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1.1 Preliminary Statements

The present work concludes the theory of Schirmacher et al., which explains the fa-
mous “Boson-peak anomaly” of the vibrational density of states of glasses, as an effect
related to an elastic medium with weakly fluctuating elastic constants. Although this
theory was in quite good agreement with the experimental data, some criticism has
been raised, which basically concerned about the high-frequency corrections onto
the low frequency approximation of the calculation. The present work answers this
question by showing, that these contributions do not alter the previous results, but offer
a new possibility to determine the disorder parameter of the theory, directly from the
experiment. Therefore a new possibility of proofing the theory is provided, because the
disorder parameter, which can now be extracted from the high-frequency density of
states, should match the one which is fitted to explain the low frequency properties of

the density of vibrational states.

In order to establish the theory, we will provide a short review on what has been done
within the last 25 years on the subject, and what has remained unclear. Within the sec-
ond part we reformulate the theory in the Keldysh formalism, which is the common state
of the art method in field theories of disordered solids. Previous approaches always
used the old fashioned and questionable replica method instead. Then we investigate
the high-frequency density of states within the instanton method, which for theories of
disordered electrons always yielded strong localized states. For this we briefly summa-
rize what should be known about the basic structure of the Keldysh path integral, and

elaborate the instanton picture for a disordered longitudinal polarized sound wave.
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Then we show, how the same instanton correction would look like in the Bosonized the-
ory, following the genuine work of McKane and Stone, which was formulated within the

old replica formalism.

After the nature of the high-frequency correction is phenomenological well under-
stood, they are easily generalized onto the vector model (longitudinal and transverse)
sound-waves. In the end we will perform numerical calculations to study the nature
of the “localization-physics”, e. g. if sound waves really become strongly localized
(exponential enveloping function), or remain long-range in nature. Although it is an in-
teresting question, these details of the sound-wave function, describing a wave which
becomes decelerated through disorder induced non-linear effects, do not alter the
frequency-dependence of the density of states, whose generic frequency depen-

dence seems now very well understood.

1.2 Previous approaches onto the density of vibrational

states in glasses

Until today there is no commonly accepted definition of the glassy state Biroli (60, 10,
11, 17, 42). From the structural standpoint one can distinguish between network glasses,
which are covalently bonded and those, which have more spherically symmetric bond-
ing forces like liquid rare gases (hold fogether with forces which are well described by

a Lennard-Jones Potential) or liquid metals (91, 22).

Glasses are formed by cooling a liquid in a way that the low-temperature ground state,
which is always a crystal, is avoided. This can be achieved by sufficiently rapid cooling
or by choosing a chemical composition, which strongly suppresses crystalline nucle-

ation.

Macroscopically liquids as well as glasses are homogeneous and isofropic on a macro-
scopic scale. On the atomic scale the nearest-neighbor statistics, which can be ex-
fracted by neutron or X-ray diffraction shows short-range order, which is revealed by

characteristic oscillations of the structure factors, which describe the diffraction rings.
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Crystals, due to their lattice symmetry show the well-known Bragg peaks in the diffrac-

fion pictures.

A breakthrough in the theoretical understanding of the liquid-glass tfransformation was
the mode-coupling theory of Bengtzelius et al., reviewