction around @ = (0,—2,2) measured at
EIGER. Three phonon branches can be identified:
At the highest energies, remnants of a longitudinal
optical phonon branch are observed close to the
zone boundary at AE = 12.5meV. At medium
energy, AE = 10meV, a longitudinal acoustic
phonon is observed. At the lowest energies, we
suspect a transversal acoustic phonon. No unusual
softening in energy is observed at Tspo = 82.5K in
any of the branches. The dispersions were inves-
tigated for T € {75K,85K, 100K, 110K} as indi-
cated by black lines on the colorbar.
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Figure 4.13: Phonon dispersions in longitudi-
nal [001]-direction around the (0,0,4) Bragg-
reflection were obtained at PUMA. The highest-
energy feature is a longitudinal optical phonon
observed only at the zone boundary AFE >
15meV. At AE = 12.5meV, and Q = (0,4.5,0)
the longitudinal acoustic mode is observed. No
unusual softening is observed upon cooling below
Tso2 = 82.5 K. The dispersions were investigated
for T € {T0K,90K, 115K, 200 K} as indicated by
black lines on the colorbar.

to the fits to TA1, compare Fig. 4.9. Nevertheless, the fit parameters should still reflect a
significant change in the energy of the phonon branch. In summary, none of the other modes
observed show any significant softening during the structural phase transition as observed
for the TA1 phonon branch around Cj = (0, —0.5,4) r.L.u. The data only expresses a small
and regular softening of the phonon modes with increasing temperature, attributed to the
crystal lattice’s thermal expansion [35].

4.5 Discussion

During the investigation of phonon dispersions along several high-symmetry directions in
LuVOj3; using inelastic neutron scattering in a TAS-geometry, we have demonstrated an
anomalous change in the phonon energy of the transversal acoustic TA1 branch concomitant
with the structural, orbital and magnetic phase transition at Tgoe = 82.5 K. The softening
is most pronounced close to the zone boundary at @ = (0,—0.5,4) r.l.u. This softening
occurred reproducibly irrespective of the instrument (EIGER, PSI or PUMA, FRM II) and
expresses no hysteresis irrespective of heating or cooling the crystal through the transition.

There exists a large body of literature on various phonon anomalies in perovskites and
similar compounds, ranging from soft optical modes in PbTiO3 investigated with TAS by
Shirane et al. [I11] to more recent investigations of spin-phonon coupling in transition-
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metal perovskites investigated by DET+U computer simulations [112]. However, the lattice
dynamics of REV have been less thoroughly investigated, with their magnetic properties
being at the focus of scientific interest instead [2, 92, 101]. We believe the present case can be
explained in simple terms with the Jahn-Teller-induced structural phase transition occurring
together with the softening. Some alternative theories will also briefly be mentioned.

Our discussion will closely follow the extensive work of Carpenter et al., which discusses the
topic of “elastic anomalies in minerals due to structural phase transitions” in [6]. Additional
insights are taken from [113].

4.5.1 Lattice Dynamics and Elastic Constants

To compare the obtained phonon dispersions to changes in elastic modulus, the calculation
of which will be discussed in section 4.5.3, we briefly discuss the influence of changing elastic
constants on the lattice dynamics of the system. To keep the introduction short, we discuss
only the case of waves in a continuous medium®, which yields a linear dispersion between
energy and momentum, with a short finishing remark concerning the present case, in which
the wavelength is comparable to the lattice parameters of the periodic crystal.

The general equation of motion for elastic waves in a continuous medium is given by:

6 0%ui(;) oij(x;)
e Z ox; (44)

where p denotes the homogeneous mass density and wu; denotes the displacement along 7 at
distance z; from the origin in the direction j. The components of the stress tensor o;; are
visualized in Fig. 4.14. All here used indices 7jkl indicate one of three orthogonal directions

Figure 4.14: Schematics of the components of
strain. The first index in o, denotes the di-
rection in which the force is pointing, and the
second index indicates the surface normal on
which the point of attack is located.

among ryz. Substituting the stress by inserting Hooke’s law and the definition of strain,

0ij(z;) = Cijren(r;),
Oug(z;)  Ouy(x, (4.5)
ex(7;) = B < akilj) + alikj)) ;

into Eq. (4.4), we obtain the well-known wave equation for elastic waves in a continuous

(®8) This approximation is valid also for phonons in a crystal, if the wavelength of the phonons is much larger
than the interatomic distances, i.e., small ¢ and w close to the zone center.
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medium,

8 U; xj 0%y, (z;) ©)
4.
o2 E:Qwa j0, (46)

One solution to the above wave equation is the plane wave ansatz,

ui(;) = up; expli(gjz; — wt)], (4.7)

with w denoting the frequency and wug; representing the amplitude of the wave in direction
i. g; denotes the component of the wavevector in the direction parallel to the direction of
z;. Plugging this expression back into Eq. (4.6), yields the dispersion relation,

Pw U; x] ZCUMCIJQICUI(:E]) (48)
jkl

In favor of studying this general equation, we discuss only situations where the wave travels
along the high-symmetry directions investigated during the experiments. When a softening
was observed in LuVO3, a transverse wave travels along the b-direction of the LuVOj; crystal,
[010] with its polarization in c-direction, along [001]. In that case, Eq. (4.8) becomes,

,ow?uc(xb) = C’cbbcqguc(xb) (4.9)

with the linear dispersion relation following immediately after canceling u.(z),

w=q (C;bbc) : (4.10)

We now leave the discussed case of an elastic continuum and discuss the present case, where
the wavelength of the waves is on the same order of magnitude as the interatomic distances.
Eq. (4.10) suggests that at the zone center, i.e., small g, we expect a linear dispersion with
a slope

1

ég:h(qw) (4.11)
q p

proportional to the root of the corresponding elastic constant.

To understand the situation closer to the zone boundary, we discuss the simplest case of a
one-dimensional chain with only nearest-neighbor interaction. Here, the general dispersion
relation can be expressed as [35]

4 qa
2 2
-, ( ), 412
W= o sin ) (4.12)
where M is the mass of an individual atom in the chain, C), denotes the spring constant
between neighboring atoms, a is the equilibrium distance between the atoms, and ¢ denotes
the wavevector. In the limit of small ¢, this reduces to Eq. (4.10), with p denoting the

In comparison to the work of Carpenter et al. [6], the ordering of the indices k and [ is inverted in favor
of the more modern notation found for example in the book of S. Hunklinger [35].
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line density p = a?/M"%. Taking the root of Eq. (4.12) yields the sine-dispersion given

in Eq. (4.3) with A = 2(C,,/M )%. When extended to the three-dimensional case, see for
example [35], we again obtain proportionality between the phonon energy and the root of
the elastic constant corresponding to the specific branch, AE o /Cjj. The behavior of
those elastic constants in the context of various types of phase transitions is summarized in
the work of Carpenter et al. [6].

4.5.2 Variations of Elastic Constants

Elastic constants are known to vary with temperature in different ways. On the one hand,
anharmonic terms in the Hamiltonian of the lattice dynamics lead to an expansion of the
crystal concomitant with a linear decrease in the elastic constants with increasing temper-
ature. On the other hand, the behavior of elastic constants at phase transitions is more
involved including strong variations and even discontinuities. Fig. 4.15 and Fig. 4.16 show
both behaviors for Mg,SiO, at high temperatures above the Debye temperature and the
a-f structural transition in quartz, respectively. We believe both effects to be reflected
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Figure 4.15: All elastic constants (Voigt no- Figure 4.16: Various elastic constants in quartz
tation) of MgoSiO4 at T' > Tpepye decrease around the a to [ structural transition, 7, =
linearly with temperature. The slopes differ 846 K, express strongly anomalous behavior. Elas-
between the various constants. Figure taken tic constants increase or decrease discontinuously
from Suzuki et al. [114]. at the phase transition. Figure taken from [6].

(10)Note that Cijri and C), have different units.



4.5. DISCUSSION 47

in the phonon dispersion of TA1, where a discontinuity in the phonon energy is observed
at Tsos = 82.5K together with a linear decrease upon increasing the temperature above
Tso02, compare Fig. 4.10. We will first investigate the anomaly at the phase transition be-
fore discussing the linear decrease and comparing it to the observed changes in the lattice
parameters.

4.5.3 Elastic Anomalies due to Structural Phase Transitions

In the limit of small strains (no anharmonic effects), the relationship between the stress, o,
and the resulting strain, e, is given by a generalized Hooke’s law,

g; = Cikek, (413)

where Cjj, denotes an element of the elastic tensor in Voigt notation'") [115, 35]. Similarly,
the elastic energy stored in a crystal subjected to a small deformation is given by [110]

1
Gelastic = 5 Z Cikei€k7 (414)
ik

where the sum runs over all six components of the strain in Voigt notation, i.e., three
compressive or tensile and three shear stresses. Ensuring the stability of the crystal, even for
vanishing components of Cj; (which might occur at structural phase transitions as we will
see later on), Hooke’s law and consequently the elastic energy is expanded by higher order
terms in e leading to

1 1 1
Gelastic = 51 Z Cireier + 31 Z Cineierer + — Z Cikim€i€reiem + ..., (4.15)

4!
ikl ik lm

where the sums again run over all six entries in the strain vector in Voigt notation, and
C' denotes generally temperature-dependent elastic constants of up to fourth order in Voigt
notation. The prefactors account for counting equivalent terms multiple times, such as
Cir, = Ch;.

The authors highlight the similarity between Eq. (4.15) and a Landau expression of the
free energy [117, 118], where the strains represent the order parameters driving the transition
(12)

(1DIn general stresses and strains are expressed using 3 x 3 matrices, which are consequently connected
by a rank four tensor with 81 entries. Considering symmetries in stress and strain, e.g., o, = og; due
to ZM = 0, we obtain a maximum of 6 unique entries for ¢ and e. Rearranging the entries yields the
relationship in Voigt notation, as shown below. The change in the notation for the strains is analogous.

. . . 02
01 =0gzx 06 :=0gy O05:=O0Ogz o3
06 ‘= Oyg 02 = 0yy 04 =0y —

05 =0z 04 :=0zy 03:=0zz

(12)A single symmetry-breaking strain is sufficient but multiple strains can combine for various types of
structural phase transitions [6].
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Following the work of Carpenter et al. [6], we investigate the above formalism by the example
of an orthorhombic-to-monoclinic phase transition, reflecting the structural phase transition
occurring in LuVOj3 at Tso2. In the most simple case, where the symmetry-breaking shear
strain es'?) represents the order parameter, and the excess energy equals the elastic energy;
we get the following Landau expansion

1 1
G = Gexcess = Gelastic = §a(T - Tc)ei + Zbei (416)

Solving for a minimum in G with respect to ey,

iG =0=a(T —T.)es + bei, (4.17)
664

yields the following two expressions for ey,

0 for T > T,
e = { o (4.18)

YT, —-T) for T<T,

The associated elastic constant, Cyy, is obtained by double differentiation of G with respect
to ey,

82

~ 9.2
dej

a(T —T) for T > T,

C .
“ —2a(T—T,) forT<T,

G (4.19)

=a(T —T,) + 3¢} = {
€4
Cyy is expected to soften to 0 for T approaching T, from either side with slopes in a 1 : 2
ratio. Identifying the prefactors of Eq. (4.16) with the ones in Eq. (4.15) yields an agreement
for T' > T..

While this basic example of a second-order phase transition suffices in demonstrating the
anomalous change of the elastic constants close to phase transitions, the observed behavior
of Cy does not agree with the discontinuity in the phonon energy observed for TA1U%).
Therefore, an investigation more tailored to the present problem is needed.

As discussed, in the case of LuVOs, the strains are closely intertwined with the electronic
structure by nature of the collective Jahn-Teller effect, indicating that a purely elastic model
does not suffice to accurately describe this phase transition. We now consider the case in
which the phase transition is driven by an order parameter, (), different from the strains.
Under the assumption that this order parameter couples to the symmetry-breaking strains
to various extents, the excess energy is expressed as

1 2 1 2 mn 1 0
Gloxonss = 5a(T —T)Q* + 0@+t ;ﬂ Nimn€' Q" + 5 Z; CY e, (4.20)

where the coupling is described by the terms A\e™@Q". Different coupling mechanisms corre-
spond to different exponents m and n, typically integers among 1,2, 3. The variety of possible

(13)¢, denotes the movement of a plane with surface normal parallel to z in the z-direction.

(1A discontinuity in an elastic constant entails a discontinuity in the energy of the corresponding phonon
branch, AE o< /Cjj.
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couplings results in a multitude of behaviors, which the elastic constants can express during

and while approaching the structural phase transitions. In general, the temperature depen-

dence of the elastic constants can be calculated by taking the second derivatives of Geycess

with respect to the respective strains while considering the structural changes induced by a

changing @),

82Gexcess
861-86]- )

An overview of the behavior of Cy for various types of phase transitions from orthorhom-
bic to monoclinic point-group symmetries is given in Fig. 4.17. (al-3) show the resulting

Cy = (4.21)

second order tricritical first order
(al) (a2) (a3)
C44
Tc Tc Tc Ttr
(b1) (b2 (b3)
C44
T T I I
T. T. T Ty
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\ \
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Figure 4.17: Variations of Cyy around phase transitions of point group mmm to 2/m with
es as the symmetry-breaking strain. The three columns depict the behavior at second-
order, tricritical, and first-order transitions. (al-3) Proper ferroelastic phase transition with
the symmetry-breaking e, being the order parameter. (b1-3) Pseudo-proper ferroelastic
transition. (c1-3) Improper ferroelastic transition Pmma to P2/c. The figure is reproduced
from the work of Carpenter et al. [0].

temperature dependence of Cyy in the above discussed case of e, representing the sole or-
der parameter with no external coupling. The slopes express the determined 2 : 1 ratio.
(al) shows the behavior at a second-order phase transition for which we assume Clyqq > 0.
(a2) and (a3) show the variation of Cy4 at a tricritical point and a first-order transition,
respectively. Analogous to the previous calculation, we assumed the strain e4 to be the
symmetry-breaking order parameter driving the transition. For the calculation of the tri-
critical transition, we assumed a positive sixth-order term, Cyygq44 > 0, together with a zero
fourth-order term, Cyyqqy = 0. As a result, Cyy softens linearly when approaching T,.. How-
ever, this time, the ratio between the slopesis 4 : 1. For the first order transition, we assumed
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a negative value of Cyyqq < 0 and a positive Cyyqqqq > 0, which results in a discontinuity of
Cy at a transition temperature Ti, slightly larger than the original T,. However, none of the
three “proper ferroelastic” transitions qualitatively describe the behavior expressed by the
neutron scattering experiment, where we observe a discontinuous decrease of phonon energy
when cooling below Tspo. In contrast, we observe a discontinuous increase during the proper
ferroelastic first-order transition in (a3).

We can describe the situation in LuVOg3 more accurately by introducing a coupling term
between the orbital order parameter, Q'°), and e4. (b1-3) show the behavior of Cyy in the
case of a “pseudo-proper ferroelastic transition” where we assume a linear coupling between
the order parameter, ), and the strain, A\ye,@ in Eq. (4.20). As before, i) Cyy varies smoothly
to zero, and ii) the ratio of the slopes is 2 : 1 and 4 : 1 for the second-order or tricritical
phase transitions, respectively. Similar to the behavior observed for the first-order proper
ferroelastic transition, the discontinuity in Cyy at the first-order pseudo-proper ferroelastic
transition does not agree with the observed phonon dispersion.

We now assume a quadratic coupling term between the order parameter and the symmetry-
breaking strain, A\;e,Q?. Fig. 4.17 (c1-3) visualizes the behavior of Cyy around the resulting
“improper ferroelastic” transition. The calculation starts with the excess energy and its
minimization with respect to @,

1 1 1
Gexcess - EG(T - jjc)cg2 + ZbQél + >\464Q2 + 502464217

50 (4.22)
% = (I(T — TC)Q + bQ3 + 2/\464Q = O,

and yields the following solutions:

Q* = (4.23)

—all=To)=2ves o T < T

{o for T > T.
b

Inserting the result back into Geyeess and double differentiating with respect to e4 results in
the following expression for the elastic constant [0]

Y for T > T,
Cpu = { 44

2 .
024—% for T' < T¢

(4.24)

The behavior of Clyy across this improper ferroelastic transition is sketched in Fig. 4.17 (c1).
We observe a discontinuity with no softening as 7, is approached from either side.

Fig. 4.17 (c2) and (c3) demonstrate the behavior of Cy4 under the assumption of a quadratic
coupling between the order parameter and the strain for a tricritical or a first-order phase
transition, respectively. For the tricritical and the first order transition, one assumes Cyyqy =
0, Clasaaas > 0 and Cyyuy < 0, Claasaas > 0, respectively.

The comparison of the discontinuity in the energy of the phonon mode and the calculated
elastic constant Cy, yields an excellent qualitative agreement suggesting an improper fer-
roelastic transition at Tgos. Regarding the order of the transition, the picture is less clear.

(15)See the work of Kressdorf et al. for a possible definition of an orbital order parameter [119], which can
couple to the corresponding strain.
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However, the determination of the order of the transition remains less conclusive. The in-
terplay of the discussed effects, coupled with the typical temperature dependence of elastic
constants, necessitates further investigation into any anomalous behavior and a thorough
comparison to the above calculations.

4.5.4 Elastic Properties Distant from Phase Transitions

In addition to the behavior at the phase transition, we briefly discuss the general tempera-
ture dependence of phonon modes. Commonly, the elastic constants decrease linearly with
temperature according to [114],

Ozk(T> = Ozok - XE(T7 T)v (425)

where CY), denotes the elastic constant at some normalizing temperature, and F is the thermal
energy according to the Debye model (at high temperatures, the energy is proportional to
the temperature T', [35]) using an empirical value for the characteristic temperature 7, which
replaces the Debye temperature. x = vds/Vy denotes a constant value > 0 comprising the
Griineisen parameter, v, and the isobaric anharmonic parameter (the Anderson-Griineisen
constant), ds. In general, we observe a linear dependence between Cy, and T', with distinct
slopes for specific combinations of 7k that vary depending on the material, as illustrated in
Fig. 4.15.

Instead of expressing this behavior in terms of 7', one can directly link the relative change
in the volume of the unit cell (V(7T') — V5)/V, to the relative change in the energy of acoustic
phonons (AE(T) — AEy)/AE,. This dependence is given by [35],

AE(T) — AFEy V(T) -V

_ _ 4.9
N T (4.26)

where v denotes the Griineisen parameter, typically a positive value between 1 and 3 [35].
While the thermal expansion cannot account for the abrupt change in phonon energy, the
change in unit cell volume at the structural phase transition can be compared to the change
in phonon energy. Fig. 4.18 shows the relative change in volume of the unit cell together
with the relative change in phonon energy. Distant to the phase transition at Tgos = 82.5 K,
the relative change in energy is in perfect qualitative agreement with the relative change in
the volume of the unit cell. While both are constant in 7" below Tsp2, they increase linearly
with T" above Tsos. The ratio of the slopes (red and blue lines indicate linear fits to the
data) yields a Griineisen parameter of v = 9.4, which is anomalously large. At the phase
transition, however, we see opposite directions in the jumps, indicating that this simple
model based on thermal expansion breaks down at Tgos.

We thereby propose that both the vanishing slope below Tsps and the decreasing slope
above Tsp2 can be explained by a model based on the expansion of the crystal, with the only
unexpected behavior occurring at the phase transition. This suggests that the corresponding
elastic constant does not undergo any unexpected behavior during the approach to Tsos. A
comparison of this finding to the calculated behavior of Cyy in Fig. 4.17 (c1-3) suggests a
second order improper ferroelastic phase transition at Tsoo.

Notably, a relative increase in the elastic modulus leads to an elevation in the observed
phonon energy at the zone boundary. However, one expects the same relative increase for all
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Figure 4.18: Relative change in unit cell volume, V(T‘}O_VO, and phonon energy %E_OAEO

plotted against 7. The volume of the unit cell is calculated from the data presented in
Skoulatos et al. [2], compare Fig. 4.5. Besides the opposite direction of the discontinuity
at the phase transition, the relative change in phonon energy is in excellent qualitative
agreement with the relative change in the volume of the unit cell. Red and blue lines
represent linear fits to the data, the comparison of which yields a Griineisen parameter of
v = 9.4, which is anomalously large.

investigated momentum transfers (compare Eq. (4.3)). Interestingly, during the experiment,
no change was observed further from the zone boundary, as seen in Fig. 4.11. This observation
can be explained by considering that while the relative change in phonon energy remains
constant, the absolute value of the difference decreases as one moves further from the zone
boundary. Eventually, this decrease reaches a point where it becomes indiscernible due to
the uncertainties inherent in the experiment.

The apparent lack of change in phonon linewidth also strengthens the theory of changing
elastic modules. Typically, a coupling of the phonon to some excitation would also change
its lifetime and, therefore, the linewidth observed in the neutron experiment [120]. However,
the limited resolution of the TAS experiments might have limited the investigation of any
change in linewidths here.

No unusual softening was observed during the investigation of phonon dispersions along
other high-symmetry directions, which agrees with the monoclinic to orthorhombic phase
transition. When cooling below T509, a structural phase transition occurs concomitant with
a change from G-type OO to C-type OO. This impacts only the stacking of orbitals along
¢ from alternating between zz and yz to keeping one orientation but does not affect the
stacking along other directions, compare Fig. 4.4. From the calculation, one consequently
expects only a single elastic constant to express a discontinuity at Tspo, which agrees with
the obtained phonon dispersions.
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4.6 Conclusion and Outlook

In this study, we investigated a softening of the transversal acoustic TA1 phonon branch,
concomitant with the structural phase transition occurring at Tsos = 82.5K. At the zone
boundary;, Cj = (0,0.5,4) r.l.u., the phonon energy undergoes a minor relative energy change
of 3%, which corresponds to an absolute value of 0.3 meV. This small but significant soft-
ening was repeatedly observed at several instruments across multiple beamtimes. It is much
less pronounced near the I'-point, potentially due to instrumental resolution limitations. As-
suming a basic sinusoidal relationship between the energy and the momentum described in
Eq. (4.3), we note that the relative softening of the phonon mode should remain constant,
indicating that the absolute change in phonon energy is reduced closer to the I'-point. Con-
sequently, the softening cannot be resolved distant to the zone boundary where it is most
pronounced. Alternatively, this behavior might be explained by a ”zone boundary soft acous-
tic mode” as described in the textbook of Dove [121]. No significant change in the phonon
linewidth was discernible within the resolution of our triple-axis neutron measurements.

The observed softening of TA1 was discussed within the framework of elastic anomalies
due to structural phase transitions, suggesting an improper ferroelastic transition. Notably,
no softening could be observed in any other direction in reciprocal space, which is attributed
to the special symmetry of the coupling strain.

Moving forward, we intend to perform supersonic measurements to gain immediate knowl-
edge about the elastic constants while acknowledging the limitations of those in direct com-
parison with neutron data due to the vastly different frequencies observed. Furthermore,
the phase transition’s order could be elucidated using high-precision heat capacity measure-
ments. To examine the softening phenomenon near the zone center, where the absolute
difference in energies is smaller, we propose utilizing neutron resonant spin-echo methods,
employing their superior energy resolution. This approach might also provide additional
insights into the behavior of the phonon linewidth around the phase transition [50].

Expanding on the current investigation, we propose subjecting the crystal to external
uniaxial stress using a bellow-driven pressure in-situ cell [122, 123], which could offer valuable
insights into the response of the phonon dispersion to stress applied along various directions.
Additionally, subjecting the crystal to hydrostatic pressure and monitoring the response of
both the phonon dispersion and lattice constants promises information about the elastic
response of the system.

Finally, we propose simulation-assisted theoretical investigations, considering various cou-
plings between the TA1 phonon mode and other excitations, focusing on understanding the
connection between the anomalous lattice dynamics and the alterations in the symmetry of
the OO.
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5. Theory of Nested Mirror Optics

In the upcoming three chapters, we comprehensively explore parabolic and elliptic nested
mirror optics (NMOs), the central theme of this thesis. The three chapters cover the theory,
the performance investigation, and the applications of NMOs in neutron scattering.

This first chapter is structured as follows: We briefly introduce neutron guides, discussing
their various geometries and their advantages and drawbacks. Subsequently, we explore
ellipitic and parabolic NMOs, detailing how they overcome the limitations associated with
conventional neutron guides. Finally, we present the analytic framework associated with
the neutron beam transport through a NMO and the Monte Carlo simulations utilized to
evaluate their performance.

5.1 The History of Neutron Guides

As demonstrated during the investigation of the lattice dynamics in LuVOj3 in chapter 4,
neutrons are a remarkably versatile tool in condensed matter physics, offering unique insights
that complement those obtained with charged probes.

However, the finite lifetime of free neutrons, after which they undergo beta-decay, 7 =
878.4(5)s [24], presents a challenge in experimental contexts. To address the limited life-
time, we require sources capable of generating neutrons in proximity to any experimental
setups. Here, we will provide a concise overview of various neutron-generating sources and
the subsequent transport of these neutrons to the instruments with neutron guides.

Neutron Sources

Modern methods of neutron generation rely on the extraction of neutrons from heavy nuclei.
This process relies on the interplay between the range-limited strong nuclear force and the
much weaker electromagnetic force, which dictates the optimum ratio of neutrons to protons,
N/Zqp. By optimizing the binding energy of a nucleus according to the Bethe-Weizsdcker
mass formula [124, 125], we obtain the ideal ratio of neutrons to protons for a given number
of nucleons,

Q
N/Z o~ 1+ —— A3,
/ pt +26LA

Here, A denotes the mass number of the nucleus, while a. and aa represent empirically
determined, positive constants that account for the Coulomb term and the Pauli exclusion
term of the mass formula, respectively. Notably, N/Z,, increases with the mass number
A, indicating that the fragmentation of a heavy nucleon into smaller fragments is typically
accompanied by the release of excess neutrons [120].

Each fission event of 25°U, a common fuel source for power plants and research reactors,
releases an average of 160 MeV of kinetic energy, and is accompanied by the release of an
average of 2.43 neutrons [126]. The exact number depends on the specific fission process,
such as

25U +n — "Ba + ¥Kr + 3n. (5.1)

The highly excited fission fragments evaporate the excess neutrons with an average kinetic
energy of about 2 MeV.

25
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For a typical reactor design, an average of 0.5 neutrons are absorbed in the control rods,
and parasitic neutron captures, e.g., in cooling water or by 253U and one neutron is required
to initiate one subsequent fission event. The surplus neutron can be transported from the
reactor core to be utilized in an experiment [126].

In contrast to fission events, the generation of free neutrons in spallation sources relies
on the bombardment of dense elements with large mass numbers, e.g., uranium, tungsten,
tantalum, mercury, or lead, using high-energy charged particles, typically protons of Ey, ~
1 GeV [127, 128, 129]. The term spallation encompasses several nuclear evaporation processes
theoretically described by Victor Weisskopf in 1937 [130]. During spallation, high-energy
particles collide with heavy nuclei, leaving the latter highly excited. These excited nuclei
subsequently emit additional particles with sufficient energy to excite different nuclei in a
cascading reaction. Neutrons are evaporated from these excited nuclei where energetically
allowed, skewing the ratio of neutrons and protons, ultimately resulting in S+-decays and the
emission of additional y-radiation. On average, a single 1 GeV-proton causes the evaporation
of 10 neutrons with kinetic energies of 2MeV. Roughly 40% of the incoming proton’s
energy is deposited in the nuclei available for neutron evaporation, with the remainder being
cooled from the target. The available cooling power ultimately limits the achievable flux
[131]. Ongoing research aims to bypass the limitations of fission and spallation sources by
minimizing the excess energy, which is not available for neutron evaporation.

Fundamentally differing in their principles of neutron generation, these sources are based
on i) the electron bremsstrahlung to evaporate neutrons from the nuclei [132], ii) laser-
driven fusion of deuterium and tritium, which results in the emission of one neutron [133],
iii) high energy laser pulses to release proton pulses from aluminum foils, which are then
transformed to neutron pulses at a heavy target [134, 135], or iv) halo nuclei, which are
isomers excited by the inverse Compton effect resulting in the binding energy of the outermost
neutron approaching zero. This neutron can then be released by a low-energy photon beam,
producing a neutron beam with similar energy and polarization qualities [136, 137]. While
these source designs offer the potential for significant gains in either peak neutron flux or
beam quality, they currently face technological challenges that must be overcome before they
can be considered viable alternatives to conventional neutron sources.

Fig. 5.1 summarizes the development of neutron sources differentiating by the principle of
neutron generation and the achieved peak neutron flux. Neutron science was initiated with
continuous cyclotron-based spallation sources; the subsequent generation of neutron sources
was based on the fission of 2°U, with the flux quickly approaching the limit determined by
the achievable cooling power. At the time of writing, the highest continuous flux amounting
to 1.5 x 10" cm™2s™! is available at the Institut Laue-Langevin (ILL) in Grenoble, France,
which was commissioned in the 1970s and today operates at a thermal power of 58.3 MW.
Operating in pulsed mode, contemporary particle-driven spallation sources, e.g., SNS, ISIS,
MLF at J-PARC, and the upcoming ESS, achieve significantly higher peak neutron flux with
comparable time-averaged flux.

Except for specific applications, such as high energy neutron radiography [139] or palliative
cancer treatments [140, 141], the desired neutron energies are typically much smaller than
that of fission or spallation neutrons. Additionally, the probability for neutron capture in
235U drops with increasing neutron energy [142]. This indicates that reducing the initial
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Figure 5.1: Development of peak neutron flux of neutron sources operating in pulsed and
continuous (CW) modes. The figure is reproduced from the book of Bolton et al. [138].

neutron energy is favorable for maintaining the criticality in fission-based reactors. During
this moderation process, the excess energy of the neutrons is released into the moderating
medium, e.g., water, heavy water, or graphite, by elastic collisions until a thermal equilibrium
is reached or the neutron leaves the moderating material [143]. The kinetic energies of
thermalized neutrons follow a Maxwell-Boltzmann distribution governed by the temperature
of the moderator. Besides moderation to ambient temperatures, hot or cold sources can
provide neutrons of higher or lower energies, respectively [144, 145]. Compare table 2.1 for
an overview of the properties of such generated neutrons.

Neutrons are typically extracted from the moderator via beam tubes, which are evacuated
aluminum tubes inserted into holes in the shielding material surrounding the core. They are
strategically directed at the point of highest neutron flux in the moderator [146]. As the
neutrons undergo random motion through the moderating material, the total available flux
is distributed evenly over a solid angle of 4. In the limit of large distances to the source, this
uniform distribution in solid angles decreases the available flux with the squared distance to
the source. Due to the small solid angle under which samples are seen by the source, there
is a significant reduction of neutron flux compared to the flux within the moderator.

Neutron guides can mitigate this reduction in flux. They are designed to efficiently trans-
port neutrons over considerable distances without suffering significant losses in flux, thereby
drastically increasing the flux, brightness, and brilliance at the instrument’s position.
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Neutron Guides

When taking a guided tour at the FRM II, one might encounter an anecdote of uncertain
accuracy about the supposed origins of neutron guides. It recalls a time when radiation
safety was handled less stringently, and scientists, eager to save time, would take shortcuts
through experimental areas, even crossing the paths of neutron beams. While time-efficient,
this practice also disturbed the experiments of others, leading to some researchers enclosing
their neutron beams within evacuated metal tubing to prevent such interruptions.

Interestingly, besides preventing any disturbances to the neutron beams, it was soon dis-
covered that installing the evacuated metal tubes increased the neutron flux at the sample
position, surpassing what was expected from the evacuation alone. This discovery is said to
have heralded what we now recognize as neutron guides.

While a fortunate alignment of circumstances has played a role in many scientific break-
throughs, or as Louis Pasteur aptly put it, “chance only favors the mind which is prepared”,
the success story of the neutron guide likely began in 1945 with the discovery of Fermi and
Zinn that neutrons exhibit total reflection when striking metallic surfaces at very shallow
angles [147].

It was Maier-Leibnitz and Springer who proposed the use of metal-coated neutron tubes
with a rectangular cross-section [7] to address the decrease of neutron flux with the square
of the distance from the source. This innovation marked a fundamental shift in the design of
beamlines and instruments. Previously, instruments were placed as close to the reactor core
as shielding allowed, resulting in significant measurement background and crowded experi-
mental halls. The introduction of neutron guides revolutionized this by enabling the efficient
transport of long-wavelength neutrons, which allowed for increased distances between the
point of neutron generation and the instrument. This entailed significantly improving the
achievable signal-to-background ratio and a more efficient use of the available neutrons, as
more than one instrument can be positioned along the guide.

Understanding the characteristics of neutron total reflection at metallic surfaces is crucial
for designing neutron optical devices for i) extracting neutrons from sources, ii) efficiently
transporting neutrons from sources to experiments, and iii) tailoring the extent and diver-
gence of neutron beams towards specific experiments. We here provide a concise overview
of the behavior of neutrons at plane interfaces between two materials with different neutron
optical properties.

Total Reflection and Refraction of Neutrons

The total reflection of neutrons at the interface between air and a metallic surface was exper-
imentally observed in 1944 by Fermi and Zinn [147] and thoroughly discussed in a quantum
mechanical picture by Goldberger in 1947 [148]. This behavior can also be understood by
considering a change in the indices of refraction, n; — nq, analogous to the concept used
to describe the interaction between optical light and matter. Similarly, the kinematics of
neutron reflection and refraction are captured by Snell’s law,

ny sin @y = n9 sin O5. (5.2)

Here, 0, » denote the angle between the surface normal, 77, and the momentum of the incident
and the refracted neutrons, as illustrated in Fig. 5.2. The indices of refraction, ny, ns, encap-
sulate the interaction between neutrons and the matter surrounding them. This interaction
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Figure 5.2: Behavior of a neutron at material interfaces with different neutron potentials V;.
The total energy of the neutron, comprising kinetic and potential energy, £ = T + V| as
well as the component of momentum perpendicular to the surface normal, &, are preserved
at the interface. Both constants are highlighted in red.

depends on the number density of the nuclei, p,, and their bound coherent scattering length,
beon. Using the Fermi pseudopotential to approximate the interaction potential mediated by
the strong nuclear force [33], the squared refractive index of a material comprising different
nuclei, j, can be calculated as [119]

2 1— )‘2 Zj bcoh,j pn,j

n =

- (5.3)
Here, A denotes the wavelength of the neutron. A detailed derivation of this result is provided
in the appendix B.

The qualitative behavior of neutrons at the interface depends on the relationship between
the two indices of refraction. For ny > n; or ny < ny, neutrons are refracted towards or
away from the surface normal, respectively. In the latter case, if a neutron approaches the
interface at a sufficiently large angle relative to 77, such that the refracted neutron would
move parallel to the surface, the neutron is instead totally reflected, maintaining its angle
relative to the surface normal. The corresponding angle between the momentum of the
incident neutron and the surface is defined as the critical angle of that interface, 6,("). For a
neutron at the interface between vacuum, beon; = 0, 71 = 1 and a medium with a refractive
index ng, the critical angle, denoted as 6., can be calculated as 6. = 7 — arcsin (nz). When
no is approximately equal to 1, which is typically the case for neutrons, this expression can

(Tt should be emphasized that the angle 6, denotes the angle between the surface and the trajectory of
the incoming neutron, in contrast to #; denoting the angle to the surface normal.
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be approximated by

n bCO
0, ~ Ay Lol (5.4)
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The linear relationship between the critical angle and the wavelength of the incident neu-
tron suggests that cold and thermal neutrons can be transported more efficiently than un-
moderated or hot neutrons. This enables separating neutrons useful for the experiment from
high energy neutrons, which primarily contribute to the background noise [7].

In addition to the wavelength dependence, 6. also increases with the number density, py,
and the bound coherent scattering length, b.,,. This indicates that densely packed, strongly
scattering nuclei have a greater influence on the trajectory of a neutron. Fig. 5.3 illustrates
the values of b, for various naturally occurring isotopic compositions with respect to their
atomic number. Except for Dysprosium, which has an exceptionally large neutron absorption
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Figure 5.3: Overview of the bound coherent scattering lengths of various elements plotted
against their atomic number. Unless specified otherwise, the values correspond to naturally
occurring isotopic compositions. Elements with comparatively large/small scattering lengths
or relevance in neutron scattering are highlighted and denoted. The large value of b.,, =
14.4 fm makes *®Ni a prime candidate for the coating of neutron guides. The data illustrated
here is taken from the work of Dawidowski et al. [34].

cross-section limiting its use as a neutron reflector, *®*Ni offers one of the highest critical angles
O ssni = A - 0.119°/ A. The naturally occurring isotopic composition of Ni also provides a
reasonable critical angle, 6. ni = A-0.099°/ A = )\ K, coupled with manageable absorption.
Its metallic properties allow the creation of coatings with very low roughness, making the
natural isotopic composition of Ni the baseline for critical angles in neutron reflection. The
development of supermirror coatings marked a breakthrough in neutron optics, for the first
time enabling the reflection of an extensive range of neutron wavelengths at larger momentum
transfers than previously achievable with simple metallic coatings.
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Reflection of Neutrons at Supermirror Coatings

During a neutron scattering study of nerve fibers in 1970 [150], Kirschner and Caspar noted
that repeating two alternating layers with positive and negative neutron potential could
produce neutron monochromators with surprisingly high reflectivity. This discovery laid the
foundation for what we now know as supermirror coatings. In essence, their fabrication and
working principle can be traced back to the simple recipe discovered back then: Layered
structures (synthetic crystals) consist of alternating materials with significantly different
neutron potential. These structures can serve multiple purposes, including i) the reflection
of hot neutrons under large angles, ii) the polarization of a neutron beam, and iii) providing
a monochromatic neutron beam. Their working principle is based on Bragg’s law,

2dsin 0 = n, (5.5)

where d, #, and A denote the distance between two layers of the same material, i.e., the
lattice spacing of the synthetic crystal, the angle between the incident neutrons and the
surface of the crystal, and the wavelength of the neutron, respectively.

By slowly varying the lattice spacing of successive layers within the supermirror, neutrons
can be reflected for a wide range of wavelengths and incident angles, each combination
satisfying the Bragg condition for a specific value of d. This idea predates the experiments
mentioned above and is likely to be first published by Turchin in 1966, who introduced them
as “stratified systems” [151]. Due to the predominance of natural nickel during the early
days of neutron guides, the critical angle of supermirrors is still expressed as a multiple, m,
of the critical angle of Ni, 8, ,, = mbx;. Starting with the first experimental realizations of
supermirrors [8, 152], the quality of produced supermirrors quickly improved. Using a recipe
for determining optimum layer thicknesses [153], the guide system at SINQ (Switzerland)
was fully equipped with m = 2 supermirrors [154, 155]. Since then, the achievable m-value
has continuously increased up to m = 8 in recent years [154].

However, the quality of a supermirror coating is not only characterized by the critical angle
but also by the reflectivity at that angle, the edge reflectivity R.. Under the assumption of
ideal layers, with optimum thickness, perfectly sharp interfaces with zero roughness, no
diffusing atoms, and no absorption in the coatings, the reflectivity should equal R = 1 for all
angles up to 0., ,,. However, these effects are impossible to eliminate in real systems, which
entails a decrease in reflectivity for increasing momentum transfer. Computation has shown
that the absorption alone limits the achievable critical angle to approximately m = 10 [154].

Fig. 5.4 shows data from a measured reflectivity curve for an m = 4 supermirror and
theoretical approximations for supermirrors with m = 2,4,6. All reflectivities are plotted
against the neutron momentum transfer parallel to the surface normal normalized by the
critical momentum transfer of Ni, 2k /k., ni, where k. ni = 0.0217 A_l. Furthermore, the
critical trajectories (reflection under the critical angle) of neutrons with A = 4 A are illus-
trated atop the figure, making tangible the complications associated with creating optical
devices for such limited angles of reflection. The reflectivity curves consist of three distinct
parts. Firstly, a thin Ni-layer atop the mirror reflects all neutrons with & < k. i with near
perfect efficiency, ie., Ry ~ 99%. When exceeding k. ni, neutrons penetrate deeper into
the supermirror coating until they arrive at a layer spacing d satisfying the Bragg equation,
where they will be reflected with high probability. As d typically decreases with the distance
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Figure 5.4: Calculated and measured supermirror reflectivities for various m-values as a
function of the neutron momentum transfer parallel to the normal vector, 2k, normalized

by the critical momentum transfer of Ni, k. n; = 0.0217 A", Above the main panel, lines
with colors corresponding to the m-values of the main figure illustrate the critical trajectories
for A = 4 A neutrons.

from the surface, neutrons with higher k penetrate deeper into the coating before being
reflected, with the associated absorption decreasing the observed reflectivity. Lastly, the
reflectivity quickly drops to zero when the critical angle is exceeded. For a more detailed
discussion of supermirrors, the theory governing their reflectivity, and their fabrication, the
reader is referred to the literature [156, 157, 158].

Building upon this discusson of neutron reflection at flat surfaces, we will now focus on
the intricacies of fabricating neutron guides from reflective surfaces, designed to operate at
small angles of incidence.

5.2 Long Guides with Rectangular Cross Section
5.2.1 Straight guides

In their seminal paper from 1963 titled “The use of neutron optical devices on beam-hole
experiments”, Springer and Maier-Leibnitz propose several applications for the recently dis-
covered neutron guides, which include i) separating high-energy neutron and gamma back-
ground by capitalizing on the wavelength-dependent critical angle of reflection (compare
section 5.1), ii) the separation of cold from thermal beams through the same principle,
and iii) significantly enhancing the neutron intensity at the sample beyond the geometrical
constraints imposed by the source-to-sample distance [7].

During that era, neutron guides were typically fabricated with rectangular cross-sections
made of glass, subsequently coated with naturally occurring nickel. Nevertheless, the authors
envisioned advanced geometries that would be realized decades later. One such concept
involved the combination of two elliptic guides for phase space preserving neutron transport
from one focal point to another, now known today as a Selene-type optic [159, 160].

For the extraction of neutrons from the moderator at a reactor or spallation source, the
entrance of the guide is preferably aligned with the region of maximum neutron flux while
avoiding a direct line of sight onto the reactor core to minimize background contamination.
Along the trajectory of a neutron, the cross-section of the guide remains constant up to the
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instrument. Historically, due to the ease of fabrication, parallel-sided neutron guides with
rectangular and constant cross-sections were the predominant choice for neutron extraction
and transport.

The advent of more compact, high-brilliance neutron sources [27, 12, 161] introduces com-
plexities to the above-described neutron extraction process, which relies on large moderators
and their spatially extended clouds of neutrons. As a result, innovative and novel designs
are required to effectively capitalize on the high-brilliance neutron beams offered by these
new sources.

5.2.2 Large Guides and Compact Sources — Under-illumination

When utilizing compact neutron sources and conventional guides, a significant challenge
known as under-illumination arises due to the dilution of neutron phase space. It occurs
when extracting neutrons into a guide from a source that lacks sufficient size to fully utilize
that guide’s capabilities [9].

We consider a simplified one-dimensional geometry, where neutrons with a given wave-
length, A\, are extracted by a guide with a critical angle, 6., corresponding to this wavelength.
To ensure that the guide is fully illuminated at the given wavelength, every neutron that
can be transported by the available #. must also be able to geometrically access the guide,
i.e., the guide must be filled with neutrons up to its acceptance [9]. Fig. 5.5 illustrates why

dmg

— >

Figure 5.5: Illustration of under-illumination. The distance between the guide entrance
and the moderator, dmg, the height of the guide, h,, and the critical angle of the guide 6.,
determine the extended footprint of the guide necessary for full illumination, h,. If this
footprint exceeds the size of the moderator, ¢,,, the transported neutrons will be diluted
over the height of the guide, which entails under-illumination. The figure is adapted from
the work of Herb et al. [19].

a complete illumination of the guide requires that the moderator surface must exceed
Py > hg 4 2d5g tan 0, (5.6)

in the considered dimension. If this condition is not met, neutrons emitted by the source
will be diluted over the guide’s acceptance, resulting in a reduced available flux compared to
that present at the source. According to Liouville’s Theorem, which states that the neutron
phase space can only decrease, and considering that the absolute value of neutron divergence
is not affected by a parallel-sided neutron guide, it becomes evident that the original neutron
brilliance as emitted by the source cannot be recovered.

Additionally, since the critical angle scales linearly with A\, we can conclude that for every
hm > hg, there exists a critical wavelength above which the guide remains under-illuminated
and more neutrons could be transported if the source were of infinite size.
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In scenarios where hy,, < hg, the guide remains under-illuminated regardless of the wave-
length. Here, the guide lacks neutrons passing parallel to the reflective surfaces of the guide
close to the top and bottom of the guide. To assess the overall efficiency of the extraction
process within this dimension, we define the wavelength-dependent extraction efficiency,
B — {tm/hm for t,, < hy, | (5.7)
1 for t,, > hy

For reactor sources, the neutron cloud within the moderator is typically large compared
to the cross-section of the guides used to extract the neutrons [162]. Consequently, under-
illumination rarely reduces FE.g significantly. However, as we transition towards smaller
sources with higher brilliance, such as the para hydrogen moderator planned for the ESS,
where the vertical extent of the source is as small as h,, = 0.03 m, under-illumination becomes
a critical issue, as the guides can be located no closer than dy = 2m to the source[163].

In contrast to parallel-sided guides, guides with elliptically shaped side walls naturally
facilitate point-to-point transport of neutrons between spatially constrained focal areas due
to the geometric properties of the ellipse. However, the phase space present at the first
focal point is disturbed significantly during the transport, as discussed in the following.
Additionally, elliptic neutron guides similarly suffer from under-illumination as conventional
guides with rectangular cross-sections.

5.3 Long Elliptic Guides

While guides with a constant rectangular cross-section are suitable for extracting neutrons
from an extensive source, where under-illumination is less problematic, the increasing number
of reflections necessary to transport neutrons over large distances reduces the efficiency for
increasing m-values and distances. To mitigate the losses associated with multiple reflections,
ballistic guides have been successfully implemented [164, 165]. The concept features a cross-
section diverging in the first half of the guide and reconverging in the second half, which
reduces the number of reflections during transport. Today, most beamlines at the ESS use
such a concept with the guide cross-section following an elliptic profile [166].

Apart from large-scale applications, the point-to-point transport capabilities of elliptic
guides can also be leveraged on smaller scales. Brandl et al. successfully employed two
elliptic neutron guides located between the sample and the monochromator, and the sample
and the analyzer to increase the signal-to-noise ratio of an inelastic TAS experiment [167].
During the investigation of an acoustic phonon in lead, the signal-to-noise ratio could be
increased by a factor of ~ 20.

While elliptic guides provide numerous advantages over transport systems based on con-
stant cross sections [164], such as improved transport efficiency due to the reduced number
of reflections, and better performance for small sources, in practice, they also suffer from
several problems. Ideally, an elliptic guide should transport all neutrons emerging from its
first focal point, Fy, directly toward the second focal point, Fy in a single reflection. How-
ever, gravity and finite mirror waviness® can result in multiple reflections along the guide

(2)Waviness refers to local deviations of the surface normals from their intended values. To quantify the
magnitude of the waviness, we quote the width of the normal distribution in angles, n [168].
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Figure 5.6: Trajectories of neutrons emitted below the first focal point F; with an offset
r from the optical axis (depicted as a black broken line). The semi-major and semi-minor
axes of the ellipse, a and b, respectively, define the focal points, located at z = +f, where
f =+Va? — b%. Neutrons reflected at points with z < 0 arrive at Fy with an increased offset
from the optical axis, i.e., defocused (|ra] > |r1|, green trajectories), whereas those reflected
at z > 0 are focused toward Fy (|ra| < |ry|, blue lines). Neutrons reflected at z ~ 0 arrive at
Fy with o & 7 (red lines). The length of the elliptic guide is given by | = z, — z;. Figure is
reproduced from the work of Herb et al. [19].

[169]. Furthermore, the typically extended source size gives rise to geometric aberrations
that distort the neutron phase space [170].

Depending on the point of reflection along the neutron guide, z, neutrons emitted with a
vertical offset to the optical axis, r1, may either be focused or defocused at F5, as illustrated
in Fig. 5.6. The relation between the local magnification 75/ and the point of reflection,
z, is commonly described by

re_J—z (5.8)
1 f + z
where f denotes the focal length of the ellipse.

However, we have improved on the precision of this result by first analytically calculating
ro as a function of r; and z and subsequently performing a Taylor expansion rather than
relying solely on geometric arguments as previously done. A detailed explanation of this
calculation is presented in the appendix C, and the summarized results are illustrated in
Fig. 5.7. Here, the dependence of the magnification ro/r on z is shown for a long elliptic
mirror with a focal length, f = 0.675m, semi-minor axis, b = 0.02m, and total length,
[ =0.8m®. The presented data corresponds to r; = 2mm, but it should be noted that the
result shows little dependence on r;. The high-precision python simulation and the analytic
calculation (compare Eq. (C.6) in appendix C) exhibit perfect agreement, validating both.

However, the commonly used approximation given in Eq. (5.8) deviates slightly for |z| > 0,
as illustrated in the insets in Fig. 5.7. We propose an improved approximation given by,

7‘_2%1+<f_z 1) (f2 ="+ bry) (5.9)

r f+z b2+ f?

3)If not specified otherwise, elliptic guides are oriented symmetrically with respect to their semi-minor
axis, i.e., zs = —1/2,2, = 1/2.



66 CHAPTER 5. THEORY OF NESTED MIRROR GEOMETRIES

4r . mmmm high precision simulation ---- rel. diff. simple 0.3
\\\ —— analytic calculation — rel. diff. improved
\\\\ _ rl
\\ ---- simple approx. 0.2

3t improved approx. ’\3
- o
10.1 ~~
0}
&}
- c
=, 10.0 ©
- z=-0.4m \ T 2
RN e =
e \ R 1—0.1©
~ \\ E"

1 i \ \\\ T _O 2

\ \\\
—— 1-0.3
—-0.4 —-0.2 0.0 0.2 0.4
z (m)

Figure 5.7: Dependence of the local magnification in an elliptic guide on the point of re-
flection, 79/71(2). The high precision simulation (gray band) and the analytic calculation
(red, compare Eq. (C.6)) are in perfect agreement. Both the simple approximation given
in Eq. (5.8) (broken, purple line) and the improved approximation (light blue), Eq. (5.9),
are in reasonable agreement with the calculation for the chosen geometry. The horizontal
black line represents the desired imaging with unit magnification, 75 /r; = 1. The two insets
illustrate that the improved approximation significantly reduces the relative difference be-
tween the exact solution and the approximation, (approx. — calc.)/calc., when neutrons are
reflected at the mirror’s entrance and exit, |z| = 0.4 m. While the relative difference (y-axis
labeling on the right) remains below 0.2 % for the improved approximation (solid blue line),
it exceeds 0.3 % for the simple approximation (dashed blue line).

It takes into account the semi-minor axis, b, and demonstrates significantly better agree-
ment with the analytic simulation than Eq. (5.8) (error of order O(z?) instead of O(z)). It
reduces the relative error by a factor greater than 2 for most z. For f > b > r, Eq. (5.9)
approaches Eq. (5.8) as expected. Given the small discrepancy between the analytic solution
and Eq. (5.9), the latter might be used as a pre-estimation tool to assess the quality of beam
transport in long elliptic guides before investing computational resources into a Monte-Carlo
approach. However, it should be noted that the here disregarded influence of gravity is likely
to be more important already for small transport distances.

In addition to quantifying the focusing and defocusing effects as a function of z, we have
also calculated the spatial intensity distribution at the second focal point directly from the
initial distribution of neutrons. Performing the analytic calculation requires the simplifying
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assumption that the points of reflection are uniformly distributed in z between the start and
the end of the elliptical mirrors. We will later see that this assumption is only justified in the
case of short mirrors and improve on this approximation. The resulting probability density
function (PDF) describes the uniform probability that a neutron is reflected between z and
2z 4+ dz normalized by dz,

pz(2) =1/l,z € [-1/2,1/2]. (5.10)
Here, [ denotes the length of the elliptical mirror along z, | = z, — z,. Furthermore, we

assume the vertical offsets to the optical axis under which neutrons are emitted at F; to be
uniformly distributed with PDF,

pr (r1) = 1/h,ri € [=h/2,h/2], (5.11)

where h denotes the height of the source in the considered dimension.

Assuming that these two distributions are independent, we can calculate the joint prob-
ability that a neutron is emitted at r; and subsequently reflected at z as the product of
Eq. (5.10) and Eq. (5.11). Employing the simplified relation between 75,7, and z given
in Eq. (5.8), we can analytically calculate the PDF of ry, which corresponds to the spatial
intensity distribution of neutrons arriving at Fy normalized to 1,

1/2 1/2
% In <J{fl§2) — %} for |ry| < }ZL;H%
_J2 27’ ra|+h/2)(2f +1 —1/2 +1/2
pra(ra) = 0 3 [=5@+1/) + gty + I (SRR | for L1505 < ol < 41
0 for %;f%; <|rof.

(5.12)
The derivation is presented in appendix D*). The resulting PDF can be shown to integrate to
1 and exhibits continuous behavior at ro, = %;;Z; as expected for an intensity distribution.
It has to be noted that Eq. (5.12) does not account for double reflections possible within the
guide and does not include the effects of gravity.

We observe three distinct regions into which |ry| might fall. If the magnitude of ry exceeds
h f+l/2 (o)
2 f—i/2

the limits imposed by the ranges of r1 and z, 1o max| = no neutrons can be found,

i.e., pr,(r2) = 0. For a small region centered around the optical axis |ry| < %;;%g, the
density of neutrons remains constant at a value pg,(ry) = % [ln (ﬁ%;) — #] Between

these two values, i.e., %J{;;g < | < %ﬁ%; the intensity drops monotonously from the

value observed in the inner region to zero. In the case of a very short mirror, where [ = ¢, the

expression approaches [2; fl} = 1/h for |ry| < h/2, which correctly equals the distribution

of neutrons at the first focal point, as given by Eq. (5.11).

The influence of the mirror length [ becomes evident if we compare pg,(r2) for various
values of [ while keeping f = 1.35m, and A = 0.005m, constant. These are typical values for
a small elliptic guide setup. As illustrated in Fig. 5.8, the results from Eq. (5.12) (continuous
lines) are in excellent agreement with a Python simulation (open circles).

(YWithin this work, we assume for simplicity that |z| # f, which is always true if the mirror does not
extend to the focal points, [ < 2f.

(5)This limiting value of 7o is achieved for a neutron that is emitted at the maximum distance from the
optical axis, 71 = h/2 and subsequently reflected at the entrance of the neutron guide z = —1/2.
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Figure 5.8: Spatial intensity distributions at F5 as a function of 5 for various mirror lengths,
[, on a linear (a) and a logarithmic (b) scale. Solid lines illustrate the analytically obtained
intensity distributions, see Eq. (5.12). Data from Python simulations under analogous as-
sumptions, i.e., uniform distributions in r; and z, are shown as empty circles of matching
color. The rectangular intensity distribution as emitted at F; is outlined in red, compare
Eq. (5.11). Panel (c) shows the difference between the simulation and the calculation, yield-
ing a good agreement exhibiting no systematic discrepancies. All data is obtained with
f=0.675m, h = 5mm and perfectly reflecting mirrors.

The intensity distributions are symmetric around r, = 0 and comprise the three regions
described above. This includes a central region of constant value, which becomes narrower
and more intense as [ increases, along with tails of intensity whose width expands with
increasing [. This progressing distortion of the initial, rectangular intensity distribution,
outlined in red, is attributed to a growing portion of neutrons being reflected distant to the
semi-minor axis, z = 0, at either the entrance or the end of the elliptic guide, resulting in
focusing or de-focusing effects. Finally, for |ry| > %}Ujg the probability to find a neutron is
zero. This simple approximation already reveals that increasing the length of the elliptical
mirrors entails a more pronounced distortion of the initial intensity distribution found at F;
during the transport.

However, a real source emits neutrons uniformly concerning their angle to the optical axis
and 71, leading to a non-uniform distribution of points of reflection along the mirror. When
considering a flat reflecting surface parallel to the optical axis, it is evident that the number
of neutrons per unit length decreases with increasing distance from the source, ds, for two
reasons. Firstly, in a two-dimensional context, the intensity of the neutron beam decreases
proportionally with 1/ d,9). Secondly, the angle of incidence also decreases with increasing

(6)This is analogous to the 1/d2-law for three dimensions.
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ds. Both effects conspire to decrease the neutron density with increasing z.

Conversely, in the case of a long, elliptic mirror, the angle of incidence increases at large
values of z, qualitatively opposing the first effect concerning the neutron density. A detailed
analysis of this observation is presented in appendix E, with Fig. 5.9 summarizing the results.
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Figure 5.9: Neutron densities at the reflecting surface as a function of the point of reflection
z for differently shaped mirrors. The black line refers to the assumption of uniform density
employed for the derivation of Eq. (5.12). Blue and red lines correspond to flat and elliptic
mirror geometries with their maximum distance to the optical axis, b = 0.02 m, respectively.
Panels (a) and (b) show the respective distributions for two different total lengths of the
mirror [ = 1m and [ = 0.06 m. All distributions correctly integrate to 1 as highlighted in
the legend.

For the calculation, we assumed all neutrons to be emitted from one focal point, with the
maximum distance between the optical axis and the elliptic and the flat mirror being, b =
0.02m. The focal length of the elliptic mirror amounts to f = 0.675m. Panels (a) and (b)
show results for [ = 1m and 0.06 m, respectively. For [ = 1m, the intensity distributions
for the flat mirror (blue) and the elliptic one (red) show qualitative differences, with both
differing significantly from the uniform intensity distribution (black). When going to large
z > 0.25m, the density of neutrons impinging on the reflective surface per length element in
z monotonically decreases for the flat mirror. Considering the elliptic mirror, the increase in
incident angle overcomes the reduction in density with increasing distance from the source,
such that the overall density increases when z approaches 0.5m. In the case of very short
mirrors z = 0.06 m, the observed behavior is dominated by a linear term in z, which is easily
obtained from a series expansion (compare appendix E). Due to the discussed effects with an
opposing sign, pz(z) obtained for the elliptic mirror changes at half the rate with z compared
to the case of the flat mirror.
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In conclusion, the initial assumption of a uniform distribution of the points of reflection over
the length of the guide is only satisfied in the case of short guides, e.g., [/ f =~ 1/10, where
the relative difference does not exceed 10 %. For long guides, however, the relative difference
to the uniform distribution becomes prohibitively large, which necessitates using the true
pz(2) when calculating pg,(72).

The analytic transformation of the PDFs, even with the help of computer algebra systems
(Mathematica [171]), becomes impossible at this point. Additionally, for an extended source
of neutrons, we anticipate a slight deviation in pz(z) compared to the one calculated under
the assumption that all neutrons are emitted from F;. Lastly, the relationship between ry
and 7, determined by Eq. (C.6) cannot be integrated analytically.

To obtain the intensity distribution at the second focal point, we employ numerical inte-
gration as discussed in appendix F. The resulting intensity distributions are visualized in
Fig. 5.10 similarly to those in Fig. 5.8. Two key differences can be observed compared to

I (m) — 0.2 — 0.7
0.06 — 0.3 — 1.0
0.1 — 0.5 —— as emitted

10°} ' ' 3

1071}

Apg,(r2) (1/mm)

r, (mm)

Figure 5.10: Spatial intensity distributions for various mirror lengths, [, on a linear (a) and
logarithmic (b) scale. Solid lines represent the intensity distributions at Fy derived from
a transformation of the intensity distribution of neutrons at F;. To account for the exact
elliptic shape of the reflective surface and the uniform distribution of neutrons in r; and
their angle to the optical axis, o, numerical integration had to be utilized as outlined in
appendix F. Data obtained from McStas simulations under analogous assumptions is shown
as empty circles of matching color. The difference between the two datasets is illustrated in
(c), exhibiting no systematic discrepancies. Outlined in red is the rectangular distribution
of intensity as found at Fy, p,, (R).

the data obtained under the assumption of a constant pz(z) (compare Fig. 5.8). Firstly, the
values of pg,(r2) obtained for various values of [ all plateau at the same value instead of
increasing with decreasing [. Secondly, the flanks of intensity are more pronounced. Both
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effects are attributed to the difference in pz(z), where the uniform distribution overesti-
mates the number of neutrons reflected in the second half, which are focused. The McStas
simulation is in excellent agreement with the numerical integration, validating both.

Irrespective of the calculation mode, the comparison of intensity distributions for guides
of various lengths reveals that shorter guides preserve the emitted, rectangular intensity
distribution to a higher degree, whereas the neutron distribution transported through a long
elliptic guide experiences significant spatial distortion.

Elucidating this distortion of the neutron phase space in more detail, we simulated the
neutron transport through a long elliptic guide using the McStas software package [172].
Fig. 5.11 illustrates the intensity distribution at Fy as a function of both the distance to the
optical axis ry and the vertical divergence «. Fig. 5.11 (a) compares the spatial intensity

normalized intensity (arb. u.)

0 1 2 intensity (arb. u.)
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4r —— F,, source A
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-4 =2 0 2 4
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Figure 5.11: Beam quality after transport by a long elliptic guide. Solid and broken lines
represent results from simulations with (m = 4.1, R. = 82%), and with ideal reflectivity,
respectively. (a) Horizontally integrated intensity distribution at Fy plotted against the ver-
tical distance from the optical axis, ro. The emitted rectangular spatial intensity distribution
is outlined in red. After the transport through the long elliptic guide, the rectangular shape
at the second focal point is heavily distorted. A reflection close to the exit of the guide results
in a central peak of focused neutrons close to the optical axis, z = 0. Conversely, neutrons
reflected close to the entrance of the guide contribute to the tails of intensity, which extend
much further than the original rectangular intensity distribution. (b) The color plot shows
the neutron intensity at Fy as a function of the vertical divergence, «,, and ry, normalized
to the uniform intensity of the emitted volume of phase space. The red rectangle indicates
the outline of the volume of phase space as emitted by the source at Fy.

The simulated long guide is characterized by the following dimensions: f = 20m, by =
0.132m, and [ = 39.5m. The neutron beam used in the simulation was monochromatic with
a wavelength of A\ = 4 A. The figure is adapted from the work of Herb et al. [19].

distributions at F; and Fs, respectively. The emitted rectangular peak of uniform inten-
sity (red) becomes severely distorted during the transport through the long elliptic guide,
resulting in a sharp peak of focused neutrons close to the optical axis and tails of weak



intensity far away from the optical axis. To further disentangle the contributions to the re-
sulting neutron distribution, Fig. 5.11 (b) shows the intensity at the second focal point as a
function of both the vertical deviation from the optical axis, ro, and the vertical divergence,
a,. This reveals contributions of focused (small |ry|, large | |) and defocused (large |rs,
small |a,|) neutrons, which correspond to reflections close to the exit and entrance of the
guide, respectively (compare Fig. 5.6). Additionally, isolated islands of intensity arise due to
doubly-reflected neutrons. Multiple interactions with the same mirror (garland reflections)
or subsequent interactions with two opposing mirrors (zig-zag reflections) result in inten-
sity arising in the upper left (and lower right) and upper right (and lower left) quadrant,
respectively. Apart from the geometric aberrations, multiple reflections occurring over the
course of a long guide as a consequence of gravity or finite mirror waviness may furthermore
complicate the divergence and intensity profile at Fy, compared to the situation at F;.

To visually summarize the geometric aberrations introduced into the neutron phase space
by a long elliptic guide, Fig. 5.12 illustrates the results of a Python simulation. We simulated
the transport of a grid-like intensity pattern from one focal point of a long elliptic guide to
the other, emphasizing the distortions and complexities encountered during the neutron
transport through such a guide. Instead of returning to their initial position relative to
Fy, neutrons arrive at Fy with significant variations in offsets. Those focused toward the
optical axis manifest as a sharp central peak, while the defocused neutrons are dispersed
further from their emission point. The intensity emitted from the individual slits becomes
thoroughly blended due to the discussed geometric aberrations.

While Fig. 5.12 vividly illustrates why geometric aberrations in long elliptic guides render
them unsuitable for imaging experiments, the complications associated with the distortion
of the emitted volume of neutron phase space are more profound in real experiments. In the
context of neutron scattering, precise knowledge of the initial state of neutrons, including
their distribution in energy and momentum, is crucial. Researchers then aim to determine
the state of the scattered neutrons and infer the difference between the two to understand
the interaction between neutrons and the sample. Complex initial intensity distributions
make this comparison between theory and experimental results more challenging, potentially
requiring advanced corrections and data analysis techniques(”.

In the next section, we will explore a solution to reduce geometric aberrations based on an
assembly of shortened mirrors replacing a single long mirror.

5.4 Elliptic Nested Mirror Optics

By constraining the guide length, [, to values much smaller than the focal length, f, we
ensure that neutrons are reflected close to the semi-minor axis, which reduces geometric
aberrations, ensuring the preservation of the volume of phase space as emitted at F,. How-
ever, a shortening of the mirrors entails a significant reduction of the angular acceptance of
the guide, consequently reducing the amount of transported neutrons significantly. The im-
pact of these two effects on the transported intensity distribution is illustrated in Fig. 5.13.
Ideally, one would recover the entire angular range transported by a long elliptic guide while
maintaining the improved quality of imaging enabled by the shortened mirrors.

(M Usually, it is assumed that the phase space of the incident neutrons can be approximated by Gaussian
resolution ellipsoids in momentum and energy space [108, 107, 173].
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Figure 5.12: Simulated transport of a grid-like intensity distribution through a long elliptic
guide. Neutrons are emitted at F; in five equidistant stripes, each with a width of 0.5 mm
and spaced 2mm apart. They are subsequently transported to Fy by a long elliptic guide
characterized by the following parameters: f = 0.675m, [ = 1m, b = 0.02m and perfectly
reflecting mirrors. Panel (a) illustrates the neutron trajectories, color-coded according to
their first point of reflection. Green and dark blue trajectories correspond to neutrons
reflected close to the entrance and the exit of the guide, respectively. Red and light blue
trajectories correspond to neutrons reflected close to z = 0 and neutrons that pass through
the guide without reflection. The present geometry also allows for doubly reflected neutrons
indicated by orange lines. It should be noted that the figure is not to scale.

Panel (b) displays the intensity distribution at Fy as a function of the distance to the optical
axis, r, and the initial point of reflection, z. Red lines indicate the positions at which
neutrons are emitted at Fy, i.e., the grid. Orange lines depict the approximate relationship
between r; and ry given by Eq. (5.8) for each of the slits showing a good agreement with
the color plot. The intensity around z = —0.45m corresponds to doubly reflected neutrons.
Panel (c) presents the data from (b) after integration over z, which is equivalent to the spatial
intensity distribution after the transport at Fy (blue). This distribution contains focused
neutrons near ro = 0 and defocused tails of neutron intensity far from the optical axis,
|ro| > 0. In summary, the originally grid-like intensity distribution emitted at F; (depicted
in red) undergoes a significant transformation during transport, making it unrecognizable at
Fs.
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Figure 5.13: Simulated intensity distributions at Fy similar to those presented in Fig. 5.12.
By reducing the guide length from [ = 1m to [ = 0.05m, geometric aberrations are reduced
significantly, even enabling the recovery of the emitted grid-like structure at F,. However,
the significant reduction of [ limits the efficiency of neutron transport. Both effects can
be observed in the horizontally averaged intensity distributions (c), where small peaks in
intensity appear at the correct distances from the optical axis, with the intensity dropping
to a constant background in between. The peak shapes can be understood directly from the
shape of the integrated data (b). The constant background is attributed to neutrons passing
the very short mirrors without reflection, illustrated in light blue in (a).

As discussed by Zimmer [174] and detailed in appendix G for non-symmetric geometries, this
can be achieved by nesting several elliptic mirrors with coinciding focal points but different
semi-minor axis b,. One obtains the full angular acceptance while reducing the distortions
to the neutron phase space. Fig. 5.14 illustrates the construction process, including the
neutron trajectories that determine the geometry. The m-value of the outermost mirror and
the requirements for the reflected beam, such as the desired divergence and the position
of the two focal points, jointly determine the semi-minor axis of this outermost mirror by.
After selecting a common length for the individual mirrors, [, one can calculate the semi-
minor axis of the next inner mirror by requiring that a line from F; to the end of one mirror
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Figure 5.14: Schematics of a symmetric elliptic NMO including shape-determining neutron
paths being reflected either at the entrance, z;, or the exit, 2z, of the NMO. The common
focal points of all elliptic surfaces are highlighted in orange. The figure is reproduced from
the work of Herb et al. [19].

coincides with the entrance of the next inner mirror. Following this recipe ensures that every
neutron emitted at F; interacts with precisely one mirror, enabling the device to transport
a geometrically defined range of angles [19].

The total number of mirrors required on each side to transport the desired angular range
Q€ |min, max| can be approximated by

N ~n (O‘ma") % (5.13)

Qmin

The derivation of this result can be found in the appendix G and [174]. Accordingly, the
number of required mirrors increases logarithmically with the angular range and linearly with
the ratio of the focal length, f, to the mirror length, [. Curiously, the total neutron reflecting
area remains constant under variations of [. This is because the area of an individual mirror
scales proportionally to [ while the number of mirrors scales reciprocally. This observation
supports utilizing shorter mirrors, as they offer reduced geometric aberrations.

In practical terms, the finite thickness of the mirror substrates restricts the minimum dis-
tance between two adjacent reflecting surfaces. Consequently, neutrons emitted at minimal
angles < Aa do not partake in the reflection process and instead traverse the divergence
hole unobstructed. These neutrons can either be absorbed by a beam stop or be partially
reflected by equidistantly spaced mirrors, which is discussed at a later stage.

Furthermore, neutrons emitted at a given distance from the optical axis, ry, can pass
between any two mirrors without interaction or undergo a double reflection, depending on
their initial emission angle. Fig. 5.15 (a) and (b) illustrate these two cases, respectively.

In the first case, the origin of the neutron, characterized by the sign of r;, and the point of
reflection occur on the same side relative to the optical axis, as shown in panel (a). We can
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Figure 5.15: Schematics illustrating how neutrons pass between two mirrors of the elliptic
NMO either unobstructed (a) or doubly-reflected (b). Neutrons emitted on trajectories
encompassed by the red and the green lines are either non- or doubly reflected. In contrast,
neutrons traveling between the green and the blue lines are correctly reflected once.

then approximate the ratio of neutrons passing between two mirrors without interaction to
the total number of neutrons incident between the two mirrors by

by, — bpt1—1
0, — 0, arctan (f+l;§> — arctan ( f+—1l/21> r
}%loss7 passing — ~ - ~ —. (514)
O — 0 arctan (b”’”) — arctan (b"“ ”) by

f=i/2 f=1/2

Here, b, and b,, 1, are the semi-minor axes of the two adjacent mirrors and 6, 0, and 6, denote
the angles between the optical axis and the green, red, and blue trajectories in Fig. 5.15 (a),
respectively. The fate of a neutron is determined by its emission angle compared to those
angles. Neutrons emitted within a range of angles between the green and the red line, 6, —0,,
do not interact with any mirror, while those emitted between the blue and the green line,
6y, —0,, are correctly reflected. Under the assumption of approximately flat mirrors (constant
distance to the optical axis b,), utilizing the small angle approximation®, and considering
the relation between the semi-minor axes of two adjacent mirrors, b, ~ b%;—ﬁg
appendix G), we finally derive the approximate loss ratio: Riess, passing & ;—711 The implicit
assumption that the angular distribution of neutrons is uniform is well supported for the
small angular range necessary to illuminate the space between two adjacent mirrors.

For neutrons that interact with a mirror on the opposite side relative to their point of
origin, the ratio of doubly-reflected neutrons to all neutrons incident between the mirrors is

given by a similar factor

(compare

b, -, oo () —oncton () gy

arctan (S’ﬁ_%) — arctan (%)

Rloss, double reflection — ~
9r - eb

where the same assumptions as above were utilized. Here, the angles 6, , 1, correspond to

(®)Specifically, all arctan functions in Eq. (5.14) are approximated by their argument.
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the angles between the optical axis and the red, green, and blue trajectories depicted in
Fig. 5.15 (b), respectively.

For either case and to first order independent of [ and f, the geometric loss ratio for
neutrons passing between the n'" and (n + 1)™ mirror can be approximated by

Rloss ~ Tl/bna (516)

indicating that the innermost mirrors suffer the greatest geometric losses and larger NMOs
offer better transport efficiency when keeping constant the extent of the source. The average
loss for an extended source with width w is readily obtained:

f —%ﬂ |Z_1| dry w
Rlossw w 4bn (5 7)

Typically, neutron optical systems are limited by the critical angle of the supermirror coating,
which in turn determines the maximum transportable divergence leaving the source. For a
given source geometry (height h, divergence ), the losses can be reduced by utilizing a
NMO with a larger focal length, and consequently larger semi-minor axes by =~ 05 f, thereby
reducing the loss ratio. However, a larger focal length imposes stricter requirements on
the mirror waviness and necessitates additional mirrors towards the center of the NMO.
Additionally, for large wavelengths, gravitational distortions of the neutron trajectories can
pose disadvantages when exceeding a certain travel time of the neutrons, t; < f, requiring
careful simulation-supported consideration when choosing the size of the NMO.

Highlighting the optical imaging quality, Fig. 5.16 presents McStas Monte-Carlo simula-
tions of a one-dimensional, elliptic NMO comparing the intensity distribution at Fy with the
emitted distribution at F;. The geometry for this simulation, considering only the vertical
dimension, is similar to the one for the long elliptic guide shown in Fig. 5.11¢. In the
present setup, a source with height, hy, = 6 mm, illuminates a symmetric, one-dimensional,
elliptic NMO equipped with mirrors with length, [ = 1.6m. Fig. 5.16 (a) illustrates that
the emitted spatial intensity distribution (red) remains well preserved during the transport
through the NMO, with only a minor deviation at the upper edge, ro = 3 mm, attributed to
gravitational effects. In both simulations, one with ideal reflectivity (dashed blue line) and
another considering a realistic supermirror reflectivity profile with m = 4.1 and R, = 82 %
(solid blue line), a small and constant reduction in intensity compared to the source is ob-
served. While the discussed geometric losses account for the reduction to < 90 %, the finite
mirror reflectivity accounts for another 10 % loss.

When investigating the intensity as a function of the vertical position, ry, and the vertical
divergence, ay, as shown in Fig. 5.16 (b), the emitted uniform intensity distribution (red
outline) is well-preserved during the transport, except for a slight smearing at the upper edge,
ro = 3mm, due to gravity. The fine texture of the intensity is attributed to contributions
reflected by individual mirrors. A substantial decrease of the intensity around a, = 0 marks
the divergence hole, and the slight decrease in intensity towards higher angles of incidence
corresponds to the decreasing supermirror reflectivity for larger angles of reflection, compare
Fig. 5.4.

) The simulated NMO consists of 40 individual mirrors on both sides of the optical axis, each with a
thickness, dgy, = 0.5mm, f =20m, by = 0.8m, [ = 1.6m, and m = 4.1, R, = 82 %.



78 CHAPTER 5. THEORY OF NESTED MIRROR GEOMETRIES

normalized intensity (arb. u.)

60.0 0.2 04 06 08 1.0 intensity (arb. u.)

1.0
(@ay F,, target

4r —— F4, source A 0.8

_ 2t
< 0.6

E o0
< 0.4

_2-
—4t 0.2
-6 -2 -1 0 1 2 00

ay (deg)

Figure 5.16: Beam quality after transport through an elliptic NMO. (a) Horizontally inte-
grated intensity distributions at F; (red) and Fy (blue) plotted against the vertical distance
from the optical axis, ry. Solid and broken lines represent results from simulations with (m
= 4.1, R. = 82%), and with ideal reflectivity, respectively. (b) Intensity at Fy as a function
of a,, and ry normalized to the uniform density of the emitted volume of phase space. The
red rectangle indicates the outline of the volume of phase space emitted at F;. Overall, the
intensity distribution recovered at Fy closely resembles the distribution emitted at Fy, sug-
gesting that the original phase space volume is successfully preserved during the transport.
The figure is adapted from the work of Herb et al. [19].

5.5 Parabolic Nested Mirror Optics

In addition to using nested elliptic mirrors for neutron transport between two focal points,
a similar system can be realized based on parabolic mirrors. This is equivalent to relocating
one of the focal points shown in Fig. 5.14 to an infinite distance from the former semi-
minor axis. The resulting parabolic mirrors are arranged in a nested fashion, such that each
neutron belonging to the incident parallel beam is focused onto the focal point, as illustrated
in Fig. 5.17. Designed for a parallel beam, the distance from the optical axis at the exit
of the n'™ mirror, r,(2.), must equal the distance from the optical axis at the entrance of
the adjacent inner (n + 1)* mirror, r,41(2s). As visualized by the blue and green neutron
trajectories, this procedure ensures that every neutron of a parallel beam is focused on the
common focal point. Similarly, the device can transform all neutrons emerging from the
focal point into a zero divergence beam. Determining the parabolic shapes with coinciding
focal points follows a methodology similar to the one discussed for the elliptic NMO in the
appendix G. Neutrons belonging to the innermost part of the parallel beam do not participate
in the reflection process, which leads to a divergence hole 2A« at the focal point analogous
to the one discussed for the elliptic NMO.

Whereas elliptic NMOs excel at conserving the beam phase space during transport from one
focal point to another, parabolic focusing nested mirror optics (pfNMO) perform a different
task in that they transform a low-divergence, spread out beam into a high-divergence focused
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Figure 5.17: Schematics of a parabolic NMO including shape-determining neutron trajec-
tories being reflected at z; (green) or z, (blue). The common focal point of all parabolic
mirrors is shown in orange.

beam while preserving the phase space density. A second set of parabolic de-focusing nested
mirror optics (pdNMO) can then reverse this transformation, recovering the original phase
space of the beam with minor losses.

Supported by McStas simulations, we will now discuss the key differences between a pfNMO
and a long parabolic trumpet [175], which is commonly utilized for focusing a beam onto a
sample position. The presented arguments are equally valid for the inverse case, in which
either device transforms a compact source into a low-divergence beam.

The short length of the parabolic mirrors | < f ensures that all neutrons interact with the
pfNMO at a similar distance far away from the focal point. This distance, d¢, geometrically
determines the relationship between the incident divergence before the pfNMO, «;, and the
distance from the optical axis the neutron possesses at the focal point, r¢. The relationship
is given by

e = dfafi. (518)

Following Eq. (5.18), a pfNMO provides the capability to adjust the beam width at its focal
point by manipulating the divergence of the incident neutron beam. Matching this width
to the extent of the sample potentially improves the signal-to-noise ratio. Conversely, the
points of reflection in a parabolic trumpet occur within a broader range of distances to the
focal point, leading to a less straightforward relationship between the incoming divergence
and the size of the focused beam.

Fig. 5.18 provides additional insights into the focusing properties of both devices for beams
with different incoming divergences, «;, as indicated above each column. The color plots in
the first row illustrate the simulated intensity distributions at the focal point of a long
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Figure 5.18: Beam characteristics at the focal point of a vertically focusing parabolic trumpet
(first row) and of a parabolic NMO (second row) illuminated with various incident diver-
gences, «;, indicated above each column. Accounting for the simulated geometries, only the
vertical dimension is considered. The color plots display the intensity of the neutron beam
at the focal point of the devices as a function of the vertical divergence, «,, and the vertical
offset from the optical axis, r¢. The data illustrated in the color plots was integrated over
all values of a,, resulting in spatial intensity distributions shown in the third row. Here,
the broken black lines indicate the width of the beam according to Eq. (5.18), which is in
excellent agreement with the peak shape provided by the pfNMO.

For all simulations, the focusing devices were illuminated by a neutron beam with uniform
and constant brilliance. Consequently, the total number of neutrons arriving at the focal
point indicated in white is proportional to the incident divergence, ;. The incident beam
featured a wavelength of A\ = 4.9(5) A and a constant height of » = 32mm. While the
horizontal divergence was kept at zero (neutrons are only focused vertically), the incident
vertical divergence was systematically adjusted to various values, a;. The simulated pfNMO
consisted of 40 mirrors characterized by the following parameters f = 0.675m, by = 0.016 m,
m=4, Re =82%, 1 =0.12m. f, [ and by are measured from the entrance of the NMO at
z = 0, respectively. The simulated parabolic trumpet shared similar characteristics, namely
f=0.675m, by = 0.016m, m =4, R, = 82%, and [ = 0.65m. The influence of gravity was
disregarded during all simulations, given the relatively short distances considered.

parabolic trumpet as a function of the vertical distance from the optical axis, r¢, and the
vertical divergence, a,. Three distinct components can be observed, spanning an increas-
ingly large area with increasing a;. Neutrons being reflected at the upper (lower) reflective
surface of the trumpet appear at the lower (upper) island of intensity in the color plot.
Neutrons passing the central part of the nozzle without reflection contribute to the central
parallelogram. At the end of the trumpet, neutrons are reflected close to the optical axis
under angles exceeding .. The reflectivity curve of the m = 4 coating results in a reduc-
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tion of intensity under large angles, which appears instead as a horizontal extension of the
parallelogram around a, = 0°.

In comparison, for all investigated «;, the parabolic NMO gives rise to a connected, well-
defined, and uniform phase space volume, as observed in the second row. The spatial extent
of this phase space volume smoothly increases proportionally with «;. This is highlighted
in the third row, highlighting the data of both devices integrated over all values of ay,
corresponding to the spatial intensity distribution at the focal point. The two black, broken
vertical lines indicate the calculated width of the beam according to Eq. (5.18), which is in
perfect agreement with the simulated peak shape obtained for the pfNMO. As both devices
were illuminated by a beam with constant and uniform brilliance, the integrated intensity
indicated in white for each panel increases proportionally with ay;.

Apart from offering a more uniform volume of phase space, the distance between the
reflective surfaces of the NMO and its focal point enables utilizing an extensive sample
environment, which would interfere with a parabolic trumpet.

5.6 Two-Dimensional Nested Mirror Optics

Two approaches are available for two-dimensional imaging or focusing of neutrons using
NMOs. Firstly, the geometries shown in Fig. 5.14 or Fig. 5.17 can be rotated around the
optical axis to create a toroidal geometry. In this case, the radial coordinate is denoted
by r. Secondly, the geometry can be translated into the paper plane, where r represents
the Cartesian coordinate oriented perpendicularly to the optical axis and the mirrors. This
geometry redirects neutrons in only one dimension, necessitating a second perpendicularly
oriented device for two-dimensional redirection. The two devices can be positioned behind
each other along the optical axis, with one device occupying the space from —[/2 to 0 and
the other from 0 to [/2, which we call a double-planar geometry. Albeit technically highly
challenging, it would be possible to intersect the orthogonal mirrors, creating one common
device. Fig. 5.19 illustrates both the toroidal and the double-planar geometries.

A toroidal NMO requires only a single reflection for two-dimensional imaging, thereby
reducing transport losses associated with finite supermirror reflectivity. However, the fabri-
cation process of such devices is complex, which limits their range of practical applications.
Based on an electrochemical replication technique commonly employed in X-ray gracing in-
cidence optics, toroidal Ni-mirrors have been fabricated and investigated successfully [176].
Nevertheless, the application of supermirror coatings to non-planar surfaces is still challeng-
ing. Despite some advances in the field [177], as of the current writing, truly toroidal NMOs
are still in their infancy. Recent progress has been reported by Wu et al., who investigated
a toroidal device consisting of two approximately elliptic mirror shells coated with m = 2
supermirror. Each mirror shell was divided axially into four parts and azimuthally into six
segments, resulting in a total of 48 segments [178, 179]. In the limit of very short mirrors,
| < f, the coating of flat substrates subsequently bent into a cylindrical shape or a tessel-
lation of small pieces of flat mirrors might allow for a combination of the advantages from
toroidal NMOs and supermirror coatings.

The double-planar geometry offers an attractive alternative, which allows the utilization of
supermirror coatings with m > 4. During fabrication, flat silicon substrates are first coated
with a supermirror before being pushed into yokes with the corresponding shape-determining
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(b)

Figure 5.19: Schematics of double-planar (violet) and toroidal (green) elliptic NMOs enabling
two-dimensional focusing of neutrons. (a) and (b) show views along different angles to the
optical axis. For illustration, the eccentricity of the elliptic shapes is greatly exaggerated,
and a quarter of the toroidal NMO was made transparent. Figures are reproduced from
Herb et al. [19].

grooves. Besides their simpler realization, double planar systems geometrically fit today’s
rectangular guide shapes and allow for simple beam polarization. Furthermore, separating
the beam transport into two reflections in orthogonal dimensions helps mitigate the influence
of gravity, as will be discussed in more detail later on. Additionally, the separation of
dimensions allows for the independent control of the phase space of the transported neutrons
in both dimensions orthogonal to the optical axis.

The overall ease of fabrication finally supported the decision to realize a prototype of
a double-planar system to investigate its properties and compare them to simulation and
theory.

5.7 McStas Simulations of Nested Mirror Optics

In contrast to the simplified calculations presented earlier, the real-world performance of
elliptic or parabolic NMOs is influenced by many subtle effects that are not easily accounted
for analytically. To assess the overall performance of NMOs and compare it to currently
employed neutron optical solutions, we conducted Monte Carlo simulations using McStas
[172]. To obtain results that closely align with realistic conditions, the simulations should
take into account various effects, including the true elliptic or parabolic geometry of the
substrates, mirrors coated on one or both sides with supermirror including channeling effects
within these mirrors, realistic supermirror reflectivity profiles, double reflections and neutron
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leakage between adjacent mirrors, and absorption, refraction, and total reflection governed
by the silicon substrates onto which the coatings are applied.

A new simulation component was developed for parabolic and elliptic NMOs, based on
code designed initially by Giacomo Resta in the context of [176]. This novel component
enables the modeling of double-planar devices and accounts for all the effects mentioned
above. Furthermore, the influence of gravity can be closely approximated. Starting from
McStas version 3.4, this FlatEllipse_finite_mirror component is now accessible to all users as
a contributed component [180)].

We present a brief overview of the developed simulation component, emphasizing the ad-
justable parameters for the interested reader. Addressing a broad spectrum of potential
users, the simulation component enables the determination of the geometry of each mirror
constituting the assembly from a single point on the outermost mirror surface, the position
of the two focal points, and the intended length of the individual mirrors, following the recipe
provided in the appendix G. Suppose more intricate control over the characteristics of each
mirror is required. In that case, one can also provide a file containing shape-determining
points of the individual mirrors (a combination of z and r for each mirror).

Fig. 5.20 depicts the simulation geometry in its local coordinate system. The z- and

r neutron trajectory
>

mirror_width

—— = mb m-value backside
ro -7 //\mf m-value frontside

I" " IStart IEnd

Figure 5.20: Schematics of the simulation geometry of a planar NMO including extreme
neutron trajectories (red). The geometry-defining parameters of the simulation are denoted
in italics, with the remaining ones being discussed in the text.

r-coordinates denote the directions parallel and perpendicular to the optical axis, with r
indicating the horizontal direction, denoted by x in McStas. The outermost mirror surface is
defined by the z-coordinates of the two focal points, LStart and LEnd, and the r-coordinate
at z = 0, r_0. Subsequent mirror shapes can be automatically computed by considering the
z-coordinates of the entrance and the exit of the NMO, [Start and [End, and the number
of mirrors, nummirror. Reflective surfaces are always generated in pairs on both sides of
the optical axis (not depicted in Fig. 5.20).

A finite substrate thickness is accounted for if one chooses mirror_width > 0. In this case,
the m-values of the coatings applied to the inner and outer sides of the mirrors can be chosen
individually, mf, mb. A value of 0 corresponds to all neutrons passing the surface (unless
the silicon substrate totally reflects them), and an unrealistically high value of m > 10
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results in ideal reflectivity. For other m-values, a realistic supermirror profile is computed,
see Fig. 5.4. Additionally, one can allow or disallow reflections from the convex outer side
of a mirror by setting the doubleRe flections parameter to either 1 or 0 respectively. The
width of the mirror blades along a lateral direction perpendicular to both the optical axis
and the normal vector of the mirror surface is determined by mirror_sidelength. All of
the parameters mentioned above are specified in units of meters where applicable. If it is
necessary to configure a geometry that reflects neutrons vertically, it is advisable to rotate
the entire component within McStas using the ROTATED keyword.

To approximate parabolic geometries, one of the focal points can be relocated to a great
distance from the reflective surfaces. When selecting the position of this focal point, using an
excessively distant location can introduce numerical uncertainties, while positioning it too
closely may lead to geometric errors. Based on prior tests, a z-value of LStart = 45000 m
has been deemed reasonable. It should be noted that the insertion point (AT) in the McStas
Anstr file must be located between those of the two adjacent geometries.



6. Characterization of Nested Mirror Optics
Prototypes

The upcoming chapter will provide a detailed account of the investigations performed on
all elliptic and parabolic NMO prototypes. On the one hand, we will focus on determining
the efficiency of transport through an elliptic NMO, with the measurements conducted at
MIRA-2 utilizing a spatially resolving CASCADE detector. On the other hand, we report
on examining the peak shape of beams transported by the elliptic and parabolic NMOs,
utilizing neutron imaging techniques at BOA.

6.1 Investigation of the Polarizing Elliptic NMO at MIRA-2

Here, we report on the investigation of the first prototype of a polarizing planar elliptic NMO
at MIRA-2 using a CASCADE detector. Due to the fast count rate of the detector coupled
with a rather coarse resolution, emphasis was put on determining the efficiency of transport
of the elliptic NMO. Some of the here presented results have already been published in the
work of Herb et al. [19], serving as a template for the present section.

The investigated NMO is a planar, elliptic system designed for horizontal focusing. It con-
sists of mono-crystalline silicon substrates coated with polarizing FeSi supermirror, m = 4.1,
R, = 82%. The mirrors were inserted into shape-determining elliptic grooves in iron yokes,
as shown in Fig. 6.1. As the mirrors were salvaged from a previous bender assembly, the

Figure 6.1: Pictures of the polarizing elliptic NMO prototype. The device contains eight
elliptic mirror blades, with a ninth central mirror aiding the alignment process. Columns on
either side of the mirrors house the permanent magnets supplying the field to saturate the
polarizing FeSi supermirror coatings. Figure is reproduced from the work of Herb et al. [19].

supermirror coating was applied on both sides of the substrates, entailing effects discussed
in more detail in section 6.1.5. All mirror substrates share the same geometry featuring
a length, [ = 120mm, a thickness, dg,p, = 0.15mm, and a height of 45mm. No absorb-
ing sublayers were applied during the coating process, such that neutrons exceeding the
polarization-dependent critical angle §F are transmitted through the mirror with high prob-
ability.

85
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Figure 6.2: Experimental setup at the instrument MIRA-2 at FRM II (top-down view). The
geometry of the unpolarized beam was defined by using the apertures A; and Ay. The NMO
images A; onto the position-sensitive detector. A transmission polarizer and a spin flipper
were installed to account for a polarized beam, along with suitable magnetic fields to guide

the neutron polarization between the polarizer and the NMO. Figure is reproduced from
Herb et al. [19].

The shape of the elliptic grooves was calculated according to the method discussed in ap-
pendix G, with the elliptic mirrors being positioned symmetrically around the semi-minor
axes of the ellipses, which possess a common focal length of f = 0.6m. Corresponding to
the critical angle of a A = 5 A neutron, the outermost ellipse possesses a semi-minor axis
of bp = 20.76 mm. Due to the limited beam divergence provided by the monochromator of
MIRA-2, where the initial experiments were conducted, mirrors were inserted into the device
only on one side of the optical axis. The shape-determining ellipses had semi-minor axes
ranging between 4mm < b, < 17mm (compare Fig. 6.1). The casing was placed between
two iron plates that are connected and magnetized by columns of NdFeB magnets, forming
a yoke with a field of ~ 50 mT, sufficient to saturate the FeSi supermirrors.

6.1.1 Measurement Geometry at MIRA-2

The prototype of the polarizing elliptic system with unit magnification was investigated
using the multi-purpose three-axis spectrometer MIRA-2 at the Maier-Leibnitz-Zentrum
(MLZ, FRM II) [59]. The primary goal of this investigation was to assess the quality of
the neutron optical image and the efficiency of neutron transport. Fig. 6.2 illustrates the
experimental setup for investigating the polarizing elliptic NMO. The monochromator of
MIRA-2 selects and provides neutrons with a wavelength of A = 4.9 A, with §\ /A~ 1%.
The neutron beam was then geometrically defined by two remotely adjustable apertures:
Ay, with width w, defined a virtual neutron source at the first focal point of the NMO, Fq,
which was then imaged onto its second focal point, at Fy. A second aperture, Ay, restricts
the extent of the beam at the entrance of the NMO to its geometric acceptance. The careful
beam preparation allows the definition of the neutron transport efficiency of the NMO as
the ratio of two integrated neutron rates: that encompassing the focused beam image and
that encompassing all neutrons arriving at the detector with the NMO removed from the
setup.

To facilitate the alignment, the NMO was mounted on a rotation table, such that its
vertical axis of rotation coincided with the entrance area of the NMO. This configuration
ensured that the exposed area of the NMO remained consistent during rotation within the
narrow range of angles 6 required to scan through the optimum beam focusing. The imaged
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intensity distribution at Fy was determined by utilizing a position-sensitive detector (PSD),
positioned at a distance d from the center of the NMO. With a large area of 200 x 200 mm?
and a spatial resolution of 2.5(1) mm (FWHM) [181], the detector enabled the discrimination
of distinct reflected and transmitted beam components and facilitated the alignment process.
Additionally, the PSD was mounted on a motorized linear stage, enabling the variation of
the distance d and thereby facilitating the investigation of the imaged intensity distribution
at varying distances from the focal point Fy. To account for the polarizing supermirror
coating, the beam could be polarized by a transmission polarizer positioned between A; and
the NMO. This device consisted of a stack of silicon plates coated with a polarizing FeSi
supermirror and a collimator to remove the reflected beam with the unwanted polarization
state. Notably, the installation of this transmission polarizer did not alter the trajectory
of the transmitted and polarized beam from that previously defined in the setup without
polarization. The polarization of the beam incident on the NMO could be inverted with a flat-
coil spin flipper. Several magnetic coils were installed between the polarizer and the NMO),
tuned to meet the requirements of the spin flipper and the guide fields. All adjustments
aimed for an optimum flipping ratio, defined as the ratio of count rates in the focused beam
image with the spin flipper switched on and off, respectively. In its final configuration, with
a guide field exceeding 2mT throughout the space between the polarizer and the NMO, we
achieved a flipping ratio of 16. This was sufficient for studying the polarization dependence
of the various reflected and transmitted beam components after passing through the NMO.

6.1.2 Alignment of the Elliptic NMO

In an initial step towards assessing the general transport properties of the NMO, we deter-
mined transport efficiency. To obtain accurate results, proper orientation of the NMO with
respect to the virtual source and the PSD is crucial. We will briefly discuss the compara-
tively simple alignment process, which simultaneously represents an advantage of an NMO
compared to contemporary guide systems.

An unpolarized beam was utilized throughout this initial alignment process. The NMO

was positioned in the extension of the virtual source at a distance matching its focal length,
f =600mm. To achieve optimum focusing conditions, two parameters were independently
varied: the angle of incidence, 6, at which neutrons from the virtual source hit the entrance of
the NMO and the distance between the PSD and the NMO, d. The widths of the apertures A;
and A, were kept constant throughout these adjustments, with A; representing a compact
virtual source, w = 0.5mm, and A, configured to illuminate the entrance of the NMO
ensuring that all neutrons interact with at least one mirror.
To assess the quality of focusing and adjust the alignment of the NMO accordingly, we
monitored the peak amplitude of the vertically integrated detector data. Exemplary data
are presented in Fig. 6.3. Fitting a Gaussian-type function to the vertically integrated
detector data allows determining its horizontal position, zy, amplitude, A, width, o, and the
constant background, C'. The fitted function is given by:

I(x) = Aexp (—%) +C. (6.1)
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Figure 6.3: Intensity distribution at Fy when imaging a virtual source with width, w =
0.5 mm, utilizing the polarizing elliptic NMO. Panel (a) illustrates the detector data on a
logarithmic scale (a), whereas the vertically integrated data on a linear scale is depicted in
panel (b). The NMO and the detector were optimally oriented for an unpolarized beam
with 6 = 0 and d = 600 mm. Both images show a sharp peak of correctly reflected spin-up
neutrons to the right of an extended region of neutrons leaking through the optic due to
their spin-down-state or for geometric reasons. The statistical uncertainties of the raw data
are confined within the markers. The Gaussian fit (red) is in good agreement with the data.
The Figure is reproduced from the work of Herb et al. [19].

The contour map in Fig. 6.4 (a) provides an overview of the obtained normalized values
of A, with red dots indicating the specific combinations of d and 6 at which the data was
obtained. Cuts through this map at constant values of d and 6 are depicted in Fig. 6.4
(b) and (c), respectively. The offset of 6 was adjusted such that the global maximum of A
occurs at # = 0°. Using this convention, the intensity peaks in a small region around 6 = 0°
and drops significantly already at deviations of |§] = 0.25°. In comparison, the influence of
d seems less important. At § = Omm, the amplitude plateaus within a range of d-values,
570mm < d < 630 mm, which is consistent with performed Monte-Carlo simulations (not
shown).

Following this initial alignment of the elliptic NMO, the components for beam polarization
were introduced into the setup as described in section 6.1.1. The results from a subse-
quent repetition of the alignment procedure are shown in Fig. 6.5. Under consideration of
the respective investigated ranges of d-values, the data found in Fig. 6.4 and Fig. 6.5 are
qualitatively similar. Besides introducing the equipment required for neutron polarization,
we slightly reduced the vertical extent of As to maximize the flipping ratio, which could
have changed the characteristics of the reflected neutron beam slightly. The rather coarse
resolution of the detector prevented the tracking of those more subtle alterations.

Following the alignment, we investigated the imaging properties of the polarizing elliptic
NMO. This investigation focused on quantifying the ratio of neutrons successfully trans-
ported from F; to Fy. Additionally, we determined the extent to which the peak shape at
F; is preserved as the beam is transported through the NMO.
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Figure 6.4: (a) Contour plot of the imaged amplitudes, A, for the unpolarized beam setup.
Data were acquired only for the combinations of # and d indicated by red dots. The observed
maximum around # = 0° is broadened significantly due to the limited resolution of the
detector. Panels (b) and (c¢) depict cuts through the contour map at specific values of d and
0, respectively. The error bars include, apart from statistical fluctuations, a fitting error of
the non-Gaussian peak shape of both, the intensity of the focused neutrons and the point
spread function of the employed PSD [181]. Figure is reproduced from Herb et al. [19].
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6.1.3 Efficiency of Transport

After setting the values of 6 and d to those determined for optimum focusing, as presented
in Fig. 6.5, we proceeded to investigate the performance of the NMO at various widths of
the virtual source, w. To this end, we systematically varied the width of A; within a range
of 0.25mm < w < 6 mm. Conversely, the width of the beam-defining aperture A, was kept
constant at 8 mm, which limited the illumination of the NMO to five out of the available
eight mirrors. The obtained normalized detector images are displayed in Fig. 6.6, with w
indicated on the top left of each panel. All images exhibit a similar structure, characterized
by a sharp peak representing focused neutrons on the right, adjacent to a diffuse region of
intensity. This region is attributed to neutrons passing the optic either due to geometric
losses (leakage and double reflections) or incorrect spin orientation. As w increases, both
the width of the reflected beam and the number of leaking neutrons increase, in agreement
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Figure 6.5: (a) Contour plot of the amplitudes A for the polarized beam setup. The dis-
tribution with a distinct maximum at 6 = 0° is qualitatively equivalent to the results ob-
tained for the unpolarized setup (compare Fig. 6.4). Note the narrower range of d-values
that is presented here. Within uncertainties, the amplitudes for detector distances between
590mm < d < 650mm are indistinguishable. (b) and (c) show cuts through the contour
map at fixed values of d and 0, respectively. Figure is reproduced from Herb et al. [19].

with Eq. (5.16). For each w, the total rate of neutrons arriving within a defined window,
characterized by a width, wi,; = 9mm, and a height, Ay, = 62.5mm, delineated in red in
Fig. 6.6, is represented by Ir,. A second rate, I,, was determined by counting all neutrons
hitting the detector when the elliptic NMO was entirely removed from the setup, with
all other parameters kept constant. This rate corresponds to all neutrons passing Ay and
illuminating the mirrors. The ratio of these two quantities defines the efficiency of transport,
expressed as:

Ie, (W, Wing)

IAQ (’LU)

The obtained values of @), as presented in Fig. 6.6, saturate around @ =~ 73 % for small w,
and exhibit a slight decrease at the largest width investigated, with (6 mm, 9mm) = 68 %.
While the overall trend aligns with the expectation that an increasing w results in more neu-
trons either remaining unreflected or undergoing double reflection between adjacent mirrors

Q(wvwint) = (62)
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Figure 6.6: Measured neutron intensity distributions at F'5 after transport through the elliptic
NMO for various widths, w, of the virtual source at F;. The data was utilized for the
determination of the experimental figure of merit Q(w,wyy), as defined in Eq. (6.2). The
area of integration, characterized by a width, wy,; = 9 mm, and height, h = 62.5 mm, which
encompasses I, is outlined by a red rectangle. Neutrons that bypass the NMO can be faintly
discerned in a diffuse region to the left of the prominent peak of focused neutrons. The
transport efficiencies are approximately ) = 72 % for most values of w, with a slight decline
observed at the largest width, as anticipated due to the increased geometric losses described
byEq. (5.17). All images are normalized to their total intensity. Figure is reproduced from
Herb et al. [19].
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(compare Eq. (5.17)), the current scenario is nuanced due to the double-side coated sub-
strates. Further details and the effects on transport efficiency are discussed in section 6.1.5.

It should be noted that a critical quantity for the characterization of neutron optic systems
is the brilliance transfer, which quantifies the efficiency of neutron transport by comparing
the brilliance of a neutron beam before and after an optical device, respectively. In practical
applications, the brilliance is typically averaged over a finite volume of phase space that is
the same for both the source and the target, with the ratio between these averages defining
the brilliance transfer. One may then define the integrated brilliance transfer for a NMO by
choosing equal areas at the first and second focal point and comparing the neutron flux at
both positions within the angular and wavelength acceptance of the NMO.

For the current configuration of an elliptic NMO focusing in only one dimension, we define
the partly-integrated brilliance transfer similarly to the efficiency of transfer, @), with an
integration width equal to the width of the virtual source,

B(w) = Q(w,w). (6.3)

The rationale behind considering wy,; > w for the determination of the transport efficiency
was to mitigate the influence of the limited detector resolution FWHM = 2.5(1) mm, which
hinders the precise determination of the brilliance transfer for small w. For the largest
width studied w = 6 mm, one finds B(6 mm) = 0.62, in good agreement with the efficiency
of transport (6 mm,9mm) = 0.68. These experimental figures already encompass real-
world-factors such as neutron losses due to imperfect machining precision, absorption in the
Si-wafers and coatings, imperfect polarization, and finite supermirror reflectivities, ranked
in order of significance. Monte-Carlo simulations conducted to disentangle the individual
contributions are discussed in greater detail in section 6.1.5.

6.1.4 Preservation of Beam Shape

In addition to maximizing the neutron transport efficiency, maintaining the spatial distribu-
tion of the neutron beam during transport is a distinctive characteristic of an elliptic NMO.
To explore the relationship between the width of the focused beam and the primary beam at
Fy, w, we evaluated the detector data displayed in Fig. 6.6. The data was initially vertically
integrated and then interpolated using a cubic spline. The FWHM of the peak was sub-
sequently determined based on that interpolation. The determined FWHM values were in
good agreement with their respective w for large values of w > 4 mm (red circles). However,
the physical resolution of the PSD limited the investigation of smaller virtual sources. To
overcome this limitation, we conducted a subsequent, similar experiment at the BOA imag-
ing beamline (see section 6.2 for more details). In this experiment, neutrons were detected
using a standard scintillator plate with a resolution of FWHM = 100 pm. The obtained
FWHM values are indicated by blue circles in Fig. 6.7 and plotted together with McStas
simulations of extremely high resolution (black squares). For very small values of w, the
imaging capabilities of the elliptic NMO investigated are potentially limited by the waviness
of the supermirror coating, estimated to be n = 2 x 10~*rad. The resulting FWHM can
be approximated by FHWM . = 2 X 2.355 x 0.6m x 2 x 10~*rad = 0.57mm", which

(UThe factor 24/21n(2) = 2.355 describes the relationship between the width of the Gaussian distribution
used to describe the waviness and the FWHM of the same distribution. 0.6 m denotes the distance between
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Figure 6.7: Dependence of the horizontal FWHM at Fy on the width, w, of the primary
rectangular beam at F;. The black squares represent the results of McStas simulation,
which are in good agreement with ideal one-to-one imaging (ry = r1, represented by the black
broken line). Conversely, the FWHM values measured at MIRA-2 (red circles) were limited
by the finite resolution of the detector of 2.5(1) mm, as indicated by the horizontal, red broken
line. In contrast, the data obtained at BOA (blue circles) agree with unit magnification from
very small values of w > 0.5mm up to w = 6 mm, beyond which they start to deviate from
the simulated values. The inset illustrates the effect of geometric aberrations on the FWHM
of the focused beam as described in the text.

is in good agreement with the asymptotic behavior of the FWHMs obtained at BOA for
w < 0.5mm.

For widths exceeding the waviness limit, the data for w < 6 mm aligns well with the antici-
pated unit magnification. A minor deviation, consistent with the high-resolution simulation,
is observed for w > 6 mm. This slight discrepancy between the simulated FWHM and w is
a result of geometric aberrations in (short) elliptic guides, as discussed earlier (Eq. (5.8) and
Fig. 5.6). Neutrons reflected in the second half of the ellipse produce a triangular feature on
top of the initial rectangular peak shape (shown in blue in the inset in Fig. 6.7), while neu-
trons reflected in the first half of the ellipse smear out the flanks of the peak shape (green).
These two effects work together to reduce the FWHM compared to the width at F;.

In comparison to the simulation, where this effect becomes significant only for w > 10 mm,
the agreement between the FWHM and w breaks down much earlier in the measured data.
This deviation is mainly attributed to the illumination of the virtual source using a parabolic
NMO, which provides a beam of limited size depending on the distance from the focal point,
as discussed in section 6.2.3.3.

the reflective surfaces and Fs.



94 CHAPTER 6. CHARACTERIZATION OF NMO PROTOTYPES

6.1.5 Comparison to Simulations

Supporting the interpretation of the experimental findings, we conducted Monte-Carlo sim-
ulations using the McStas software package [172], as detailed in section 5.7. The simu-
lated setup replicates the experimental geometry, incorporating mirrors with their geometry
and reflectivity matching their real double-side coated counterparts. We obtain a reason-
able agreement between the simulated and experimentally obtained transport efficiencies,
as listed in table 6.1. The plateau of () observed for w < 2mm is effectively replicated in

w (mm) [ 025 05 1 2 4 6

Qexp 0.73 0.73 0.72 0.72 0.71 0.68
Qsim 0.82 081 0.81 0.80 0.77 0.73

Table 6.1: Measured and simulated efficiencies of transport, (). The simulation accurately
replicates the experimentally observed plateau for widths w < 2mm. The generally higher
values of Qg are mainly attributed to the assumption of ideal polarizing components in the
simulation.

the simulation. The minor drop in intensity for increasing w appears less pronounced in the
measured data, which can be attributed to the finite resolution of the CASCADE detector.
A significant portion of the remaining quantitative disparity can be attributed to neglecting
polarization-associated effects in the simulation. These effects were not accounted for due to
the limited knowledge of the individual efficiencies of the polarizer, the spin flipper, and the
NMO. Assuming that the polarizer provides a beam with a polarization of 98 % [59], the mea-
sured flipping ratio of 16 corresponds to a polarization of 90 % after the NMO. This would be
sufficient to account for the observed difference between the measured and simulated values
of () in table 6.1. We expect the finite mirror waviness to have a negligible effect on the
obtained values for Qeyx,. Even if we generously assuming a waviness of = 4 x 10~*rad, the
displacement of a reflected neutron at Fy would amount to 2.355 % 27-0.6 m = 1.1 mm, which
is small compared to the FWHM of the point-spread-function of the detector of 2.56 mm.

A comparison of both the experimentally obtained and the simulated data to the antic-
ipated geometric losses of an NMO, as calculated in Eq. (5.17), is presented in Fig. 6.8.
Employing the approximation of the geometric losses in an NMO derived in Eq. (5.17),
Rioss & 37, we can express the experimentally obtained @-values by

w
Q=@ (1-7)- (6.4)
Here, the factor Qg accommodates loss mechanisms primarily independent of the neutron
trajectory, instead encompassing aspects like finite supermirror reflectivity and polarization-
related losses. In an ideal scenario, where mirrors exhibit perfect reflectivity, the beam is fully
polarized, and there is no waviness; this value is expected to be Qo = 1. Fitting Eq. (6.4)
to both the simulated and measured transport efficiencies displayed in Fig. 6.8 enables the
extraction of the corresponding values for b, which govern the reduction of the Q)-values as
w increases. The b-value returned from each fit represents an average of all semi-minor axes
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Figure 6.8: Efficiencies of transport, (), for various widths of the virtual source, w, as
obtained experimentally at MIRA-2 and from Monte Carlo simulations. A linear fit to the
data reasonably agrees with the loss ratio derived in Eq. (5.17).

of the NMO, which can then be compared to the nominal geometry. For the measured and
the simulated data, the obtained values are bealc, exp = 23(3) mm and beaie, sim = 14(1) mm,
respectively. While the value obtained from the simulation is in good agreement with the
geometry of the elliptic NMO, with semi-minor axes ranging between 9mm < b,, < 17 mm,
the large value of beaic, exp suggests that additional effects are influencing the slope of the
measured data. Potentially, a minor lateral misalignment of the NMO during the experiment
induced geometric losses even at w = 0, thereby lessening the impact of increasing w on the
efficiency of transport.

In addition to simulating the actual experimental geometry, we conducted additional simu-
lations to explore the impact of the substrate thickness, dg.,, and the supermirror reflectivity
on the transport efficiency, ). These simulations maintained the experimental geometry,
modeling a double-side coated NMO illuminated by a neutron beam with a wavelength of
A =4.9A and a wavelength spread of OA/A=0.1.

Table 6.2 summarizes the impact of dg,, and w on the transport efficiency. Two sets
of efficiencies were obtained: Qigeas (left column), utilizing an ideal reflectivity curve, and
Qrear (right column), which used the measured reflectivity curve of an m = 4.1, R, = 82%
supermirror. The relative drop in intensity (Qreal — Qideal)/Qideal = 5% remains below the
20% reduction associated with the edge reflectivity of the m = 4.1 supermirrors, which is
expected given the small angles of reflection and the long wavelength of the beam with
A = 4.9A. The gradual decrease in @ with increasing dy,, is attributed to channeling and
double reflections, as illustrated in Fig. 6.9. Additionally, the decrease in () with increasing
w is due to increased geometric losses.

Additionally, we compared the transport efficiency of elliptic NMOs, examining cases of both
single-side and double-side coatings, (m = 4.1, R, = 82%). One might assume that single-
side coated mirrors would be more suitable for NMOs, since the neutron transport relies
on single reflections at well-defined distances from the optical axis. However, for mirrors
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Figure 6.9: Illustration of channeling (blue trajectory) and double reflections (green tra-
jectory) for selected initial neutron trajectories (red) in an NMO equipped with double-side
coated mirrors (black). As the affected neutrons miss the second focal point, the efficiency of
transport, @, is reduced. Dashed red lines depict the ideal, unperturbed neutron trajectories
for very thin mirrors. Figure is reproduced from Herb et al. [19]

w (mm) ‘ deuy = 0 mm  dgy, = 0.15 mm  dgy, = 0.30 mm

0.25 0.99/0.93 0.85/0.82 0.70[0.69
0.5 0.99(0.92 0.85/0.81 0.70[0.69
1 0.97/0.91 0.85/0.81 0.70[0.69
2 0.94/0.88 0.84/0.80 0.69/0.67
4 0.89/0.83 0.81/0.77 0.69/0.67
6 0.84/0.79 0.770.73 0.67/0.66

Table 6.2: Dependence of the efficiencies of transport, @) (w = 6 mm, wy,, = 9mm), on
the Si-substrate thickness, dg.,, and the width of the virtual source, w. The first and the
second entries in each cell correspond to results obtained for ideally reflecting mirrors and
for a realistic m = 4.1 reflectivity profile, (Qigeal|@rea1)- The simulations replicated the
experimental setup, including aperture As, and the double-side coated mirrors. The bold
column corresponds to the data presented in table 6.1. Table is reproduced from Herb et al.
[19].

with finite reflectivity, double-side coated wafers can potentially enhance NMO efficiency if
the mirrors are sufficiently thin. Neutrons that penetrate through the first coating and into
the substrate can be reflected by the second coating on the opposite side. To arrive at Fa,
these neutrons must traverse the first coating once again. Despite the low probability of this
occurring, there could still be a net gain in the overall transport efficiency depending on the
reflectivity of the coatings.

As dg,, increases, the front faces of the wafers represent a larger portion of the entrance of
the NMO), as indicated by an increasing filling fraction, (. The discussed benefit from the
increased reflectivity of double-side coated mirrors is quickly offset by the channeling and
double reflection effects illustrated in Fig. 6.9. For the investigation of the elliptic NMO, the
filling fraction amounted to approximately ¢ = 5 x 0.15/8 = 9.4% for our prototype, where
five mirrors with dg,, = 0.15 mm were illuminated through the aperture A,, set to a width
of 8 mm.
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Fig. 6.10 illustrates the transport efficiencies obtained from McStas simulations for the NMO
equipped with mirrors on both sides of the optical axis. The aperture A, is removed in
this configuration, but the remainder of the geometry resembles the experimental setup.
Therefore, this simulation includes the divergence hole as an additional source of neutron
loss. The data qualitatively agrees with the expectations from the previous discussion. For
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Figure 6.10: Dependence of the simulated efficiency of transport, @), on dg,, and w, for
single-sided (filled squares, solid lines) and double-sided (empty circles, broken lines) m =
4.1, R, = 82 % supermirror coatings. Figure is reproduced from Herb et al. [19].

all investigated values of w, the dependence of () on dg,, is weak for single-side coated
mirrors, as the influence of refraction and absorption effects caused by the silicon substrates
is minute. Notably, double-side coatings might offer a marginal advantage for very thin
mirrors and large w. However, as dg,, increases, the transport efficiency provided by the
double-side coated NMOs linearly decreases due to the growing filling fraction ¢ and the
associated effects shown in Fig. 6.9.

In conclusion, the decision to use double-side coatings over single-side coatings must be
determined on a case-by-case basis supported by Monte Carlo simulations. Double-side
coatings are better suited for larger NMOs, where ( is smaller. Additionally, they might be
used for the outer mirrors of an NMO, where large m-values are required that entail reduced
edge reflectivity.

Overall, the investigation of the elliptic NMO at MIRA-2 revealed a high efficiency of
neutron transport, consistent with the calculations and the conducted simulations. However,
due to the limitations of the CASCADE detector’s resolution, a follow-up experiment was
carried out at BOA to investigate the shape of the transported beam further.
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6.2 Investigation of NMOs at BOA

The upcoming chapter details the investigation of the second generation of our NMO pro-
totypes at the imaging beamline BOA. These prototypes include two non-polarizing elliptic
NMOs and one polarizing as well as one non-polarizing parabolic NMO, all of which were
specifically designed for use at MIRA-2. Additionally, we conducted further experiments on
the polarizing elliptic NMO that had previously been studied. To complement our earlier
research on the transport efficiency conducted at MIRA-2 (compare section 6.1), we uti-
lized a high-resolution PSD to explore the spatial details of the imaged neutron beam that
were previously inaccessible due to the limited resolution of the CASCADE detector. Ad-
ditionally, we utilized the novel elliptic NMO prototypes to image more complex intensity
distributions in one and two dimensions.

6.2.1 Double-Planar Parabolic NMO

We begin the exploration of parabolic NMOs by providing an overview of the investigated
devices. This is followed by a detailed description of the experimental setup, concluding
with a discussion of the obtained results. Fig. 6.11 displays an overview of the double-planar
parabolic NMO. Fig. 6.11 (a) displays the geometry of the double-planar device including
exemplary neutron trajectories. The neutrons first encounter the polarizing horizontally
focusing parabolic NMO (phpNMO). Measured from the midpoint between the two devices
at z = 0, indicated by a vertical, black broken line, the mirrors of the phpNMO extend from
z=—(+g¢g)=—61mm to z = —g = —1mm. Each mirror is [ = 60 mm long, possesses a
height of 40 mm, and is coated only on the side facing the optical axis with polarizing FeSi
m = 4 supermirror with an edge reflectivity of R, = 82%. On either side of the optical axis,
there are 18 symmetrically arranged mirrors with a thickness of 0.3 mm, spaced according
to a recipe similar to the one discussed in appendix GG. The maximum distance between the
reflective surface of the outermost mirror and the optical axis occurs at z = —61 mm and
amounts to 20 mm. Furthermore, 22 mirrors, each with a thickness of 0.2 mm, are positioned
closer to the optical axis. To alleviate the impact of the divergence hole, these mirrors have
been equidistantly arranged such that the distance between two reflective surfaces always
exceeds 0.4 mm. This distance was considered the smallest achievable during the fabrication
process. The red lines in Fig. 6.11 (a) illustrate trajectories of neutrons reflected at this
device (not to scale). Whereas the actual device is equipped with mirrors on both sides of
the optical axis (represented by black and gray parabolic lines), the trajectories are displayed
only on one side of the optical axis for clearer visualization. Fig. 6.11 (c) presents an image
of the entrance of a horizontally focusing NMO), featuring a large number of vertical mirrors.

Subsequently, the beam encounters the non-polarizing vertically focusing parabolic NMO
(npvpNMO). Its mirrors, all with length, | = 60mm, and height, 40 mm, extend from
z=¢g=1mmto z =101+ ¢g = 61lmm. The gap of 2g = 2mm between both devices was
necessary for the construction process. This section contains 18 mirrors with a thickness of
0.3mm on each side of the optical axis, which are spaced similarly to the schema given in
appendix G. An additional 21 mirrors, placed equidistantly and separated by a minimum
distance of 0.4 mm, have a thickness of 0.2mm to fill the divergence hole. Each mirror is
coated with non-polarizing m = 4 NiTi supermirror with an edge reflectivity of R, = 82 %),
applied only on the side closer to the optical axis. Blue lines in Fig. 6.11 (a) show the
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Figure 6.11: Overview of the geometry of the double-planar parabolic NMO prototype. Panel
(a) illustrates the geometry of the mirrors, along with exemplary neutron trajectories (not
to scale). Red and blue lines illustrate trajectories of neutrons reflected at the horizontally
and vertically focusing devices, respectively. Although the actual mirror geometries are
symmetric with respect to the optical axis, for visualization purposes, reflections at the
horizontal and vertically focusing devices are depicted for neutrons interacting with mirrors
on only one side of the optical axis, respectively. A more detailed description of the geometry
of both devices is presented in the main text. Panel (b) depicts the entire prototype, divided
into three segments: a first empty segment that ensures a homogeneous magnetic guide field
in the central segment, where the polarizing horizontally focusing parabolic NMO is located.
The final segment contains the non-polarizing vertically focusing parabolic NMO. Panel
(c) illustrates the entrance of a horizontally focusing NMO, highlighting a large number of
individual vertical mirrors.

trajectories of neutrons that are reflected by the npvpNMO. As before, the trajectories are
visualized only on one side of the optical axis.

The common focal point of the two parabolic NMOs is situated at z = f = 675 mm,
indicating that each device has a distinct focal length measured from its respective entrance.
Additionally, neutron-absorbing boral plates [182] with square openings of 40 x 40 mm? were
placed at the entrance of the first segment and the exit of the third segment to shield against
unwanted neutron background. Fig. 6.11 (b) depicts this shielding connected to the front of
the empty segment by four screws.

6.2.1.1 Experimental Setup

In this section, we provide a detailed description of the geometry used to evaluate the non-
polarizing vertically focusing parabolic NMO at BOA. Fig. 6.12 (a) and (b) illustrate the
experimental setup and showcase the neutron trajectories as well as exemplary detector
images, respectively. Fig. 6.12 (a) displays a sketch of the measurement setup including
images of the actual experiment. The neutron beam originated from the cold section of the
polarized neutron guide feeding BOA [73]. Initially, a Soller collimator reduces the horizontal
divergence of the incoming beam to oy, € [10',20",45], with 1" equaling (1/60)°. To ensure
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Figure 6.12: Sketched measurement geometry at BOA enabling the investigation of the non-
polarizing vertically focusing parabolic NMO using a scintillator. (a) The neutron beam
is monchromatized by a double crystal monochromator (green) and collimated by Soller
collimators (orange) before being focused by the rotated parabolic NMO. The aperture
A, allows illuminating selected areas of the NMO. Panel (b) depicts a top-down view of
exemplary neutron trajectories and detector images before and after focusing, respectively.

that all neutrons arriving at the NMO are effectively reflected by its m = 4 mirrors, the
beam was then monochromatized by a double crystal monochromator set to a wavelength of
A = 4.5 A. Importantly, to facilitate the alignment process utilizing the available rotational
stages, the non-polarizing vertically focusing parabolic NMO was rotated by 90 ° around the
optical axis such that it instead focused neutrons in the horizontal direction®. This rotated
NMO was positioned on a rotational table such that its axis of rotation coincides with the
entrance window of the NMO. Upstream of the NMO, a remote-controlled aperture, As,
enabled the illumination of selected parts of the NMO. The difference between the nominal
focal length of the parabolic NMO, fparab = 675 mm, and the actual distance to the detector,
dexp, is given by dparab = dexp fparab, which could be adjusted by moving the detector along
the optical axis. Fig. 6.12 (b) displays a schematic representation of the system, showcasing
neutron trajectories and detector images before and after focusing. To describe the acquired
data, we use the coordinate system employed in McStas, where z represents the direction
parallel to the optical axis, y points upwards in the vertical direction, and x completes the
right-handed system.

6.2.1.2 Properties of Focusing

Fig. 6.13 presents a preliminary assessment of the focusing characteristics of the non-polarizing
vertically focusing parabolic NMO illuminated by a neutron beam with A = 4.5A, and
ap ~ 20’. During the data acquisition, the aperture Ay was adjusted to selectively illu-
minate the top part of the rotated, now vertical mirrors®®. The cascading plot depicts

(2)Unless otherwise specified, the non-polarizing vertically focusing parabolic NMO was rotated by 90°
around the optical axis, such that it focused neutrons horizontally. However, due to its intended use and to
maintain consistency, we will keep referring to it as the “non-polarizing vertically focusing parabolic NMO”.

(®)To facilitate the alignment, the non-polarizing vertically focusing parabolic NMO was rotated by 90°
around the optical axis resulting in horizontal focusing along x.
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Figure 6.13: Relationship between the peak shape provided by the rotated non-polarizing
vertically focusing parabolic NMO and the difference between the actual distance to the
detector and the nominal focal length, dparan. Values of dparan, < 0 indicate that the detector
is too close to the NMO. The incoming beam was uncollimated, which corresponds to a di-
vergence of ay, &~ 20’. The cascading plot displays vertically integrated, normalized detector
data for various values of dpaap as open circles. An exemplary detector image (acquired
for dparap = —40mm) is presented in the top left inset, with the axes labeled according to
the coordinate system shown in Fig. 6.12. The red dashed lines in the main plot represent
two Gaussian peaks, the sum of which approximates the measured data, as indicated by the
dashed line of the corresponding color. The horizontal solid lines within the plot indicate
the FWHM of the peaks, with specific FWHM values provided on the left side of the figure.
The inset at the top right illustrates the relationship between the FWHM and dparan. Addi-
tionally, the amplitude A of the peaks is presented in this inset.
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vertically averaged detector data for various deviations from the nominal focal length of the
NMO, dparan- The normalized data, shown as open circles, is well approximated by the sum
of two Gaussian peaks, corresponding to contributions from mirrors on opposing sides of
the optical axis; compare for example the neutron trajectories in Fig. 5.17. Two broken
red lines indicate the individual peaks, with the sum of these contributions represented by
a broken line, color-coded to match the measured data. Whereas the two peaks overlap
well for small values of dparanb, separating the overall peak into two individual contributions
becomes distinctly apparent for larger deviations from the nominal focal length.

In the cascading plot, the corresponding FWHM values of the peaks are indicated by solid
horizontal lines, with the specific values provided on the left side. The inset at the top right
illustrates the relationship between the FWHM and dparap. The minimum FWHM value is
achieved at dpara, = —40mm, which is in good agreement with the obtained maximum of the
amplitude, A, both indicating the optimum focusing configuration. However, this implies
that the focal length of the NMO is smaller than intended. We attribute this observation
to an excess curvature of the mirrors, likely caused by the single-side coating, a topic to
be discussed in greater detail in section 6.3. The inset in the top left provides exemplary
horizontally focused normalized detector data at the focal point for reference.

In addition to the observed relationship between the shape of the focused peak and dparab,
we also noticed a significant and unexpected variation in the FWHM of the focused peak
depending on the point of illumination along the vertical y-direction. This effect was visible
in the raw detector data and became more apparent when the data was vertically integrated
within specific regions, as depicted in Fig. 6.14. We obtain similar data by averaging the data
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Figure 6.14: Horizontal focusing of a white neutron beam with divergence o, = 10’ by
the rotated non-polarizing vertically focusing parabolic NMO. Panel (a) shows exemplary
detector data obtained at the focal point, dparar, = Omm, with the axes labeled according
to Fig. 6.12. A ratio of ) = 0.44 of all neutrons incident on the NMO is recovered inside
the exemplary sample volume outlined in orange. Panel (b) depicts data vertically averaged
between two horizontal lines of matching color in (a). The trend of the FWHM values for
the three segments indicates that the quality of focusing is worse in the central part of the
NMO, where the FWHM is significantly higher. As illustrated in the zoom region inset, the
intensity that is missing from the central peaks reappears in the flanks of the distribution.
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between the two red and green lines in panel (a), which corresponds to neutrons reflected
near the top and the bottom of the NMO. The data exhibits a central peak of well-focused
neutrons, FWHM = 2.2 mm, sitting atop a triangular shape of intensity, compare Fig. 6.14
(b). Besides the main peak, neutrons leaking trough the NMO appear as small side peaks
at x = £17mm, which exhibit a small amount of intensity texture due to the contributions
from individual mirrors. Overall, these findings agree with our expectations.

However, the main peak is significantly less pronounced when considering only the cen-
tral region delineated by the blue lines, FWHM= 3.2mm. This observation contradicts the
assumption that the mirrors remain translationally invariant along the vertical axis. More-
over, we note a redistribution of the intensity, where neutrons missing from the central peak
reappear at the flanks of the distribution, as depicted in the inset.

To elucidate this phenomenon, we defined five horizontal stripes in the detector data of
the neutron beam focused by the non-polarizing vertically focusing parabolic NMO. Subse-
quently, we determined the FWHM of the vertically averaged data for each of those segments
for various values of dparap, With the results illustrated in Fig. 6.15.
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Figure 6.15: FWHM of a white neutron beam, oy, = 10’, after horizontal focusing by the
rotated non-polarizing vertically focusing parabolic NMO as a function of the segment of the
focused peak and dparap. The five stripes of the obtained detector data, for which the FWHM
values were obtained individually, are delineated by the two lines of corresponding color as
depicted in the inset. While the minimum achievable FWHM increases when moving from
the outer part of the focused beam towards the center, the distance at which this FWHM
is achieved decreases, indicating that optimal focusing occurs at distances smaller than the
nominal focal length. The total integrated intensities for each of the investigated areas
are in excellent agreement, as indicated in the legend. Additionally, results from a McStas
simulation are depicted, which reasonably align with the results obtained for the outer areas.
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For each area encompassed by two lines of matching color in the inset, we observe the ex-
pected linear increase of the FWHM with the deviation between dpaap and the distance
at which minimum focusing is observed. However, comparing the FWHM values for differ-
ent segments along the focused peak reveals two unexpected effects. Firstly, the minimum
achievable FWHM notably worsens towards the center of the focused peak, whereas the
top and bottom regions closely agree with respect to their FWHM. Secondly, the minimum
F'WHM is achieved for increasingly negative values of dpaan towards the vertical center of
the focused peak.

Examining the underlying cause for the decrease in focusing quality towards the center
of the NMO, we note that the quality of focusing is best when the neutrons interact with
the reflective surfaces close to the shape-determining grooves, specifically at the top and the
bottom of the focused peak. In contrast, the central part of the mirror deforms freely and
deviates from its nominal shape if subjected to external forces, attributed to the single-side
supermirror coating, a topic discussed in greater detail in section 6.3. As the mirrors are
coated only on the one side facing the optical axis, the resulting tensile stress would favor
an increased curvature. This curvature becomes more pronounced closer to the center of the
mirrors and entails the observed reduction of the overall focusing quality and the decrease
in the distance of optimum focusing compared to the nominal focal length.

To elucidate how individual parts of the NMO contribute to the overall focused beam and
how each part transports neutrons to the focal point, we segmented the entrance window of
the non-polarizing vertically focusing parabolic NMO, measuring 40 x 40 mm?, into 25 square
segments of equal area, each spanning 8 x Smm?. Utilizing the aperture A, upstream of
the NMO, we illuminated each segment one at a time. The resulting detector data acquired
for focusing a neutron beam with A = 4.5A, a;, = 10/, and dparab = 0mm is presented in
Fig. 6.16. The position of each individual panel corresponds to the specific segment of the
NMO illuminated by the incident beam. For instance, the data in the top left panel was
obtained when the neutron beam illuminated the top left segment of the NMO. Apart from
this manipulation of Ay, the geometry was maintained during all measurements.

Each image exhibits a central peak of focused neutrons that appears at a constant horizon-
tal coordinate, x &~ 1 mm. This indicates that regardless of its distance to the optical axis,
every part of the initial beam is focused correctly with a common focal length. Additionally,
a diffuse intensity region appears due to unreflected and doubly reflected neutrons keeping
their original direction. Consequently, the position of this region within the detector data
aligns with the position of the corresponding panel within the grid. Since the NMO only
focuses in the horizontal dimension, the vertical position of both the focused peak and the
diffuse region is the same in each row.

Within each panel, the FWHM of the vertically integrated data is denoted in white. Gen-
erally, the FWHM increases when the incoming beam illuminates a more central part of the
NMO. The smallest FWHM is achieved when the lower left segment is illuminated, with
a value of FWHM = 2.11mm, in good agreement with Eq. (5.18), ry = %Oﬁ 0.65m =
1.9mm. In contrast, illuminating the central portion of the NMO results in the worst fo-
cusing, with FWHM = 6.8 mm. The increase in FWHM for neutrons arriving at the more
central mirrors presented in the middle column is expected due to the overlap of the non-
reflected and the focused components of the beam. However, the change in FWHM with
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Figure 6.16: Horizontally focused intensity distributions obtained in optimum focusing con-
ditions, i.e., dparab = 0. The position of each respective panel in the grid corresponds to the
illuminated segment of the rotated non-polarizing vertically focusing parabolic NMO. For
instance, the top-left panel displays data obtained when the top-left segment of the NMO
was exposed (more details in the text). Each panel exhibits a central peak of focused neu-
trons, and a diffuse region attributed to leaking neutrons that are either not reflected by
the mirrors or double reflected during their transport through the NMO. The FWHM of the
vertically averaged data corresponding to the peak of focused neutrons is indicated in white
within the corresponding panels. The observed increase of the FWHM values towards the
center of the NMO indicates a reduction of the focusing quality.

the vertical position of the point of illumination along the mirrors indicates a deformation
of the mirrors, particularly distant from the shape-determining grooves. This effect is con-
sistently observed for each column, suggesting that it is independent of the initial curvature
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or the thickness of the mirrors. All vertically integrated data displaying the FWHM and
the center positions of the peaks, xy, are shown in Fig. 6.17, with the panel placements
matching Fig. 6.16. The minute dependence of x on the point of illumination indicates that
the position of the NMO is in good agreement with its nominal focal length.
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Figure 6.17: Vertically integrated intensity distributions of the data presented in Fig. 6.16.
The data in each panel consists of a central peak of focused neutrons, and a diffuse region
of leaking neutrons that either pass the NMO unobstructed or were doubly reflected. The
FWHM and the position of each peak are indicated by the upper and the lower value within
each panel. Notably, the position of the peaks, xy, exhibits only a minute change with
respect to the illuminated region of the NMO. This observation suggests that the NMO is
well-adjusted, and each mirror effectively provides good focusing.
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6.2.2 Polarizing Elliptic NMO

In addition to the transport efficiency measurements previously conducted at MIRA-2, we
utilized the superior resolution of BOA to capture the finer details of the beam after transport
through the polarizing elliptic NMO. This allowed us to further explore the imaging quality
of the NMO, and to image structures in one and two dimensions.

6.2.2.1 Experimental Geometry

Expanding on the initial investigation of the imaging properties at MIRA-2, a second exper-
iment was conducted at BOA to assess the shape of the beam as imaged by the polarizing
elliptic NMO. Compared to the experiment performed at MIRA-2, the CASCADE detec-
tor was replaced by a °LiF/ZnS:Cu-based scintillator that offers a superior resolution of
FWHM < 100 pm. The measurement setup and exemplary data are illustrated in Fig. 6.18.
In addition to replacing the CASCADE detector with the scintillator, two notable differ-

X =
bolic NMO S
arabolic
A P W Ay detector

DCM, A = 4.9
1200 .
(b) 1200r ()
1000
__1000F
35
_ 800 o goof
c L) q
N
400 @ 400f
(@)]
500 200}
0

X (mm)

Figure 6.18: (a) Top-down view of the experimental geometry for the investigation of the
elliptic polarizing NMO at BOA. Mirrors were inserted on only one side of the optical axis.
The monochromatic neutron beam provided by the DCM, A = 4.5 A, was focused by the
non-polarizing vertically focusing parabolic NMO onto an aperture with width, w, which
was subsequently imaged by the elliptic NMO onto the detector. Both the parabolic and
the elliptic NMO were positioned according to their optimum focusing conditions, with
dparab = —1lcm, dep, = Omm. Panel (b) shows exemplary detector data for w = 1.0 mm.
The data displays a sharp central peak of focused neutrons and diffuse regions of neutron
leakage. Intensity texture arising from double reflections, corresponding to individual pairs
of mirrors, appears left to the central peak where the NMO was equipped with mirrors.
The obtained FWHM values for the central peak range from 1.18 mm to 1.21 mm for the
different regions, separated by red horizontal lines. Panel (c) depicts vertically averaged
detector data.
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ences between the BOA experiment and the one at MIRA-2 persist. Firstly, at BOA, a
parabolic NMO was utilized to illuminate the virtual source, resulting in an increased source
divergence. This configuration ensures that all mirrors of the NMO can be illuminated si-
multaneously. Secondly, the primary focus of this experiment was to determine the shape
of the imaged neutron beam. Consequently, the polarization was not maintained up to the
elliptic NMO. While reducing the efficiency of transport due to the faulty polarization of half
of the neutrons, this change did not alter the shape of the imaged beam. Less importantly,
we utilized a double crystal monochromator to monochromatize the beam to a wavelength
of 4.5 A, as opposed to the focusing monochromator employed at MIRA.

Fig. 6.18 (b) shows exemplary detector data obtained for a virtual source with width
w = 1.0 mm, with the vertically averaged data presented in Fig. 6.18 (c¢). The data exhibits a
central peak of focused neutrons, accompanied by diffuse regions of neutron leakage. Texture
arising from double reflections and geometric leakage between specific pairs of mirrors arises
only to the left of the focused peak, where mirrors were inserted. Segmenting the detector
area into stripes separated by horizontal, red lines allows us to individually determine the
FWHM of the vertically averaged data for each region. These values range from 1.18 mm
to 1.21 mm, which is in good agreement with the expected value for unit magnification,
FWHM = w = 1 mm.

6.2.2.2 Evaluation of the Peak Shape

For each of the individual segments of the detector data illustrated in Fig. 6.18 (c), referred
to as top, upper, middle, lower, and bottom, we evaluated the FWHM for various values of
w. These FWHM values are presented in Fig. 6.19. For very small w < 1mm, the FWHM
deviates from w and approaches a minimum value of 0.7 mm regardless of the illuminated
region. This deviation is mainly attributed to the mirror waviness or a possible misalignment
of the NMO, with the resolution of the detector < 0.1 mm likely playing a less relevant
role. Assuming a waviness of = 2 x 10~*rad, we obtain a corresponding limiting FWHM
of 2 x 2.355 x 0.6m x 2x 107*rad = 0.6mm at the focal point which is in reasonable
agreement with the approached value, as illustrated in the inset. For a large range of
widths 1 mm < w < 6 mm, the assumed one-to-one correspondence between FWHM and w
aligns very well with the data before it breaks down at larger w. The discrepancy between
the experimental data and the simulation is mainly attributed to the virtual source being
illuminated by the parabolic NMO. For large w, this leads to an inhomogeneous intensity
distribution at the first focal point, which is then imaged onto the detector. Additionally,
the parabolic NMO provides a beam with limited width depending on dparap, Which is in
qualitative agreement to the fact that the FWHM levels off at a common value of w = 7mm.
Notably, the FWHM of the beam transported by the polarizing elliptic NMO does not
change significantly with the vertical point of illumination. This suggests that the mirrors
maintain the nominal geometry even distant from the shape-determining grooves. This
observation can possibly be explained by the use double-side coated mirrors, which likely
entails a compensation of surface tensions on both sides of the mirrors, thereby reducing the
deformation. A more detailed discussion of this topic can be found in section 6.3.
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Figure 6.19: Dependence of the peak FWHM of the imaged neutron beam on the width of
the virtual source, w, obtained for the polarizing elliptic NMO. The data corresponding to
the various curves is obtained from the segments on the detector as illustrated in Fig. 6.18.
Notably, the overall FWHM values do not depend on the point of illumination along the
mirror, indicating that the mirrors are translationally invariant along the vertical direction.
The black dashed line and the black solid lines correspond to imaging with unit magnification
and a McStas simulation with unphysically high resolution, respectively.

6.2.3 Non-Polarizing Double-Planar Elliptic NMO

Similarly to the polarizing prototype, the second-generation non-polarizing elliptic NMO
prototypes were constructed using blades of mono-crystalline silicon coated with supermirror.
However, the coatings were applied only on the side closer to the optical axis. This single-
sided coating is intended to enhance transport efficiency by mitigating channeling and double
reflection effects illustrated in Fig. 6.9. Moreover, since this NMO is designed to be non-
polarizing, the supermirror coatings consist of alternating layers of Ni and Ti resulting in
m =4 and R, = 82 %.

The geometry of the overall configuration is similar to the one for the parabolic NMO
displayed in Fig. 6.11. Focusing in two dimensions was achieved by using a double-planar
design with each of the two focal points positioned at a distance f = 675mm from the
midpoint between the two orthogonal NMOs. Each mirror blade has a length of [ = 60 mm
and a height of 40mm. Defining this midpoint to be at z = Omm, the mirrors of the
horizontally focusing elliptic NMO span from z; = —61mm to z, = —1mm, while the
mirrors of the vertically focusing counterpart range from 1mm < z < 61 mm. The largest
semi-minor axes for both sets of shape-determining ellipses amount to by = 20 mm, enabling
a maximum field of view of 40 x 40 mm?. For this prototype, a partial filling of the divergence
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hole was achieved by positioning equidistant mirrors close to the optical axis. Specifically,
this was done if the calculated distance between adjacent mirrors was less than the sum of
the substrate thickness and the space required for the fabrication of the grooves, b, 1 — b, <
dsub + dgrooves, Where dgrooves = 0.2 mm. Two different substrate thicknesses were employed to
ensure the stability of the outer, more strongly bent mirrors and to maximize the transport
efficiency by increasing the filling ratio of the divergence hole. The outer and inner mirrors
are based on substrates with dg,, = 0.3 mm and dg,, = 0.2 mm, respectively.

6.2.3.1 Beam Shape

Similarly to the investigation of the transport characteristics of the first-generation polariz-
ing elliptic NMO prototype (compare Fig. 6.19), we explored the imaging properties of the
second-generation non-polarizing vertically focusing elliptic NMO (npveNMO)™. Specifi-
cally, we investigated the relationship between the width, w, of the virtual source positioned
at the first focal point of the NMO and the FWHM of the beam at the second focal point
after the transport. This relationship is illustrated in Fig. 6.20 for various investigated wave-
lengths, 2.45 A < X\ < 6.0 A. During the measurements, only the top part (=~ 10mm) of the
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Figure 6.20: Relationship between the horizontal FWHM of the imaged beam at F, after
transport through the rotated npveNMO), and the width of the virtual source at Fy, w. Data
is shown for various wavelengths of the incoming beam, A. The measurement geometry was
similar to the one for the polarizing elliptic NMO depicted in Fig. 6.18.

rotated npveNMO was illuminated with the rest shielded by the aperture A,. Limiting the
points of reflection to areas close to the shape-determining grooves ensured a high imaging
quality.

Notably, the observed FWHM values are in excellent agreement across all explored wave-
lengths, as expected when considering that the number of mirrors partaking in the imag-

(4) Again, the NMO originally designed to focus neutrons vertically was rotated by 90° around the optical
axis, such that it focused neutrons horizontally during the experiment.
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ing process should not influence the peak shape. For small widths of the virtual source,
w < 4mm, the FWHM of the transported beam is in excellent agreement with w, consistent
with the intended imaging with unit magnification. For larger virtual sources w > 4 mm,
the FWHM of the transported beam stabilizes at FWHM = 4mm. This is attributed to
the illumination of the virtual source utilizing a parabolic NMO, which restricts the size of
the initial beam at the virtual source, as explored in more detail in section 6.2.3.3. No data
was collected for smaller beam widths w < 2mm, as this is already within the range of very
small samples for neutron scattering.

6.2.3.2 One-Dimensional Imaging

In addition to examining the transport properties of elliptic NMOs using neutrons emitted
from a simple slit-like virtual source, we conducted experiments employing more complex
intensity distributions. These investigations confirmed the elliptic NMO’s capability to ef-
fectively image various intensity distributions.

For the initial test of one-dimensional imaging, we chose a regular grid-like structure of
neutron-absorbing material. The grid was fabricated with a 3D printer utilizing a borated
PLA filament and was structured as follows: 0.5 mm-wide open slits are separated by 1.5 mm
of filament, yielding a structure with a periodicity of 2mm. Fig. 6.21 (a) displays an image of
this structure consisting of eleven slits. To mitigate the effects associated with the previously
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Figure 6.21: One-dimensional imaging of a grid-like intensity distribution. Panel (a) depicts
the grid-like structure, positioned at F; of the npveNMO, the outline of which is highlighted
in red in panel (b). The color plot illustrates the obtained spatial intensity distribution at
Fy after the transport through the elliptic NMO. The vertically averaged data in panel (c)
distinctly reveals individual peaks of intensity, each corresponding to contributions from the
respective slit.

discussed deformation of the mirrors, the entrance of the npveNMO was shielded such that
only the top ~ 10 mm of the mirrors were illuminated. The intensity distribution at the first
focal point was determined by placing the grid structure as close to the detector as possible
and recovering the FWHM of the resulting two-dimensional image, which is delineated in
red in Fig. 6.21 (b). The acquired intensity distribution obtained at Fy aligns closely with
the outline of the imaged grid-like structure. However, the intensity significantly decreases
with increasing distance from the optical axis. The vertically averaged detector image in
Fig. 6.21 (b) faithfully reproduces eight out of the initial eleven slits, corresponding to an
effective field of view with a width of 14mm. The steep drop in intensity for neutrons
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further from the optical axis is attributed to a combination of effects. Firstly, as derived
in Eq. (5.16), the geometric losses are expected to increase linearly with increasing distance
from the optical axis. Secondly, a parabolic NMO was utilized to illuminate the grid with
a non-uniform spatial intensity distribution of neutrons, which even if imaged correctly falls
off with increasing distance from the optical axis. Further insights into this phenomenon
were provided by varying the distance between the illuminating parabolic NMO and the
3D-printed grid, as discussed in section 6.2.3.3.

6.2.3.3 Variation of dyarap

In the experiments reported previously, parabolic NMOs were routinely employed to con-
dense the incident neutron beam onto a slit or grid-like structure to create a neutron distribu-
tion with a high divergence, which was subsequently imaged onto the detector by the elliptic
NMO. This setup introduces a complex interplay between the maximum achievable beam
size and the beam divergence, depending on the distance between the parabolic NMO and
the illuminated structure. To examine the effects of varying dparan, we repeated the previ-
ously discussed imaging of the one-dimensional grid, while varying the distance between the
npvpNMO and the grid, as shown in Fig. 6.22 (a)®). The uncollimated beam is monochro-
matized by the DCM (A = 4.5 A) and focused by the npvpNMO onto the grid-like structure.
The deviation between the distance from the grid to the NMO and its nominal focal length
(f = 675mm), is denoted by dparap. Consequently, the illuminated area, and hence the
number of illuminated slits, is expected to increase with the magnitude |dparan|. Fig. 6.22 (b)
displays the detector data acquired at Fy of the elliptic NMO displaying the imaged slits for
various values of dparab, separated by red lines. For dpaan, < 0mm, the number of strongly
illuminated slits increases from three at dpaap, = 0 mm to eight at dparar = —200 mm. Con-
versely, for dpaap > 0mm, in addition to the observed increase in the illuminated area, a
significant drop in the overall intensity of the image is apparent.

Fig. 6.22 (c) depicts simulated neutron trajectories for three different values of dyaan €
{200 mm, 0 mm, —200 mm}. These trajectories are color-coded based on the specific slit they
pass at the first focal point. The simulation illustrates how the number of illuminated and
imaged slits increases for |dparap| > 0 mm. It also highlights the intricate relationship between
the individual slit and the part of the parabolic NMO that illuminates it, which changes with
the sign of dparab. The correspondence between each slit’s position and the divergence emitted
from it also entails an interesting effect: For dpaap, << 0mm, only double reflections occur
at the elliptic NMO, whereas for dparap > 0 mm, geometric losses are restricted to neutrons
passing between mirrors. The dilution of neutrons along the second, lateral dimension, which
is neglected in the simulation, results in an additional reduction of intensity in the acquired
data for dparap > 0 mm.

Overall, the imaging process was deemed successful, and the results illustrate the intricate
relationship between dparan, the number of illuminated slits, and the range of divergences
emitted from each of those slits. This relationship needs to be taken into account when
utilizing parabolic NMOs as a neutron beam condenser for imaging purposes.

®)To facilitate the alignment, both devices were rotated by 90° around the optical axis such that they
focused horizontally. The position of the elliptic NMO was maintained to ensure optimal imaging.
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Figure 6.22: Influence of varying the distance between the parabolic NMO and an imaged grid-like structure. Panel (a) depicts
a sketch of the measurement geometry: a 3D-printed grid-like structure was illuminated by the rotated non-polarizing vertically
focusing parabolic NMO and imaged onto the detector by the rotated non-polarizing vertically focusing elliptic NMO. For all
acquired data, the latter was arranged in its optimum focusing condition, positioned between the grid and the detector each
at a distance equal to its focal length. During the measurement, the parabolic NMO was displaced to various distances, dparab,
from its nominal focal length. Panel (b) displays detector data for each deviation, separated by red lines. Overall, the grid-like
structure is well-resolved in the detector data, with an increasing number of slits being illuminated for dpaya, 7 0 mm. Panel (c)
illustrates simulated neutron trajectories (initial divergence ay, = 30") for three selected values of dparab, color-coded according
to the slit (orange horizontal broken line) they passed at the first focal point. The spatial intensity distribution at the detector
position is depicted as black curves at the bottom of the panel, reproducing the grid-like structure.
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6.2.3.4 Two-Dimensional Imaging

Evaluating the imaging capabilities of the elliptic NMOs further, we utilized two orthogonal
devices to achieve two-dimensional imaging as displayed in Fig. 6.23. The common measure-
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Figure 6.23: Demonstration of two-dimensional imaging using two orthogonal elliptic NMOs.
A sketch of the employed measurement geometry is shown at the top, with the two parabolic
NMOs illuminating a 3D-printed structure, which is then imaged by two orthogonally ori-
ented non-polarizing elliptic NMOs. The aperture preceding the elliptic NMOs ensures that
only the top left segment of each elliptic NMO contributes. (a), (b), (c), and (d) show the
imaged structures and the detector data obtained at Fy during the imaging of a 45 ° rotated
grid, a vertically aligned cross, a 45° rotated cross, and a five-pointed star, respectively.
While the bottom panels depict a large section of the detector, including contributions from
leaking neutrons, the zoomed panels of the center are restricted to images corresponding to
two-dimensionally redirected neutrons.
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ment geometry included two parabolic NMOs illuminating the specific 3D-printed structure
and the two non-polarizing elliptic NMOs imaging it onto the detector. To enhance the
imaging quality and to minimize background, only the top-left corners of both the verti-
cally and horizontally focusing elliptic NMOs were illuminated during the imaging process.
This selective illumination is evident in the detector images, where distinct diffuse regions
of intensity can be distinguished based on their trajectory toward the detector.

The most intense region on the bottom right corresponds to neutrons being reflected cor-
rectly at both non-polarizing elliptic NMOs, i.e., the intended image at Fy. In contrast,
neutrons arriving at the top left either interact with none of the NMOs or are doubly re-
flected at both. The regions at the top right and bottom left are attributed to neutrons being
reflected only at the horizontally or vertically focusing elliptic NMO, respectively. This ex-
plains the mirroring of the grid-like structure (a) and the star (d) when comparing the top
and bottom right intensity distributions.

Curiously, two distinct images appear when neutrons are exclusively reflected in the hor-
izontal direction. The exact origin of these images remains inconclusive, and efforts to
reproduce a similar structure within McStas simulations were unsuccessful. Most likely,
these images arise from individual contributions, such as unreflected and doubly reflected
neutrons, which separate vertically before arriving at the detector as seen in Fig. 6.23 (b),
(c) and (d). In (a) these individual images coincidentally overlap, creating the illusion of
one common grid.

Instead of accurately representing the original geometries, the region of vertically focused
neutrons appears as a diffuse region lacking distinct contours. This is likely due to the
improper alignment of the vertically focusing elliptic NMO, which could not be adequately
adjusted without a goniometer. As a result, the quality of two-dimensional imaging is
compromised significantly when compared to the horizontally reflected structures.

In conclusion, when both orthogonally oriented elliptic NMOs are properly aligned, high-
quality, two-dimensional imaging of structures should be effectively achieved, constituting a
part of future research.

6.3 Investigation of Mirror Deformations

To examine the observed deformation of the supermirror-coated silicon substrates and its
impact on the performance of potential NMO-based systems, supplementary investigations
were performed utilizing a 3D scanner. Our aim was to quantify the deformations from
the nominal mirror geometry, with the intention of potentially mitigating the effects of the
deformation on the performance of the NMO by adjusting the shape-determining grooves
accordingly.

Determination of Mirror Deformations using a 3D-Scanner

To determine the actual geometry of the silicon substrates, and thereby quantify the extent
of deviation from their nominal intended shapes, two test devices were fabricated. These
devices maintained the aluminum housing of their NMO counterparts, featuring a selection
of elliptic and parabolic grooves. The results of subsequent investigations carried out with
an optical 3D scanner are presented here.

We explored the geometry of leftover silicon substrates featuring a length of 60 mm, a
width of 40 mm, and a thickness of dg,, = 0.2 mm. These substrates were coated on one side
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with a polarizing FeSi supermirror characterized by m = 4 and R, = 82 %. The 3D-scanning
process was performed using an ATOS Compact Scan/300 3D-scanner operating with optical
light [183]. However, as this device cannot accurately capture reflective surfaces, a white
opaque spray was applied before scanning. Following this preparation, a single capture was
sufficient to digitize the geometry of each individual mirror. Fig. 6.24 showcases the test
piece with the white opaque spray applied, along with a three-dimensional representation
of the obtained geometry. The digitization of the entire test piece involved reconstructing
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Figure 6.24: Investigation of the geometry of a Si wafer coated on the bottom side using the
3D scanner. Panel (a) depicts the test piece coated with white opaque resin, illuminated with
blue light during the 3D scanning process. A few selected grooves of the elliptic and parabolic
NMO prototypes were machined into the test pieces, thereby facilitating the investigation
and quantification of deformations of the mirrors inserted into each of these grooves. Panel
(b) illustrates the obtained 3D data represented by a point cloud, where red and blue points
correspond to the mirror and the casing that houses them, respectively. Panel (c) illustrates
the process of aligning the raw data to the nominal geometry. The raw measured data
corresponding to the mirror (red) is rotated and shifted to agree optimally with the nominal
geometry (outlined in blue). This recovered data after the alignment is illustrated in orange.

it from multiple captures obtained at various angles during a full rotation. This data was
saved in the .stl format, consisting of a large number of triangles that collectively form the
surface of the scanned geometry. As illustrated in Fig. 6.24 (b), only the vertices of those
triangles were saved. Instances of missing data, indicated by white areas in Fig. 6.24 (b),
can be attributed to insufficient coating with the opaque resin or to an insufficient range of
illumination angles.

Free Mirror

To establish a baseline, we present a height profile obtained from the backside of a substrate
coated with supermirror only on the bottom side, which was not supported by any shape-
determining grooves; essentially a free mirror placed on a flat surface. This example will
serve to briefly explore the process of data acquisition and processing.

The process of aligning the obtained data is illustrated in Fig. 6.24 (c). Following the
capture and digitization of data by the 3D scanner, the resulting point cloud representing
the mirror (red) is rotated around the r-axis, such that its projection into the zz-plane
(delineated in green) aligns optimally with the nominal outline of the mirror (blue). This
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means that x should range from = € [—20 mm, 20 mm]|, and z ranges from z € [1 mm, 61 mm].
Assuming that the data acquired for the mirror possesses a rectangular shape, this is achieved
by rotating the data around r by an angle v until the sum of the maximum distances between
any two points along x and z is minimized,

Yopt = aLg m’yin [d.(7) + de(7)] - (6.5)

Here, d.(v) and d,(vy) denote the maximum distance between the two x and z coordinates
of any two points, as depicted in Fig. 6.24 (¢). Minimizing with respect to v is equivalent
to an alignment of the data parallel to the axes of the coordinate system. Subsequently, the
data is shifted and rotated around z and z to minimize the deviation between the obtained
height profile, r, and the nominal profile. It should be noted that the least squares algorithm
utilized for the adjustment aims to minimize the sum of the squared distances between all
corresponding points of the nominal and measured surface. Consequently, a deformed mirror
will be oriented to be partially above and below the nominal profile. Since there is no absolute
reference point, the discussion must be limited to relative deformations from the nominal
geometry, tolerating, for example, a constant offset from 0 close to the shape-determining
grooves.

In the absence of external forces on the mirror, the surface of the free mirror should
resemble a plane with its surface normal oriented along . However, the uniform tensile stress
induced by the supermirror coating applied to the bottom of the mirror leads to a dome-like
deformation of the substrate as illustrated in Fig. 6.25. Panel (a) illustrates the acquired and
aligned height profile, showcasing almost circular contours of constant height. As depicted
in panel (b), we observe a maximum relative deformation of about Ar, = 0.10mm along
the z-axis for each of the investigated regions. Finally, panel (c¢) indicates a slightly smaller
deformation of Ar, = 0.07mm along the z-axis, primarily attributed to the smaller extent
of the mirror along this direction. Overall, the mirror exhibits significant deformation, in
agreement with expectations arising from uniform tensile stress applied to the bottom of the
substrate.

Straight Grooves

Facilitating the insertion of the mirrors into the shape-determining grooves, they are fabri-
cated with a tolerance of 0.02 mm, i.e., mirrors with dg,;, = 0.2 mm are supported by grooves
0.22mm wide. To investigate the impact of this tolerance on the shape of the mirrors, the
height profile of a mirror was acquired after being inserted into a straight groove. Again,
disregarding any external forces, the mirror should resemble a plane with its surface normal
parallel to r.

The obtained height profile and cuts along the x- and z-directions are presented in Fig. 6.26.
As the scanner requires a direct line of sight between both of its cameras and the area of
investigation and given that the straight grooves were machined at their original position at
the vertical center of the testpiece, the long edges of the mirrors become obscured by the test
piece. The available data, which covers about 30 mm of the total width of 40 mm, reveals a
similar shape compared to the free mirror, although with a less pronounced deformation. In
both cases, the central parts of the mirror are elevated compared to the edges. However, at
the long edges of the height profile, near the shape-determining grooves, the mirror supported
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Figure 6.25: Height profile of an unsupported sil-
icon substrate with the super mirror coating ap-
plied only on the bottom side. Panel (a) shows
the aligned height profile r(x, z), where z denotes
the direction parallel to the long side of the mir-
ror. Nearly circular contours of constant height are
overlaid on the color plot as indicated by the color
bar. Panels (b) and (c) show vertical and hori-
zontal cuts through this height profile. The values
shown are obtained by calculating the horizontal
and vertical medians between the two lines of cor-
responding color and line style in (a). Panel (d)
provides a 3D representation of the height profile
(not to scale).
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Figure 6.26: Height profile of a mirror inserted into
the straight grooves of the test piece with a speci-
fied tolerance of 0.02mm. Although the substrate
is less prominently curved compared to the free
mirror (compare the different ranges of r), partic-
ularly distant from the shape-determining grooves,
there is still a noticeable deviation from the nom-
inally flat geometry. For a detailed explanation
of the panels, compare the analogously structured
Fig. 6.25.

by the straight grooves exhibits a much smaller deformation. The pink solid line in Fig. 6.26
(b) indicates that the left side of the mirror does not curve for more than Ar, = 0.025 mm
over its complete length, which is significantly less than the almost 0.1 mm obtained for
the free mirror, as illustrated by the pink solid line in Fig. 6.25 (b)(®). This comparison

(6)Evaluating the deformation of the mirror inserted into the straight grooves was limited along the z-axis,
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suggests that the elevation is well-controlled close to the grooves. Still, deformation happens
due to the given tolerance of 0.02 mm and the measurement limitations, preventing us from
accurately determining the mirror geometry very close to the grooves.

Parabolic Grooves

Inserting the mirror into the outermost parabolic groove with r(z = 0mm) = 20 mm (com-
pare section 6.2.1) yields the height profile depicted in Fig. 6.27 (a). The parabolic shape of

r (mm)
195 20.0 F (mm)
(b) _ "nominal " |[]r (mm) @ ~0.05 —0.02_0.01
N7 geometry] (b) r (mm)
N 19.821 BR SIE | {}{0.019
AN
19.645 40 : | |H0.008
e M # ¢ (|1 —0.003
19.461 £ 30/ i ’
N S -0.021
19.273
O A
________________ — x =-16.4 mm j F '
a C — x=-
() x =0.5mm 0.02+ () i x =-16.7 mm
19.8 . X =17.4 mm x = 0.0 mm
_ 3 6 X =16.8mm
—————— z=3.6mm N
= L i _ — 0.00F /7~ l z=3.5mm
E 19.6 z=30.0 mm = ,, . 7= 26.4 mm
g z=56.4mm E / z=55.4mm
L. ’ \
19.4} . - -0.02/ e
20 E I\‘\ . €
19.2} ] \ £ —~0.04} L o0 E
+—2% 19 - : | +—20 T
—10 0 10 2 20 50 ~10 0 10 2, 020 50
x (mm) 200 z\m‘“‘ x (mm) 200 Zm\m\

Figure 6.27: Height profile extracted from the mir- Figure 6.28: Difference between the measured and

ror inserted into the parabolic grooves. The figure the nominal height profiles for a mirror inserted

is structured analogously to Fig. 6.25 into the parabolic grooves. The figure is structured
analogously to Fig. 6.25.

the reflective surface entails a nominal decrease of the distance from the optical axis, r(z),
with increasing z. The acquired data corresponding to the mirror was rotated and shifted
to achieve an overall best fit with the nominal geometry, depicted as a broken black line in
Fig. 6.27 (b). Similarly to the case of the free mirror, the tensile stress associated with the
supermirror coating applied to the bottom side entails an increased curvature of those areas
of the substrate that are further away from the shape-determining grooves. Fig. 6.27 (c) il-
lustrates that the relative deformation along the z-axis amounts to approximately 0.05 mm,
which is in alignment with the values obtained for the free mirror, indicating that the minute

as no data was acquired very close to the grooves.
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curvature of the parabolic groove does not impact this deformation significantly.

To evaluate possible deformations along the z-axis, we subtracted the height profile of the
nominal geometry from the one acquired with the 3D scanner with the result illustrated
in Fig. 6.28 (a). Cuts along the z-axis through this difference are depicted in Fig. 6.28
(b) and exhibit a nearly constant offset between the nominal and the measured data close
to the shape-determining grooves, indicating an absence of excess deformation. While the
deformation close to the left side (pink curve) amounts to Ar, < 0.02 mm, which is within the
tolerance specified for the grooves, the blue curve displays a slightly more severe deformation
Ar, < 0.03mm. Distant from the shape-determining grooves (orange curve), we again
observe a significant deformation of the substrate exhibiting a strong curvature, which is
likely responsible for the observed reduction in focusing quality and the reduction of the
focal length from the nominal value.

Elliptic Grooves

In contrast to the straight and parabolic geometries, the ellipse nominally displays a signifi-
cant curvature. Despite this fundamental difference, the obtained height profiles (Fig. 6.29)
and especially their deviation from the nominal geometry (Fig. 6.30) yielded similar results
compared to the other shapes. Once again, we observe that the grooves accurately deter-
mine the geometry of the mirrors, evident from the small relative height difference on the left
side of the mirror Ar, < 0.02mm (pink curve in Fig. 6.30 (b)). However, distant from the
grooves, the substrate deforms more freely (Ar, = 0.04mm) and exhibits a distinct excess
curvature as displayed by the orange curve. Along the z-axis, the substrate exhibits its usual
relative difference of about Ar, = 0.05 mm, indicating that the increased curvature of the
elliptic shape does not stabilize the mirror against these lateral deformations.

Summary of Mirror Deformations

We employed 3D scanning to evaluate the deviation of the realized mirror geometries from the
nominally intended ones. For this purpose, test pieces with selected grooves were fabricated,
into which the leftover mirrors were subsequently inserted. The deformation of the mirrors is
attributed to the applied FeSi supermirror coatings, which induce a uniform tensile stress on
the coated bottom side of the silicon substrates. As the distance to the shape-determining
grooves increases, the mirrors deform more freely, and the observed deviations generally
increase. The specified tolerance of the grooves (0.02 mm) is on the same scale as the observed
deformations and, therefore, must always be considered when designing NMO systems.

The observed deformation of the parabolic mirrors aligns well with the neutron images pre-
sented in Chapter 5.5. We noticed better imaging quality close to the grooves, corresponding
to the minor discrepancies between the nominal and observed mirror geometry. With in-
creasing distance from the grooves, the effects observed in Fig. 6.15, such as an increase in
the minimum achievable FWHM and a shift of the point of optimum focusing toward the
device, are both explained by the increasing curvature of the reflecting surfaces. Verifying
this result through Monte Carlo simulations is part of our future research.

During the measurements on the polarizing elliptic NMO, we demonstrated that coating
the substrates on both sides significantly reduces the innate deformations, likely due to
the stresses on both sides of the substrates canceling. This represents an avenue towards
reducing deformations of any mirrors from their nominal geometry.
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Figure 6.29: Height profile acquired for a mir- Figure 6.30: Difference between the obtained
ror inserted into the outer elliptic groove of and the nominal height profile for the outer
the test piece. The figure is structured analo- elliptic mirror. The figure is structured analo-
gously to Fig. 6.25. gously to Fig. 6.25.

Further investigations will include determining the stress induced by supermirror coatings
utilizing X-ray scattering [184]. These results will be used to perform finite element method
simulations predicting the curvature of the substrates without building prototypes. Addi-
tionally, we will perform Monte Carlo simulations using the obtained deformed geometries
and compare the results to the neutron measurements performed in this thesis. Finally, we
will conduct an in-depth exploration of stress reduction or groove manipulation to address
the deformations.
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7. Applications of Nested Mirror Optics

In this chapter, we explore applications of NMOs, emphasizing their capability to enhance
the extraction of neutrons from small sources by mitigating the effects of under-illumination
associated with conventional neutron guides. The importance of such an application for high-
brilliance sources alone justifies the consideration of NMOs when devising delivery systems
for future neutron facilities. The chapter closely follows our work published in Herb et al.[19].

The calculations, simulations, and experiments presented earlier, utilizing polarizing and
non-polarizing elliptic prototype NMOs, showcased an efficient, one- and two-dimensional
imaging of neutrons between their two focal points. This indicates that an elliptic NMO
can function as a comprehensive neutron delivery system contained within a single, com-
pact device. To expand our examination towards longer transport distances, including losses
incurred due to gravitational bending of neutron trajectories, we present the results of ad-
ditional McStas simulations for planar elliptic NMOs in section 7.1.1.

In addition to exploring elliptic NMOs, we have demonstrated the complementary func-
tionality offered by parabolic NMOs. They can transform a high-divergence beam emitted
by a compact source into a low-divergence one, concurrent with increasing the beam size.
The original phase space volume of neutrons, as extracted from the source, can be effectively
recovered using a second parabolic NMO that refocuses the low-divergence neutrons. In sec-
tion 7.1.2, we will illustrate how a system comprising two parabolic NMOs connected by an
extended guide can circumvent gravitational limitations and achieve a reasonable brilliance
transfer over substantial length scales, reaching hundreds of meters.

Furthermore, the complementary properties of elliptic and parabolic NMOs establish a
versatile toolkit that can serve as the basis for designing a wide range of application-specific
beamlines. Additionally, parabolic NMOs could be integrated into existing guide systems at
well-established research facilities to act as a final stage for neutron delivery. For example,
they could be employed to focus a beam onto a small sample inside a pressure cell. While
this hybrid approach might not provide the same degree of brilliance enhancement as a fully
NMO-based neutron extraction system, it could still result in substantial improvements in
beam quality and a reduction in background at the point of focus.

7.1 Beam Extraction

The task of extracting neutron beams from a compact high-brilliance neutron source is
challenging for various reasons. On the one hand, there are technological challenges. For
instance, areas of increased radiation near the source necessitate a careful selection of mate-
rials and frequent replacements of neutron optical components due to radiation damage. On
the other hand, there are more theoretical challenges. Optimizing the efficiency of neutron
beam delivery, as characterized by its extent, divergence, and wavelength spectrum, is sub-
ject to fundamental limitations outlined in Liouville’s theorem [117]. This theorem dictates
that, for systems obeying Hamilton’s equations of motion, the phase space density cannot
increase. Ideally, the density at the sample position would match that emitted at the surface
of the source. NMOs were developed to approach this limit in neutron extraction for a large
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solid angle of transportation. Another advantage of implementing NMOs is that all sensitive
optical components are positioned at a safe distance from the source and the sample. This
not only mitigates some of the technological challenges but also allows for the utilization of
extensive sample environments.

As discussed in section 5.2.2, under-illumination of guides can be a significant issue when
extracting neutrons from compact sources. This challenge is particularly relevant for small,
high-brilliance moderators like the flat, pancake-shaped para-hydrogen moderator at the
ESS [185, 163] and finger moderators [186] used for compact accelerator-based neutron
sources [187].

At the ESS, neutron beam optics assemblies (NBOAs) are located at a minimum distance of
dmz ~ 2m [188] away from a flat moderator with a thickness of ¢, = 30 mm. In comparison,
the extraction guides are significantly taller, i.e., hy > t,,. table 7.1 shows that, for typical
NBOA parameters at the ESS, the guide stays under-illuminated even for wavelengths as
short as A = 1A. A significant portion of potential useful neutrons is already lost during
beam extraction. These losses increase for longer wavelengths with their correspondingly
larger critical angle.

As emphasized by Andersen et al. [185], “The beam extraction efficiency suffers when the

A (A) ‘ 2a (deg) hy (mm)  FEeg

0.5 0.35 46.1 0.65
1 0.69 7.7 0.52
2 1.39 80.7 0.37
4 2.78 127 0.24
6 4.16 173 0.17
10 6.93 265 0.11
15 10.40 380 0.08
20 13.68 496 0.06

Table 7.1: Vertical guide illumination losses for a typical NBOA at the ESS according to
Eq. (5.7). We disregard further losses due to imperfect supermirror reflectivity and employ
the following parameters for the calculation. ¢, = 30 mm, hy = 34.6 mm, dmz = 1903 mm,
and m = 3.5. The maximum divergence still reflected at the mirrors is determined by
2a0 = 20, ,,,. Illumination losses in the horizontal direction can further reduce the efficiency,
albeit to a lesser extent for a moderator of assumed large width, w, = 200 mm. The table
is reproduced from Herb et al. [19].

source is reduced to a size similar or smaller than the opening of the neutron guide. This
results in a trade-off when reducing the source size, between the resultant brightness increase
and the loss of beam extraction efficiency”. In agreement with this statement, we find
that the under-illumination of neutron guides introduces two distinct compromises. On the
moderator side, it limits the optimization of the moderator dimensions for maximal brilliance.
Ideally, the moderator’s extent should be tailored to match the size of the small samples
usually investigated, providing the largest brilliance possible. On the instrumental side,



7.1. BEAM EXTRACTION 125

under-illumination constrains the potential of the instrument. Since it limits the transport
of more divergent neutrons, an instrument designed for high resolution cannot be extended
by a high-intensity option, even if that would be otherwise convenient.

The trade-off mentioned in the quote from Ref.[185] does not apply to elliptic NMOs.
They accept a divergence determined geometrically by the ratio of their height, by, to its fo-
cal length, f. When a sufficient solid angle is available for neutron extraction, elliptic NMOs
facilitate the transport of long-wavelength neutrons to an instrument without the large effi-
ciency losses typically associated with this process. Furthermore, considering the geometric
losses derived in Eq. (5.17), the transport efficiency of NMOs increases with decreasing mod-
erator size. This distinct feature of NMOs opens the door to design high-brilliance sources
that enable fully optimized neutron delivery to even the smallest samples without dealing
with the usual compromises imposed by conventional neutron extraction systems.

7.1.1 Integrated Brilliance Transfer by Elliptic NMOs

In this section, we expand our analysis of a planar elliptic NMO with unit magnification,
serving as a fundamental solution for one-dimensional neutron extraction and transport be-
tween two focal points. Our primary objective is to investigate the impact of size-dependent
effects on the transport efficiency. Again, we consider focusing only in the vertical direction,
which conveniently enables us to address the influence of gravity.

The geometry of a planar elliptic NMO dictates the reflection kinematics during the trans-
port of a neutron beam. When a neutron interacts with the (n + 1) mirror plate (compare
Fig. 5.14 for the mirror indexing conventions) it is reflected within a narrow range of angles
centered approximately around arctan (b,/f) = b,/ f; a range which becomes narrower for
smaller ratios w/f and [/ f. Because the angle of reflection for a given wavelength is limited
by 0.()\), the reflectivity edge of the supermirror produces a spectral cutoff for wavelengths
shorter than A.,, determined by the relation

bo/ f = mukAc - (7.1)

Here k represents the wavelength-dependent critical angle of nickel, k = 0.099 deg / A. When
using a common m-value, m, = m, for all mirrors, this results in different A, values
for each of the mirrors. However, because the angles of reflection and mirror indices n
are strongly correlated, it is possible to establish a common cutoff for the entire covered
angular range, denoted as A, = A.. According to Eq. (7.1), achieving this would necessitate
gradually decreasing the m-values towards the center of the NMO. Shaping the spectrum
by employing elliptic NMOs might eliminate the need for auxiliary devices, such as Bragg
filters or velocity selectors, to remove unwanted faster neutrons. In practice, a few specific
m-values might suffice to achieve a soft cutoff, effectively preventing undesired neutrons
from reaching the instrument. An interesting option suited to elliptic NMOs involves using
band-pass supermirrors'!) to provide a divergent beam with a small wavelength spread and
considerable flux [189], similar to the coatings found in laterally-graded parabolic guides
[190]. Additionally, we showed how utilizing polarizing supermirrors for the NMO facilitates
polarizing the beam.

(UThese supermirrors only cover a small range of different layer thicknesses, thereby fulfilling Bragg’s
equation for only a limited range of wavelengths at a given angle of incidence.
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Considering the relationship between the mirror indices and the angles of reflection, one can
use an aperture A, to illuminate a selected range of mirrors, thereby defining the divergence
of the beam at the sample position. If the wider angular range is not required for any
applications, the NMO can be configured with correspondingly fewer mirrors. In the reported
experiments, we have analyzed the imaging properties of small, planar elliptic NMOs. These
devices were configured in two ways: a half-device with mirrors on one side of the optical axis,
and a full-device with mirrors on both sides. In applications where a narrow beam divergence
is required, such as Small Angle Neutron Scattering, the half-device configuration offers
continuous coverage of the angular range, spanning from approximately ay =~ by /(f —1/2)
to ag ~ by/(f —1/2)®). When using a full device with N additional mirrors on the other
side, the range of covered angles is extended by —ap to —ayy, with a gap in between due to
the divergence hole.

We will now discuss the effects of size-related factors on the brilliance transfer by utilizing
simulations of a full device, equipped with 2V identical mirrors, single-side coated with an
m = 4.1, R, = 82% supermirror and possessing a thickness of dg,;, = 0.15mm. To assess
the neutron transport efficiency, we calculated the partly-integrated brilliance transfer B, as
defined in Eq. (6.2). Note that we consider neutrons emitted over the whole angular range
between the geometric extremes, [—ag, ag]. This definition of the brilliance transfer as an
integral quantity includes the losses associated with the divergence hole. There are several
options available to achieve additional refocusing in the horizontal plane. One can utilize
a double-planar device as described in section 5.6, or, for a wide moderator and not too
long wavelengths, a conventional ballistic channel of vertical mirrors, for which horizontal
illumination losses might still be acceptable. When considering the linearly independent
components of neutron motion, the two-dimensional integrated brilliance transfer can be
calculated as the product of the corresponding B-values for both dimensions lateral to the
beam. Therefore, simulating a single planar elliptic NMO is sufficient.

Our primary focus lies in understanding how B changes with the size of the NMO and the
neutron wavelength A for an NMO which transports neutrons with the maximum possible
divergence. To achieve this, we conducted simulations for a narrow range of wavelengths
(£5%) around a central value A. For each A\, we chose a corresponding value of by such that
the critical angle of reflection matched the geometrically-defined divergence oy = 6.. To
achieve linear size scaling of the whole NMO, we varied the focal length of the NMO, f,
while keeping the ratios by/f and [/ f, and the height of the source, w = 6 mm constant.

For each value of by, we implemented the maximum number of mirrors for the respective
wavelength. This number 2N is limited by requiring that the minimum distance between
mirror surfaces exceeds the sum of the thickness of the substrate and the space between
adjacent grooves, i.e., dmin = dsup +dg. We conservatively chose d; = 0.4 mm as a technically
reasonable lower limit for the space between mirrors. Considering that d,,;, is constant, the
total number of mirrors 2N increases when scaling up the size of the NMO. The results de-
picted in Fig. 7.1 (a) can be explained as a combination of several effects. Firstly, the relative
impact of the divergence hole becomes smaller for increasing values of f and a consequently
larger number of mirrors 2/N. Secondly, geometric losses associated with neutrons being
reflected twice or not at all when passing through one of the mirror channels are reduced for

(2)We note that the semi-minor axis by corresponds to an imaginary (N-+1)*™® mirror.
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Figure 7.1: Simulated partially integrated brilliance transfer B, as defined in Eq. (6.2). A
planar elliptic NMO was scaled proportionally to its focal length f. As described in the
text, the following parameters remained constant: I/f = 1/10, dgy, = 0.15mm, m = 4.1,
Ry = 82%, and w = 6 mm. Panels (a) and (b) display the same data presented as a function
of 2f and the time of flight t;, respectively. The figure is reproduced from the work of Herb
et al. [19].

larger NMOs. As discussed in Eq. (5.17), the magnitude of this loss, oc w/b,,, decreases as
the size of the NMO is scaled up while keeping the source size constant.

However, gravity disturbs the neutron trajectories, violating the assumptions upon which
the NMO design is based. While it is theoretically possible to adjust the mirror distances
to account for the influence of gravity, this approach only works for a small range of wave-
lengths and is thus considered overly restrictive. Gravity’s impact on f is opposite to the
effects mentioned above, ultimately limiting B to an optimal value that, for the specified
assumptions, remains well above 85 % across a wide range of f values. The impact of the
gravity-associated effects depends on the time it takes for a neutron to travel from one focal
point to the other, denoted as t;. This time is proportional to the neutron’s wavelength and
the focal length of the NMO: ¢ty = 2f - v, o< 2f - \. When investigating B as a function of ¢,
we observe similar values across all simulated wavelengths, as illustrated in Fig. 7.1 (b).

The surprisingly small effect of gravity on B for ¢ < 0.05s can be understood by considering
the symmetry of the neutron trajectories, which entails that the flight time from the source
to the NMO equals the time spent between the NMO and its second focal point. As the
neutron travels, it accumulates additional vertical momentum due to gravity. This results
in an increase of the momentum parallel to the surface normal for reflections at the set of
mirrors located below the optical axis and a reduction of this momentum for reflections above
the optical axis. Consequently, the number of neutrons that are reflected at mirrors of a
given m-value remains approximately constant. Moreover, given the flat reflecting surfaces,
if the neutron is reflected, this additional momentum is reversed, ensuring that the imaging
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condition is still fulfilled, similar to the case without the influence of gravity'®.

The B-values for the NMO, as seen in Fig. 7.1 (a), are notably larger than those for a
representative NBOA at the ESS, as given in table 7.1, despite the discussion of the NMO
accounting for additional losses due to the finite mirror reflectivity. Furthermore, these loss
mechanisms are expected to impact NBOAs more severely, given the increased number of re-
quired reflections compared to an NMO. By utilizing parabolic NMOs; it is feasible to double
the divergence transportable in each dimension by employing a configuration consisting of
two parabolic NMOs. This is achieved by halving the angle of reflection compared to a single
ellipse. The following section demonstrates the suitability of this concept for long-distance
neutron transport, as it is less constrained by gravitational beam bending.

7.1.2 Extraction into a Low-Divergence Beam with Parabolic NMOs

As discussed in section 5.4, an elliptic NMO with unit magnification can effectively restore
the beam phase space emitted at F; at its second focal point, Fy. However, for focal lengths
f exceeding a few tens of meters, and for typical cold-neutron wavelengths, gravitational
bending of neutron trajectories disrupts the vertical brilliance transfer of a simple elliptic
NMO, as depicted in Fig. 7.1. This issue is also present in long focusing guides [191],
leading to notable neutron losses and phase space distortions. Instruments with very long
neutron flight paths, such as high-resolution time-of-flight (ToF) spectrometers, demand an
alternative approach.

To address such applications, we propose a system that comprises two sets of parabolic
NMOs connected by a long guide enabling the efficient transport of the low-divergence beam,
as illustrated in Fig. 7.2 (a). The focal lengths of the two sets of parabolic NMOs, f; and
f2, can be adjusted based on the specific requirements of the instrument. In this setup, the
first parabolic double-planar NMO extracts the initially divergent beam from the compact
moderator and transforms it into a low-divergence beam with an increased extent, adhering
to Liouville’s theorem. This transformation significantly reduces the number of reflections
per meter within the guide and ensures that the maximum reflection angle remains well
below the critical angle. Consequently, reflection losses are reduced, and the length of the
guide has only a weak effect on the transported flux. At the end of the long guide, the second
parabolic double-planar NMO refocuses the low-divergence onto its focal point.

We present McStas simulation results of the above-described system using example param-
eters not optimized for any specific purpose. The operational principle of such a configuration
is depicted in Fig. 7.2. The simulation setup consists of a circular moderator with a diame-
ter of 30 mm. This moderator provides angle- and wavelength-independent brilliance in the
range of 2A to 8 A and illuminates the double-planar parabolic NMO. Each set contains
two subsystems, one focusing in the horizontal direction and the other along the vertical
direction. The beam is transformed to low divergence by the first double-planar NMO and
enters a straight guide coated with m = 2 supermirror. The guide measures a length of
l, = 160m and has a square cross section with side lengths of 218 mm. At the end of the
long guide, the second double-planar parabolic NMO refocuses the beam onto its focal point,
Fy. Both NMOs share a common focal length of 6 m measured from the midpoint between

(3)Note that the reflection process is only separated into two dimensions, one parallel and one perpendicular
to gravity, for double planar devices.
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Figure 7.2: Sketch of the simulated long-distance neutron transport system based on two
double-planar parabolic NMOs connected by a long straight neutron guide. The violet
quadrilaterals indicate PSDs determining spatial intensity distribution during the simula-
tions. The PSDs (a)—(e) each cover an area of 218 x 218 mm? matching the guide. The final
PSD (f) measures an area of 30 x 30mm? and provides a more detailed view of the focused
beam. The figure is reproduced from the work of Herb et al. [19].

the parabolic NMOs to the joint focal point. These NMOs are equipped with m = 4.1
supermirrors, have a total length of 1.2m, and are designed to match the cross-section of
the guide. In these simulations, the substrate thickness is neglected, dg,, = 0.

Fig. 7.3 depicts simulated spatial intensity distributions at various positions of the setup
shown in Fig. 7.2. The data is obtained from simulations with and without gravity, re-
spectively. Panel (a) and (b) show the intensity distribution as emitted from the circular
moderator and the homogeneous illumination of the first set of parabolic NMOs, respec-
tively. The texture observed in the intensity distribution at the beam monitor (c), after the
first double-planar NMO, results from the contributions of individual mirrors of the NMO,
and the central, perpendicular stripes of lower intensity correspond to the divergence hole.
Because the first planar subsystem from the source focuses horizontally, the vertical stripe is
more blurred than the horizontal one. The influence of gravity on the low divergence beam
entails a vertical gradient of the neutron intensity at the end of the long guide (d). The tex-
ture observed at the entrance of the guide was smoothed out along the guide. Approximately
I = 25% of all neutrons arriving at the first NMO arrive within an area of 30 x 30 mm?
at Fy (f). Gravity leads to a minor vertical distortion of the intensity distribution of the
polychromatic beam, with its maximum found marginally below y = 0 mm.
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Figure 7.3: Simulated spatial intensity distributions obtained at the locations denoted in Fig. 7.2. The top and bottom rows
correspond to simulations disregarding and accounting for gravity. The total intensity arriving at each PSD is denoted in
white. (a) Neutrons are emitted with uniform brilliance at the circular moderator. (b) The entrance of the first set double-
planar parabolic NMO is illuminated homogeneously. The intensity incident onto this monitor sets the basis for normalization
I(b) = 1.0 (c) After passing the parabolic NMO, the neutron beam is textured due to reflections at individual mirrors. (d) At
the exit of the long guide, when accounting for gravity, the low-divergence neutron beam accumulates at the bottom of the
guide. (e and f) The second double-planar NMO refocuses the neutrons and recovers the initial shape of the moderator. Red
circles in (e) indicate areas encompassing integrated intensities of /g = 0.31(b) and 14 = 0.51(b), respectively. Roughly 25 %
of the neutrons incident on the first NMO are recaptured within the area (f) measuring 30 x 30 mm?. Figures are reproduced
from the work of Herb et al. [19].
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Figure 7.4: Intensity fraction and integrated brilliance transfer B, as obtained within a circu-
lar monitor at Fy with a diameter . The intensity data shown in the inset is reproduced from
Fig. 7.3(f). For comparison, the corresponding, quadratically increasing intensity fractions
at the moderator (a), with diameter 30 mm, are shown in green. Values of B shown in blue
are larger than 40% for a target area of @ < 10mm and still 23% for @ = & noq = 30 mm.
The colors of the circles match the colors of the data points. The figure is reproduced from
Herb et al. [19].

Fig. 7.4 illustrates the relationship between the fraction of neutrons initially entering the
first NMO that eventually reach a circular region at Fy. This relationship is represented as
a function of the circle’s diameter, &. To illustrate, circles with diameters of 10 mm and
30 mm capture intensity fractions of I = 0.045 and Iz = 0.23, respectively. However, it
should be noted that the integrated brilliance transfer, B = I /(2 /@ moa)?, increases with
decreasing @ and reaches ~ 50 % for a beam diameter of several millimeters. Importantly,
our simulations already account for beam losses of around 30 % due to finite supermirror
reflectivity.

In summary, these results underscore the excellent performance of neutron transport, par-
ticularly when targeting small samples. Most importantly, the gravitational effects exhibit
a negligible impact on the overall performance of this system consisting of compact NMOs.

When comparing the proposed system with a configuration based on elliptic NMOs, which
already boasts several advantages, we can identify the following additional benefits:

e The system featuring two parabolic NMOs allows us greater flexibility when it comes
to choosing the length of the straight guide section for long-distance neutron transport.

e The low beam divergence provided by the first parabolic NMO enables the use of
mirrors with smaller m-values, taking advantage of a higher edge reflectivity at a
reduced cost.

e The lateral extent of the neutron beam remains smaller throughout the transport in
this system. Consequently, it reduces the amount of required shielding, which can be
a practical advantage in experimental setups.



132 CHAPTER 7. APPLICATIONS OF NESTED MIRROR OPTICS

To avoid the direct line-of-sight from the experiment to the moderator, a vertically imaging
NMO could be combined with a horizontal beam bender, which channels neutrons through
multiple reflections within the empty space between curved mirror plates [192, 193]. Another
approach to interrupt the line-of-sight relies on using a slightly tilted NMO. However, this
approach will come at the expense of deteriorating the beam quality.

The combination of both elliptic and parabolic NMOs offers versatile configuration options
for neutron beamlines. When a beamline requires the installation of choppers, utilizing el-
liptic NMOs can be advantageous. They have the capability to refocus the neutron beam
onto the slit position of the choppers, as illustrated in Fig. 7.5 (b). For applications that
require both choppers and a long neutron flight path, such as high-resolution ToF instru-
ments, a combination of elliptic NMOs followed by a pair of parabolic NMOs connected by
a long guide (as previously discussed) might be the best choice. This configuration, shown
in Fig. 7.5 (c¢), provides the flexibility needed for such demanding experiments.

Figure 7.5: Some options for long-distance transport of neutrons from a moderator to an
instrument. (a) System of two parabolic NMOs connected by a guide. Different focal lengths
f1 and f> may be used for non-unit magnification (see also section 7.2). (b) Elliptic NMOs
provide intermediate beam images to place choppers (CH;-CHs). (c) Configuration with
elliptic and parabolic NMOs. Figures are reproduced from the work of Herb et al. [19].

7.2 Focusing and Magnification

Combining two parabolic NMOs with distinct focal lengths, f; and f,, provides the means to
magnify neutron beams, as depicted in Fig. 7.6. This magnification can be easily be derived
from Eq. (5.18) as follows:

ﬁ—a = v —Q

fl 1 2 f2’ (72)
r_J2 ‘
1 f17

where we employed the fact that the divergence of neutrons does not change within the
long guide, ay; = as. This neutron magnification technique might find utility in neutron
imaging or microscopy [176, 194], offering an avenue to overcome the spatial resolution
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Figure 7.6: Sketch of a lens system comprised of two parabolic NMOs. The bottom part
of the figure provides an analogy to this neutron lens system in the context of visible light
optics. In both cases, the magnification is given by M = f5/f;. Figure is reproduced from
Herb et al. [19].

limitations in current neutron imaging setups, which typically achieve spatial resolutions on
the order of 10 pm. These limitations arise due to factors such as the resolution of neutron-
sensitive scintillators and the available neutron flux at the sample position [195]. To achieve
a resolution of 10 pm, considering a waviness of n = 5 x 107° rad for the parabolic mirrors,
it would necessitate distance of dss = 0.05 m between the optical components (NMO iero in
table 7.2). However, for an NMO as small as NMO,yicr0, the spacing between the reflecting
mirror surfaces becomes around 10 pm, which is much smaller than the typical thickness of
silicon wafers. Consequently, it might be necessary to assemble the NMO ;e from stacked
wafers with varying thicknesses, which would lead to exceedingly high manufacturing costs.

In summary, NMO lens systems configured similarly to the prototypes may not be suitable
for achieving high-resolution neutron imaging. However, they could find utility in imaging
at intermediate length scales, for neutron scattering experiments on small samples subjected
to extreme conditions, and for adjusting the size of the beam during neutron transport.

As depicted in Fig. 7.7, varying the focal length of the second NMO 2m < f; < 6m,
generates smaller beam sizes at Fy, with their diameters ranging from 1 cm to 3 cm. For all
configurations, the diameter of the circular neutron source at Fi, &,,q = 3cm, was kept
constant along with the focal length of the first set of NMOs, f; = 6 m. Future advancements
in technology may shed light on the feasibility of developing high-performance NMOs for
applications involving length scales on the order of micrometers.

7.3 Summary of Nested Mirror Optics

At present, the definition of neutron beams at the sample position predominantly relies
on the utilization of collimators and apertures reminiscent of the principles underlying a
pinhole camera, as illustrated in Fig. 7.8 (a). When the final beam-defining aperture cannot
be positioned in close proximity to the sample, for example, due to the use of a bulky sample
environment, the surroundings of the sample will also receive some illumination, causing a
penumbra effect as indicated by the broken red line. To enhance the precision of beam
definition at the sample position and to increase the flux, one potential solution involves
replacing the traditional slits with elliptic or parabolic focusing guides [196], as depicted
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Figure 7.7: Simulated intensity distributions at F5 of a neutron transport system as presented
in Fig. 7.5 (a) (detailed discussion in section 7.1.2). The focal length of the first NMO is
constant, f; = 6m, while the focal length of the second NMO, f,, is adjusted within the
range of 6m to 2m. The magnification factor is calculated as M = f5/f;. The fraction of
neutrons that reach the detector area at Fs, divided by the number of neutrons that initially
enter the first NMO, is represented by Ip,. The red circles encompass intensity fractions
(I.) within the plotted data. The slight deformation of the shape of the circular moderator
observed for fo = 2m is attributed to the fact that the two orthogonally oriented parabolic
NMOs of the double-planar system possess slightly different focal lengths (compare Fig. 6.11
for a sketch of such a geometry). All simulations disregard the influence of gravity. Figure
is reproduced from Herb et al. [19].

in Fig. 7.8 (b). A persistent challenge arises in the form of a diffuse halo surrounding the
focused beam when the guide exit is situated at a significant distance from the sample.
Furthermore, the length of the guide must exceed a certain threshold to diminish phase
space inhomogeneities [196].

If sufficient space along the beam is available, a promising solution is the Selene setup,
composed of two elliptic Montel mirrors, as suggested already in the work of Maier and
Leibnitz [7] and refined by Stahn and Glavic [160]. The setup is sketched in Fig. 7.8 (c,
d). Typically, this setup extracts the neutron beam from the moderator with a parabolic
Montel mirror, resulting in a focused beam that is subsequently modified by a pair of elliptic
Montel mirrors. This focusing system can produce beams as small as 2mm at the sample
position, preventing unwanted illumination of the surroundings. However, for larger beam
sizes (approximately 10 mm), these systems span several meters in length, complicating their
implementation into existing beamlines. Using a partial setup does not help, as a single
Montel mirror would deflect the beam, leading to significant phase space distortion [197].

The limitations associated with slit and guide configurations can be effectively mitigated
by employing NMOs. As demonstrated by the prototypes, achieving focal lengths of ap-
proximately 600 mm is straightforward, enabling the placement of the NMO at a distance of
approximately 500 mm from the sample, thereby providing ample space for accommodating
sample environments. Furthermore, a parabolic NMO offers a beam with a substantial diver-
gence, determined by four times the critical angle of reflection of the outermost supermirror.
For instance, an m = 6 supermirror can generate a beam with a divergence of nearly 4.8°
for 2A neutrons. At A = 0.5 A, this divergence reduces to 1.6° for m = 8. As discussed
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Figure 7.8: Various options for illuminating a sample with a neutron beam (only one dimen-
sion is shown). To achieve precise beam definition at the sample necessitates the placement
of either slits (a) or focusing guides (b) in close proximity to the sample, which can be
challenging when dealing with bulky sample environments. The Selene-setup incorporating
elliptic (c¢) and/or parabolic (d) Montel mirrors, while effective, demands substantial space
and introduces beam displacement from the original optical axis. In contrast, parabolic
NMOs (e) offer a compact solution for precise beam definition at the sample. The figure is
reproduced from the work of Herb et al. [19].

previously and shown in Fig. 7.8 (e), the divergence and the size of the beam at the sample
can be adjusted by an aperture and a collimator in front of the NMO, respectively. Freely
adjusting the size of the focused beam by controlling the divergence incident on the parabolic
NMO requires a sophisticated setup including remotely exchangeable collimators similar to
those used for parabolic guides [198]. In the case of elliptic NMOs, the footprint can be
straightforwardly adjusted using a variable aperture, A;.

To ensure the delivery of a precisely defined beam, the mirrors must adhere to strict
geometric tolerances, and the gravity-induced distortions should be minimized. Leveraging
modern manufacturing techniques, the minimum achievable waviness for Montel mirrors is
on the order of 7 ~ 4 x 10~° rad, resulting in an estimated beam blurring of approximately
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Device | dos (m) 7 (107*rad) Aw (mm) w (mm)
Focusing guide [199] | 0.5 1 0.1 1
Selene [160] 15 0.4 1.2 10
NMO arab 0.6 2 0.24 6
NMOicro 0.1 0.5 0.01 0.5

Table 7.2: Exemplary geometrical parameters of various focusing devices and their estimated
waviness-induced blurring. The variable dgs represents the maximum unobstructed flight
distance between a reflecting surface and the focal point/sample or between two mirrors. 7
denotes the waviness, and Aw = 2ndss and w refer to the waviness-induced blurring of the
beam at sample position and the maximum achievable beam size at the sample, respectively.
It has to be noted that the values provided for Aw and w are approximate, as they depend
on various factors, such as the beam divergence, the neutron wavelength, and the detailed
design of the specific optical components.

Aw ~ 1.2mm for an optics-to-sample distance of approximately dss = 15m (table 7.2). Tt
should be noted that decreasing this distance can reduce the blurring, at the same time
imposing limits on the maximum achievable beam size, with w o dgs. To compare waviness-
induced blurring, we provide estimated parameters Aw and w for a short focusing guide as
well [199)].

Compared to a Selene setup, it appears that NMOs offer the advantage of transporting
larger beam sizes over shorter distances before experiencing a significant drop in brilliance
transfer. For example, the polarizing elliptic NMO investigated at MIRA transported a
beam with w < 6 mm when the optics-sample distance was dgs = 0.66 m.

The non-polarizing parabolic NMO p,an, with a focal length of 0.6 m and an assumed wavi-
ness of n = 2 x 10~* rad would enable the definition of a focused beam with waviness-induced
blurring on the order of only Aw ~ 0.24 mm (table 7.2). This is in good agreement with the
experimentally obtained minimum FWHM = 2.355 - 0.24 mm =~ 0.6 mm.

Elliptic NMOs offer additional advantages for beam transport and focusing. Firstly, they
can increase the useful flux density at the sample by a factor of four compared to a setup
using a single Selene guide (as seen in Fig. 7.8(c)), owing to the doubling of the achievable
divergence in each dimension. Secondly, they enable a more compact beamline design.
Thirdly, reflection losses are minimized as the number of reflections is halved. Lastly, the
alignment of the whole NMO is as straightforward as for a single neutron guide element.

Several critical parameters must be considered when selecting the optimal optical device
for neutron extraction and refocusing onto a sample. These include the sizes and shapes
of the source and the sample, the distance between them, and the available lateral space.
As discussed, NMOs require less space along the optical axis for a given beam size at the
sample position, w. Additionally, the efficiency of NMOs tends to increase as w decreases.
Consequently, elliptic NMOs are an excellent choice for the extraction and transport of
neutrons when dealing with a compact source with a diameter @ < 10 mm and a relatively
short distance between the source and sample position, up to 20 m.
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When dealing with a compact source and a distance between the source and the sample
amounting to a few tens of meters, a Selene-type setup also images the whole source. This
configuration can potentially mitigate the effects of gravity, thanks to shorter paths of un-
obstructed flight between reflections. Here, one needs to consider the required maximum
divergence and the divergence hole, the supermirror-coated area, and the feasibility of the
mirror systems. When transporting the same total divergence, the reflecting surfaces of Se-
lene guides are typically illuminated at larger incident angles compared to the mirrors of a
corresponding NMO. This introduces a trade-off in fabrication costs. On the one hand, an
NMO necessitates a larger coated area to effectively transport the same phase space volume.
On the other hand, it requires a lower m-value for most of the mirrors, which reduces the
costs per coating and increases their reflectivity.

If the extent of the source is large enough that illumination losses are not a significant
concern, an ordinary neutron guide may still offer competitiveness, primarily in terms of the
transferred flux. However, NMOs maintain their superiority in preserving the phase space
emitted by the source, as explored in detail in section 5.4.

In cases where the vertical and horizontal extents of the source significantly differ, vari-
ous conceptually different optical systems might be effectively combined to achieve neutron
transport in two dimensions. For instance, one could use a ballistic neutron guide for beam
transport in one dimension and employ an NMO for refocusing a narrow source along the
other dimension.

NMOs may also offer an efficient means to focus neutron beams for prompt gamma activa-
tion analysis (PGAA). Because the NMO can be placed far away from the sample, neutron
captures occurring in the NMO can be shielded very efficiently, thus reducing background.

The reported experimental results, obtained with a small prototype elliptic NMO equipped
with polarizing m = 4.1 supermirrors, have demonstrated a high figure of merit for imaging
of 72%. Additionally, we demonstrate the imaging capabilities of elliptic NMOs for sub-
millimeter beams in one and two dimensions. Future experiments on larger NMOs will
demonstrate their capabilities for the extraction of sources with some cm diameters.

NMOs are well-suited to extracting neutrons from a small moderator. In the standard
technique, which uses neutron guides, illumination losses increase with the neutron wave-
length and scale inversely with the moderator size. NMOs can, by design, provide a high
extraction efficiency, even for large wavelengths and especially for small beam sizes. As such,
their natural field of application is in the development of delivery systems for the extraction
of cold neutrons from compact, high-brilliance sources, like the flat para-hydrogen moderator
at the ESS [185, 163] or tube-like moderators proposed for future accelerator-based neutron
sources [137, 11]. NMOs are a viable alternative to non-linearly tapered neutron guides, and
Montel mirrors at such sources.

In summary, for delivering neutrons to scattering instruments, NMOs offer a distinct ad-
vantage over contemporary neutron guides. NMOs enable the precise selection and matching
of the phase space to meet the specific requirements of individual experiments. The imaging
properties of elliptic NMOs contribute to a clean spatial definition of the beam, eliminat-
ing the penumbra effect observed behind neutron guides and apertures. The beam spectrum
transported by an NMO can be adjusted precisely through its geometry and the chosen super-
mirror m-values. The well-defined angles of reflection in NMOs result in a short-wavelength
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cut-off, contrasting with neutron guides that transport faster neutrons, often necessitating
additional devices for spectral cleaning. The flexibility to adjust the beam divergence re-
motely through the control of apertures enables the optimization of the signal-to-background
ratio. This is particularly valuable when operating an instrument in high-resolution or high-
intensity mode or when aligning the beam with the acceptance of a sample environment.
Notably, the placement of apertures far from the experiment minimizes associated back-
grounds. This configuration also provides ample space for accommodating advanced sample
environments.

NMOs are also simpler to install than neutron guides. Their neutron extraction perfor-
mance increases with NMO size and, hence, with distance to the source (up to distances
exceeding several tens of meters, at which point neutron trajectories are appreciably curved
by gravity). Increased distance from the source provides the additional benefit that irradi-
ation damage to and activation of the optics are strongly reduced, the latter of which also
implies that NMOs can be easily accessed and exchanged to accommodate varying needs
of beamlines. From a technological point of view, the complexity of producing NMOs is
comparable to the manufacture of neutron benders [192], which are frequently used to place
instruments out of the direct line-of-sight of a neutron source.

Parabolic NMOs can be used in a variety of ways. Their complementary neutron transport
and focusing capabilities enable the configuration of entire beamlines for dedicated purposes
and are especially suitable for satisfying instrument needs. Long beam lines, which transport
neutrons over more than 100 m, as well as small optical setups for focusing existing beams
onto tiny samples, are possible.

Owing to their superior large-wavelength extraction capability, NMOs will be an asset for
future sources of very-cold neutrons (VCN), for which new moderator materials are being
studied (see, e.g., Ref.[200, 201]). Higher neutron intensities at larger wavelengths would,
for different classes of scattering instruments, lead to significant gains of performance [202].
Experiments in fundamental physics, including in-beam searches for a non-vanishing neutron
electric dipole moment [203] and searches for a baryon-number violation by neutron oscilla-
tions to antineutrons or sterile neutrons [204], would also profit. NMOs could be employed in
such dedicated, large-scale projects, but also in general-purpose fundamental-physics beam-
lines, such as ANNT at the ESS [205], or at in-beam sources of ultracold neutrons [206, 207].



Conclusion and Outlook

In this thesis, we explored the overarching topic of neutron scattering with our main focus
turned toward two subjects. On the one hand, we utilized the versatile technique of triple-
axis neutron spectroscopy to examine a phonon softening phenomenon in the rare earth
vanadate LuVOQs, specifically in the transversal acoustic TA1 phonon mode. On the other
hand, we assessed the performance of novel NMO prototypes using analytic calculations,
McStas simulations, and neutron imaging techniques. The presented results demonstrate
their promising characteristics for neutron extraction, transport, and focusing and suggest
their compatibility with the contemporary landscape of neutron optics.

Phonon softening in LUuvVO;

Utilizing inelastic triple-axis neutron scattering, we explored a softening in the transversal
acoustic TA1 phonon branch of a single crystal of LuVOg3. A reduction in the energy of the
phonon mode occurs when cooling the compound below a temperature of Tgos = 82.5K,
concomitant with a structural phase transition from a monoclinic P2;b to an orthorhombic
Pbnm structure. At the zone boundary, Cj = (0,—0.5,4) r.L.u., the phonon energy exhibited a
discontinuous relative reduction of 3 %, corresponding to an absolute value of 0.3 meV. This
subtle yet significant softening was consistently observed across various instruments and
beamtimes. However, the effect could not be observed near the I'-point at the zone center,
likely due to limitations of the instrumental resolution. Assuming a sinusoidal dispersion
relation, we expect the relative softening of the phonon mode to remain constant for all Cj,
suggesting challenges in resolving this phenomenon with increasing distance from the zone
boundary where the energy is reduced. An alternative explanation not explored further
involves a zone boundary soft acoustic mode. No significant change in the phonon linewidth
was detected within the resolution of our triple-axis neutron measurements, contradicting
the idea of a coupling of the phonon to another excitation.

The observed softening of TA1 was discussed within the context of elastic anomalies during
structural phase transitions, hinting at a potential improper ferroelastic transition. Remark-
ably, no softening was observed along other directions in reciprocal space, highlighting the
unique symmetry of the coupling strain.

Looking ahead, supersonic measurements can be performed to directly determine relative
changes in the elastic constants. However, a quantitative comparison is unlikely to be fruit-
ful due to the significant difference in the probing frequencies. Additionally, determining
the order of the phase transition could be achieved through high-precision heat capacity
measurements. For a closer examination of the softening near the zone center, where the
absolute energy differences are smaller, neutron resonant spin-echo methods with superior
energy resolution are suggested. This approach further promises to yield insights into the
phonon linewidth behavior around the phase transition.

Building upon the presented study, subjecting the crystal to external uniaxial stress using
a bellow-driven in-situ pressure cell might yield valuable insights into the lattice dynamics
in response to stress applied along different directions. Furthermore, exploring the effects
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of hydrostatic pressure and monitoring the phonon dispersion and the lattice constants in
proximity to the transition holds potential interest.

Exploring the temperature hysteresis of the investigations presented here and the proposed
experiments could provide valuable information about the processes involved in the phase
transition. Finally, simulation-assisted theoretical investigations are suggested, considering
various couplings between the TA1l phonon mode and other excitations, focusing on un-
derstanding the connection between the anomalous behavior of the phonon dispersion and
alterations in orbital- and spin ordering.

Evaluation of Nested Mirror Optics

In the second part of the thesis, we explored the novel nested mirror optics (NMO) with
a focus on expanding the current toolkit of neutron optics and, ultimately, improving the
quality of neutron scattering experiments.

As a starting point, we discussed challenges associated with under-illuminating a long guide
during neutron extraction from a compact source. While elliptic or ballistic neutron guides
facilitate the transport between two points, they still suffer from under-illumination and
significantly distort the phase space volume of the transported neutron beam. We utilized
analytic calculations, numerical approximations, and Monte Carlo methods to comprehen-
sively evaluate these aberrations, where we improved the precision of previous results. While
under-illumination reduces the available neutron flux at the sample positions, the aberra-
tions of the phase space complicate the extraction of the double-differential cross-section
from the obtained data, rendering both undesirable effects.

Following this introduction, the concept of an NMO was introduced as a solution to reduce
phase space aberrations by limiting the points of reflection to a confined region along the
optical axis and nesting additional reflecting surfaces laterally to improve the angular ac-
ceptance of the device. The phase space-preserving nature of NMOs was validated through
Monte Carlo simulations. This work also provides a detailed methodology for determining
the reflecting surfaces and estimating the geometric losses associated with NMOs. Finally,
we presented the designed McStas simulation component, which enables Monte Carlo simu-
lations of double-planar NMO geometries.

Beyond the theoretical and simulation-based evaluation, various elliptic and parabolic
NMO prototypes were commissioned and investigated with neutrons. We utilized a CAS-
CADE detector to determine the efficiency of transport of the polarizing elliptic NMO at
MIRA-2 and a neutron imaging setup at BOA to investigate the beam shape provided by the
parabolic and elliptic NMOs. The efficiency of transport for the polarizing elliptic NMO pro-
totype was determined to be above 72 %, in good agreement with the performed simulations
and the analytic calculations of the geometric losses.

The imaging capabilities of the elliptic NMOs were initially confirmed by demonstrating
that, when correctly aligned, the width of the transported neutron beam at the second fo-
cal point precisely matches the width of the intensity distribution at the first focal point.
Imaging of a one-dimensional grid-like structure was similarly successful. Additionally, suc-
cessful imaging of simple two-dimensional intensity distributions was accomplished despite
a minor misalignment of the vertically focusing NMO, which resulted from the absence of a
goniometer during the measurement.
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While investigating the novel NMO prototypes, we repeatedly encountered a minor deforma-
tion of the reflective surfaces, likely due to tensile stress induced by the applied supermirror
coatings. Besides resulting in decreasing focusing quality reflected by an increased FWHM,
the excessively curved substrates entailed a reduction of the effective focal length from its
nominal value by up to 25 mm, depending on the point of illumination. We began quan-
tifying this deformation through 3D scanning to gain additional insights into the behavior
of the substrates when inserted into differently shaped grooves. Ultimately, the deforma-
tions should be mitigated by reducing the stress on the substrates, for example, by coating
the mirrors from both sides, by utilizing thicker substrates, or by adjusting the nominal
geometries to account for the expected deformations.

Various applications of parabolic and elliptic NMOs or combinations thereof were pre-
sented. Whereas an elliptic NMO is limited in its ability to transport neutrons over ex-
tended distances due to gravity, the combination of two double-planar NMOs facilitates an
efficient long-distance neutron transport through a straight guide connecting both. Using
parabolic NMOs with different focal lengths offers additional flexibility to control the extent
of the beam at the sample position. This guide system holds potential utility for instruments
dealing with samples of widely varying sizes.

In summary, NMOs can potentially advance neutron transport, especially in the context
of compact high-brilliance sources. The here-presented findings open avenues for further
practical applications and optimizations of NMOs. Future work should involve i) a repeti-
tion of the imaging investigations addressing alignment challenges, ii) refining mirror and
coating designs to mitigate substrate deformation, and iii) exploring additional scenarios to
validate the versatility and robustness of larger NMOs by simulation and experiment. These
experimental scenarios include neutron time-of-flight experiments, triple-axis scattering, and
neutron resonance spin-echo experiments. Finally, investigating the potential of NMOs in
various neutron imaging setups and considering advancements in the extraction of neutrons

from cold compact sources are believed to be among the most promising applications of
NMOs.
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Acronyms

AIC Akaike information criterion.
BZ Brillouin zone.
CCD charge-coupled device.

DCM double crystal monochromator.

DDCS double differential cross section.
FWHM full width at half maximum.
ILL Institut Laue-Langevin.

NMO nested mirror optics.
npvelNMO non-polarizing vertically focusing elliptic NMO.

npvpNMO non-polarizing vertically focusing parabolic NMO.
OO orbital order.

PDF probability density function.

pdNMO parabolic de-focusing nested mirror optics.
pfNMO parabolic focusing nested mirror optics.

PG pyrolytic graphite.

phpNMO polarizing horizontally focusing parabolic NMO.
PSD position-sensitive detector.

REV rare-earth vanadates.

SO spin order.

TAS triple-axis spectroscopy.
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Figure A.1: Inelastic neutron scattering data investigating the dispersion of the transversal TA1 phonon branch in LuVOj3 at
four different temperatures measured at EIGER in 2016. Gaussian and Voigtian fits to the data are shown in blue and black,
respectively. The reduced chi-square values corresponding to the Gaussian and Voigt fits are depicted as each panel’s upper
and lower numbers.
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Figure A.2: Inelastic neutron scattering data investigating the dispersion of the transversal TA1 phonon branch in LuVOj3 at
four different temperatures obtained at EIGER in 2017. Gaussian and Voigt fits to the data are shown in blue and black,
respectively. The reduced chi-square values corresponding to the Gaussian and Voigt fits are shown as each panel’s upper and
lower numbers.

€LT



(0, -2.15, 1.85)

(0, -2.25, 1.75) (0, -2.35, 1.65) (0, -2.45, 1.55) (0, -2.5, 1.5)
16.79 I

2.48 1.59 |T 0.81 1 1.55

185.6 K 170.5K 110.5K 100.4K 854K 753K

10 7.5 10.0 12.5 7.5 10.0 12.5
AE (meV)

Figure A.3: Inelastic neutron scattering data investigating a transversal and a longitudinal phonon branch in LuVOj at
six different temperatures and five () positions obtained at EIGER in 2017. Fits comprising the sum of multiple Gaussian
components and a constant background are shown in blue. The reduced chi-square values corresponding to the Gaussian fits
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bars correspond to the uncertainties of the fits). No significant change in phonon energy can
be observed at Tpos for any modes investigated.
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Appendix B: Derivation of Snell’s law

We here examine the situation of a neutron with kinetic energy 7' = %’“j transitioning
between regions with different neutron potentials V; and V5. The results derived from this
discussion were employed to simulate the kinematics of refraction and reflection at silicon-air
interfaces. Additionally, we obtain Snell’s law in the process.

At any interface, the total energy, i.e., the sum of kinetic and potential energy E; = T; 4V},
has to be preserved. Additionally, the component of momentum perpendicular to the surface
normal (parallel to the surface) has to remain constant due to the symmetry of the interface,
ki, = koy. A sketch of the behavior at the interface is shown in Fig. B.1. We observe that

A
E,=T, +V, n

ki, T

ky 01|64 ky .y

Ky, vt

6 _ [N ks ny, Vo

2/ kT,

E2 = T2 o V2

Figure B.1: Behavior of a neutron at material interfaces with different neutron potentials V;.
The total energy of the neutron, comprising kinetic and potential energy, E; = T; + V;, as
well as the component of momentum perpendicular to the surface normal, &k, are preserved
at the interface. Both constants are highlighted in red.

k? = k2 + kf”, and utilize T} = ’;j: j to calculate
El = E27
(k3 + k2 )R? R (k3 + k3.)R? v
2my, e 2My 2 (B.1)
k2 12 k2, 2
2my, 2my

where the last equality was derived using k1, = ko). Solving for the momentum parallel to
the surface normal, kg\l’ yields

2 _ 1.2
kg = keyy + 2

. (B.2)
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For V; > V5, the resulting increase in momentum perpendicular to the surface leads to a
refraction of the neutron towards the surface normal. As per intuition, for V; = V5, the
trajectory of the neutron remains undisturbed. L
Two cases have to be discriminated if Vo, < Vj. Firstly, if k;iz > Vi — V5, the neutron
is refracted away from the surface normal. Otherwise, the equation can not be solved, and
instead of being refracted, the neutron is totally reflected at the surface. All performed
McStas simulations account for neutron refraction and reflection according to the above
formalism.

For completeness, a refactoring of the given equations in terms of Snell’s law is given,
including a derivation of the critical angle in terms of the neutron Fermi pseudopotential.
We begin by expressing the component of momentum parallel to the surface in terms of the
angle to the surface normal 6;:

klsin91 = k’u_ = kQL = k'gsin92,

F—V)2m.\? E—V3)2m,\? .
(#) Gin ), — (#) 06,

E—V\? E—V3\?
sin91( z 1) :sin92< z 2) = sinfiny = sinGyns.

(B.3)

A comparison of the latter equation to Snell’s law allows the extraction of the indices of

refraction,
1
Vi ?
i=1-=1 . B.4
w=(1-%) (B4)

For an interface between vacuum, n; = 1, and a material with neutron potential V5, we
calculate the critical angle to the surface normal 6, , as follows,

1 1
: Va2 VoA?2m,, \ 2
Sin QC’H = Ng = <1 — E) = (1 — W) (B5)

Considering that 6, = m — 0.,'") and inserting in the Fermi pseudopotential as a function of
the bound coherent scattering length and the density, one obtains the well-known expression

for the critical angle
_ )\2 Zj bcoh,jpn,j

h24r? T

Finally, the indices of refraction can be expressed in terms of b.,, and p or the critical angle,

1 1
2 N 2 'bCO iPn i 2 1
n (1 ~ A2M) _ (1 ~ AZ_W) (1 —sin20,)} . (B.7)

™

sin? 0, = \?

(B.6)

(UThe critical angle, 6, is measured between the surface of the interface and the critical trajectory of the
neutron, different from the angle between the surface normal and the critical trajectory, ., ,.



Appendix C: Derivation of Geometric Aberra-
tions in Elliptic Guides

Within this section, we derive a more precise approximation for the geometric aberrations
of neutrons reflected in a long elliptic guide. We first obtain an analytic value of ry as a
function of r, z, b, and f before expanding the result in terms of % — 1 around a value of
0, which corresponds to z = 0. The extensive calculations were performed with the help of
Mathematica [171].

We describe the two-dimensional situation in terms of a coordinate system, where the first
coordinate, z, is aligned parallel to the optical axis and the one perpendicular to it is denoted
by r. Using this geometry, the outline of an ellipse centered around z = 0 is implicitly defined
by,
oLtz

f2 + b2
where f and b denote the focal length and the semi-minor axis of the ellipse, respectively
(a* = f? + b?). The surface normal of the ellipse is given by:

0= (C.1)

. 2 b?
n= [r(fQ . bQ)} . (C.2)
A neutron is emitted above the first focal point at z = —f, r = r1. With the reflection
occurring at z, r = r;, the trajectory of the incident neutron is described by,
ﬁz{ﬁq+xﬂz+f]:{ﬁq+xﬁ, (C.3)
1 =" 1

which yields the trajectory of the reflected neutron:

ihzr}+a(a—2i%?@). (C.4)

T

Here, we used the fact that a vector v; reflected at a surface with normal vector 7 has a
direction:

—

i (5 - )
7|
Equating the z-coordinate in Eq. (C.4) with the position of the second focal point z = f,
we utilize the computer algebra system Mathematica [171] to derive the r-coordinate at Fs,

7= —2 (C.5)

ri(f +2) (0 + f(f — 2))°

20r2(B + [2)\JESEE 422 (9 — [22) 4+ W(f — 2) + 2] — 2)(f +2)*
(C.6)

ro(r1,2) =

179



180 APPENDIX C. GEOMETRIC ABERRATIONS IN ELLIPTIC GUIDES

This analytic expression can be Taylor expanded in terms of ;;i around 1, corresponding

to z = 0, up to first order, we finally obtain

N f—z (f2 =0 +br) f—z 2
T2(7’1,Z)~T1+T1(m—1) s +O<(f+z—l)>...

(PP (P +br) f—z fP-DP4br f—z .\
_7*1( R +f—i—z. T )+O<(f+z—1))...
C

The series expansion was performed by utilizing:

f=z\ 1
99(2) _ (%) 99(=) _ _(f+2)*9g(2) ©8)
I—= = - '
8f+z 0z 0z 2f 0z
It is easily seen that for f > b, Eq. (C.7) can be approximated by:
7’2(7”172)%7”1j:_7_? (C.9)

typically valid for elliptic guides. The improvement of Eq. (C.7) compared to Eq. (C.9)
might enable the utilization during the evaluation of long elliptic guide systems.



Appendix D: Analytic Derivation of pg,(r2) at
the Second Focal Point of an Elliptic Guide

Here, we present the analytic calculation of the intensity distribution at the second focal
spot after reflection by a long elliptic guide. Parts of the derivation were performed utilizing
Mathematica [171].

Using the simple approximation given in Eq. (5.8),

f—=z
f+2

o =711 (Dl)
the distance to the optical axis at Fy depends only on z, f, and the distance at Fq, ;. To
perform the calculations, z and r; are assumed to be independent and uniformly distributed
with the following probability density functions (PDFs),

pz(z) =1/l for z € [-1/2,1/2],

pr,(r1) = 1/h for ry € [=h/2,h/2]. (D.2)

The PDFs can be interpreted as two intensity distributions of neutrons normalized to 1.
While pg, describes the spatial intensity distribution of neutrons at the first focal point
as a function of r1, pz(2) describes the density of neutrons impinging on the elliptic mirror
surface as a function of the point of reflection, z. For a source possessing a rectangular spatial
intensity distribution, the assumption of a uniform PDF in ry is reasonable. However, one
expects pz(z) to decrease with increasing distance from the source or equivalently, z. The
validity of this necessary simplification is discussed in the appendix E in more detail. Under
the assumption that both variables are independent, which is reasonable in the case of
h < b < f, we use the joint probability distribution of both variables, pz(2) - pg, (r1) = %,
and Eq. (C.9) to calculate the PDF of ry following the standard approach,

s d (i)
PRry(T2) = ) " dz dry, (D.3)

L
2

where ¢ denotes the Dirac delta function. To evaluate the integral over dz, we utilize the
following property of the Dirac delta

3(g(2)) =Y %, (D.4)

i

where the sum extends over all roots, z;, of the function g(z) and ¢'(z;) = Lg(z) ‘z:z-' Since

g(z) = ry — 7“1% has only one root for a given r, and r;, we can integrate in dz after
calculating
2fr
9'(2) = (e (D.5)
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and

finally resulting in

J:

0

[N

PRy (T2) =

We now discern four cases depending on the value of r;.
lower limit of integration for r; can be calculated as 71, min =

o [
2 %dr for [rz

fri

™ —T2
7’1+T2

else

ANALYTIC DERIVATION OF Pg, (Ry) IN ELLIPTIC GUIDES

(D.6)

f-1/2
f+i/2

f4/2
=12

<ry <y

(D.7)

Assuming it to be positive, the

=T }c +%2, which corresponds to

a reflection at the entrance of the guide. Accordingly, the upper limit occurs for reflection

at the end of the guide and amounts to 71 max =

discerned depending on the ratio of this upper limit and the extent of the source, h.
Altogether, the four cases concerning ro are the following

(

[P

"2 ¥
e
25172

PR, (TQ) =

f=1/2

"2 T2

f41/2

T2 073

f=1/2

f’"Q Fri2
L h

T

fFl/2

i Another two cases have to be

Evaluating the integral for strictly positive values of 7 (and rq) yields,

/ 2fr dri =
hl(?”1+7“2)2 =

7“2>0

2| L2 T 1/2
Mdrl for _h/2 <r f+l?2]

fri -
er) dr; for |0 <7 ;f;g < h/2]

: D.8)
T2<0 (

fry r l 2 0
LTQ’ dry for _—h/2 <r f + l;Q < O}

frq
—(”1};”2)2) dr; for 72 ;JFZ; < h/2]

2f (5225 +log(rs +72))
1 + C, (D.9)

hl

with log denoting the natural logarithm and C' being the constant of integration. Carefully
handling the individual limits of integration results in the following PDF for ry,

(2f | or 1 (r2—h/2)(2f+1) h f+1/2 h f=1/2
DR (2+1/f)+n < : 4frs )] for |—3 —p ST s 5 f+l/2}
o) — 4 1 |73+ (F53) for |44 <2 < 4]
2 of | 2r 1 (rot+h/2)(2f+1) hf—1/2 b fHL/2
Tl B 2+1/f)+In < - Afrs )] for S S S §f—l/2]
0 else.

\

(D.10)

It is readily seen, that the distribution is symmetric with respect to ro = 0 as is expected

due to the initial distribution also being symmetric in ry.
and integrates to 1, validating the calculation. The central part

h f=1/2
== f+i2

continuous at r, =

Furthermore, the function is

of the PDF is surprisingly constant. The width of this region of constant density increases

with decreasing [ in agreement with the geometric consideration outlined in Fig.

0.6.



Appendix E: Derivation of p~(z) for Straight
and Elliptic Guides

We here assess the assumption used in appendix D, that the points of reflections, z, are
distributed uniformly over the length of the mirror.

As a starting point, the PDF of neutrons arriving at a straight reflecting surface will be
calculated. Assuming a uniform distribution of neutrons in angles

1
Do) = ———— for a € [min, Omax], (E.1)
Omax — Omin
and the neutron to be emitted from the optical axis at z = — f, we can calculate the point
of reflection to be ;
1 (E.2)

where b denotes the constant distance between the optical axis and the reflective mirror
surface. This allows us to determine the PDF of neutrons as a function of z to be

pe) = [ s (- (o - 1) ) da

i ) (a — arctan (f j)_ z>) da (E.3)

_ 1 /O‘ma" sin® a
B Omax — Qmin Jq
{arctan( b )iarctan( b )b2+(jlz+z)2 for z € [_l/27 l/2]

min b
f=1/2 FHi/2
0 else

where the first term is constant and is concerned with the normalization of the integral only.
The second, z-dependent term decreases for increasing z, which is due to the two effects
mentioned in the main text. Firstly, the distance from the source to the point of reflection
increases with z reducing the incident intensity appropriately, I, oc 1/ds. Secondly, the angle
of incidence also decreases with increasing z, now distributing the already smaller neutron
flux over a larger area, thus reducing the flux arriving at the mirror further, I, o sina.
Calculating the intensity according to the above consideration yields a qualitative agreement
with the more formal calculation resulting in Eq. (E.3),

sin «
ds
b b
= =
@2 TR+ (f )

[Z X IO
(E.4)

thus validating both. Here, we used sina = b/dg and d? = b* + (f + 2)*.
In comparison to the flat guide, the two effects described above have opposing influence
on pz(z) for an elliptic guide. For increasing z, the distance to the reflecting surface again
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increases. However, now the angle between the incident neutron and the surface also increases
due to the shape of the ellipse, hence diminishing the overall influence of z on the density of
neutrons arriving at the reflecting surface compared to a flat guide. pz; being independent
of z up to a higher order in z would validate the initial assumption of the intensity being
uniformly distributed on the mirror.

To determine the true PDF of neutrons in z arriving at the mirror, we use a description of
the ellipse in a polar coordinate system, with its origin coinciding with the first focal point,
where the neutrons are emitted under an angle a. This angle equals the polar angle, 6,
determining the elliptic shape together with the distance from the first focal point according
to .

r(6) = o foosd (E.5)
where a = (b* + fQ)%. As usual, b and f denote the semi-major and semi-minor axes, and
the focal length of the ellipse, respectively. From this, the probability of a neutron arriving
at zp =2+ f = Peosacan be calculated by transforming the distribution of a neutron

a—fcosa
being emitted under an initial angle «,

1
o = —f € miny Ymax E.6
pa(@) = ———— for 0 € [apin, ] (£0
(2/) = 1 Crmax 5 b? cos a d (B.7)
bziizr) = max — Omin Ja, . S f cos a @ ’

Employing the relation Eq. (D.4), this integral can be expressed as

1 amax 0 (a — arccos <%>>

/ 2177 da (E.8)
o b2a? sin o

(a—f cos? a)?

bz, (Zf) =

« — Qi
max min min

and evaluated to be

a 2 2 0)2 3
b2 () = 1 b <b2 (0 + fzy) ) |

Omax — Omin (b2 + fzf)2 + (2f - Zf)Zf
) 1 ab < (02 + f(f + 2))? )i
z) = .
P T e = 0 P [+ NP \B+ = 4+ G+ ])
In the final step, we shifted the coordinate system back from the polar one centered around

F'; to the one centered around the semi-minor axis, zy = z + f. This adjustment allows for
better comparability to the previous results. For z = 0 one obtains accordingly

(E.9)

1 b

Omax — Omin b2 + f2

(E.10)

which is in agreement with the value obtained at z = 0 for the straight mirror.
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While Eq. (E.9) evidently still depends on the point of reflection z, we can perform a series
expansion in z around z = 0 to determine the leading order term and compare it to the one
obtained from the expression calculated for a flat mirror. For the flat mirror we obtain,

b 2bf 2
p . ~ . z + (9 A s E.]_]_
pZ( )ﬂ ' (b2 + fQ) (amax - amin) (bQ + f2)2 (amax - amin) ( ) ( )
while the series expansion for the PDF of the elliptic mirror around z = 0 yields
b bf
2 ~ . z + O Z2 . E12
e G ) e — i) (2 O (o — ) "

Both expansions are in agreement regarding the constant term and the sign of the linear
term being negative, indicating that pz(z) decreases with increasing z, as expected. The
magnitude of the linear term shows that this dependence is twice as fast in the case of the
flat mirror. This is attributed to the discussed observation that the angle of incidence of the
neutrons decreases with z for the flat mirror, while it increases in an elliptic geometry".

However, despite the effect being of reduced importance for the elliptic mirror, pz(z) is
not uniform as originally assumed. In the case of short mirrors, say [/ f = 1/20, the effect is
small, but when describing long, elliptic mirrors, one is required to take it into account to
obtain the correct pg,(r2), which shall be evaluated in appendix F.

Until now, we have not considered the influence of r{, due to not being able to solve the
arising second integral in r; analytically. Despite this limitation, one can still use numerical
integration methods to recover a pz(z), which also considers the density of neutrons in 7.
Starting at the following expression,

Qmax T1,max

pz(z) = / / PR, (11)pa(a)d (2 — 2(r1, ) dadr, (E.13)
Qmin T1,min

where z(ry,«) denotes a function returning the z-coordinate of the point of reflection for

a given initial angle o and the deviation from the optical axis r;. For a value of z, one

calculates the minimum and maximum value of « to be

b/ — b2

Omin = (2,71 = +h/2) = arctan
(2,711 /2) e
b b2+f2—22 + h/Q (E14)
[ i
Omax = CX(Z, ™ = _h/2) = arctan b;_f
—z

The limits of integration in r; will be accounted for by the d-distribution. The joint proba-
bility of r; and « is uniform and can be calculated by integrating both variables within their
limits over 1 as,

Gmax T1,max
PR, (11)pa(a) = 1/A, with A = / dadry (E.15)

Qmin T1,min

(W1t should be noted that for the elliptic geometry, the illuminated segment of the mirror corresponding
to an interval dz also increases with |z| due to the increasing angle between the mirrors and the optical axis
along z.
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Using Eq. (D.4), one arrives at the following integral:

pz(z) = / - / " Al = a)) g g, (E.16)

dz(ry,a)
dry

1,min

To calculate the derivative, we start with the following equation describing the intersection
of the neutron trajectory with the elliptic mirror,

b(f2+b2_z2

[EEwE )2:r1+(f+z)tanoz (E.17)

where the left side represents the r-coordinate of an elliptic mirror centered around z = 0
and the right side describes the r-coordinate of a neutron being emitted from 2z = — f with
an offset 71 under an angle a to the optical axis. Eq. (E.17) can be solved for either of
its three unknowns with respect to the other two. We need z(r1, ) for the derivative with
respect to z and 7 (z, ) for the J-distribution.

r(z,a) =b (%) T tan(a)(f + 2)

(%) - 2 tan(a) (7 + 1)+ ) 19
dry (b2 + f2) (—Qtan(a) 2b2(f tan(a)+r1) )

B \/bQ(b2+f2) (62 tan?(a)+b2—2fry tan(a)frf)

Evaluating the derivative at (2, «) yields a complex equation, which cannot be integrated
analytically in a with the available CAS, necessitating numerical integration.

Omax 1
pz(2) :/ A

Due to the integrand’s smooth nature, a simple trapezoidal integration algorithm suffices for
the numerical integration.

dz(ry,a)

d E.1
d’f’l @ ( 9)

r1=r1(z,q)



Appendix F: Numerical Approximation of pg.(r2)
at the Second Focal Point of an Elliptic Guide

To determine a more realistic intensity distribution at the second focal point as a function
of the distance to the optical axis, ro, we start by writing out the final expression for the
neutron density at the second focal point,

PRy (r2) = /  p2(2)pry (11)8 (ry — v, 2)) dry dz, (F.1)

Zmin T1,min

where 7y denotes the distance of the neutron from the second focal point. r; and z describe
the distance of the neutron at the first focal point and z denotes the z-coordinate of the
point of reflection and pz(z) and pr, denote the respective probability functions normalized
to 1. Finally, the function r(ry, z) relates the three magnitudes as shown in Eq. (C.6). Due
to ry and r; sharing signs, we here only evaluate the integral for ro > 0, with the calculation
for 79 < 0 being analogous.

The limits of integration in z are themselves limited by the entrance and the exit of
the elliptic guide, i.e., zypin > —1/2 and zp.x < [/2. At the same time, not all values of
z are geometrically allowed for a certain r5. When dealing with large values of ry, e.g.,
ro > w/2, all neutrons reaching that r must be reflected in the first half of the ellipse,
z < 0. However, arbitrarily small values of ry can be realized for all points of reflection
by choosing an appropriately small r;. Considering both arguments, the limits in z are as
follows: zmin = —1/2 and zpax = min[1/2, z(re, 71 = h/2)], where min [| yields the smallest
of its arguments and z(rq, h/2) returns the z-coordinate of the point of reflection connecting
ry = h/2 and 5. Due to the sheer number of appearances of z in 75(rq,2) (Eq. (F.3)) the
employed CAS was not able to return z(rq, h/2) analytically. Instead, the approximation for
ro (Eq. (5.8)) was solved for z, which then served as a starting point for a Newton-Raphson
algorithm yielding a numerical solution for z with a relative precision of 1 x 1078,

The limits of integration in 7 are geometrically confined by —h/2 < r; < h/2, with h
denoting the height of the source. Additionally, there exists a limit for r; given by the
chosen 79, similar to the one discussed before, yielding 71 max = min [h/2,71(r9, 2 = 1/2)] and
1 min = max [0, 71(re, z = —1/2)]. However, the J-distribution in the integrand always yields
a value for r1, which is in agreement with those limits.

The probability density function of r; is given by pg,(r1) = 1/h for ri € [—h/2,h/2].
The derivation of pz(z) was presented in appendix E. The values of pz(z) were calculated
numerically and tabulated for the numerical integration.

Finally, the ¢ distribution in the integrand is transformed according to Eq. (D.4), to be

d(ry —r1(re, 2))

dra(r1,2)
dry

d(rg —ro(ry, 2)) = , (F.2)
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188APPENDIX F. NUMERICAL APPROXIMATION OF Pg, (R2) IN ELLIPTIC GUIDES

with
_ r(f +2) 0P+ f(f = 2)°
T2<T1’ Z) o 2. f2_.2
2br12 (b2 + f2) /S + 202 (f3 — f22) + VA(f = 2) + f2(f — 2)(f + 2)?
(F.3)
and its derivative being calculated to
dry(ry,2) _ (f = 2)(f +2) O+ f(f —2)° B+ f(f +2)°
_ .
dr <zbm (B2 + £2) /S 4202 (f3 — f22) + 04(f — 2) + £2(F — 2)(f + z)2>
(F.4)

By solving Eq. (F.3) for rq,

ro(f — 2) (B + f2 + f2)?

T.l (712’ Z) - 2 2 2
—2braz(f2 + b2) /g 2023 — 20222+ b f + btz — 322 4 f225 — fla o f
(F.5)
one obtains all the pieces necessary to perform the integration numerically:
min(l/2, z(r2,h/2)] dro(r ,z -1
() = | poeIpn, () | 22022) (P
—1/2 & ri=ri(rz,z)

Due to the smooth nature of the integrand, equidistant values of z in combination with a
simple numerical integration method based on the trapezoidal rule, e.g., the trapz-function
from the NumPy package in Python, allow for a quick evaluation of the integral. Calculating
Eq. (F.6) for uniformly distributed values of 4 results in the data shown in Fig. 5.10.



Appendix G: Design of Elliptic NMOs

A more general version of the recipe for the construction of elliptic NMOs given in [174]
shall here be discussed for geometries not centered around the semi-minor axes of the shape-
determining ellipses, which in the case of one very distant focal point also can be used for
an approximation of a parabolic NMO.

For the purpose of illustration, two exemplary elliptic mirrors are sketched in Fig. G.1.
Initially, a point on the outermost mirror has to be determined by the maximum angle of
reflection allowed by the combination of minimum neutron wavelength, A, and maximum
possible m-value. Assuming the height of the source to be negligible, this point can be
calculated to be,

2p = Zs

) (G.1)
rp = tan(0.00173 m A/A)(zs — F1)

After the point on the outermost mirror is calculated as shown above or chosen in accordance
with other parameters, the two focal points F; and Fy have to be determined. For the here
shown calculations, we orient the coordinate systems such that the z-coordinate coincides
with the optical axis connecting the two points. In this geometry, it is useful to represent
elliptic (or parabolic) mirror surfaces as follows

7‘2 = 1{31 + ]{322 + ]{?322, (G2)

for which the k-values can be determined by starting from the general form of the ellipse
Fi+Fs.
SRRt

centered around zg =

(G.3)

Figure G.1: Schematics of the determination of an elliptic nested geometry. A point on the
elliptic surface (zp,7,) in combination with the z-coordinates of the two focal points F; and
F5, and the entrance and the exit of the NMO, z, 2., is sufficient to fully determine the
nested geometry.
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190 APPENDIX G. DESIGN OF ELLIPTIC NMOS

Here, f denotes the focal length of the ellipse, f = @ Considering the point on the
mirror surface allows the calculation of the semi-major axis,

z,,—zg Tﬁ 2 z,,—zz 7}2) 22—421,,—222% ’
Mz £ (I 20)+ + 17 = 4z - 20 f?) o

which then allows to calculate all k-values for Eq. (G.2):

2
el
¢ G.5)
]{52 = —22’0’63 ( :

This allows us to determine the distance of a mirror from the optical axis at the exit of
the NMO, 7,(z.), and connect it with F;, as indicated by a red line in Fig. G.1. Using the
theorem of intersecting lines, we can determine a point on the adjacent inner mirror to be
located at the following coordinates,

Zn+1l = Zs
Zg — Fl (G6)

T'n41 = Tn(ze)mu

which in turn enables calculating the next set of k-values allowing to repeat the above process
until a satisfactory number of mirrors is reached or until the spacing between individual
mirrors subceeds the minimum distance, which can still be fabricated.

The total number of mirrors, N, needed to transport an angular range from i, t0 Qax
using a symmetric elliptic nested mirror geometry can be approximated by the following
considerations. Assuming a focal length, f, and a common length of the mirrors, [, the point
determining the outermost mirror is given by,

zZ0 — —l/2

ro = (f — 1/2) tan apax, (G.7)

which, in the case of f > [, allows to approximate the corresponding semi-minor axis to be
by & famax. Considering Fig. 5.14 and Eq. (G.6), it is evident that the semi-minor axis of
the adjacent inner mirror is smaller by a factor of b,,, = bn}[;—ég. Since this factor remains

constant for each pair of mirrors, the semi-minor axis of the N-th mirror is approximately,

by = by (;;Z;)N (G.8)

which can, in the case of f > [, be simplified to

I N
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where by = (f 4+ 1/2) tan ayyin. The number of required mirrors is then expressed as,

N~ z T (G.10)
ln(l—?> ln(l—f)

The number of required mirrors thus scales with the logarithm of the angular range and
linearly with the ratio of focal length to mirror length. Interestingly, the total coated area
required to transport a certain angular range stays constant under variations of [, as the
area per individual mirror scales as o< [, whereas the number of mirrors scales reciprocally
to [. This finding typically favors small [, which ensures better imaging quality, albeit more
complex to fabricate.

When designing a parabolic NMO, one can resort to the here presented recipe with one of
the focal points located very far from the optical axis. However, one must balance numerical
errors, which carry more impact for large values of f, with the errors associated with choosing
a finite distance between the focal points. Instead, one can perform an analogous calculation
for a truly parabolic mirror shape, which is not shown here.

Qmin

N In (%) N ln<%> ~In (amax>f
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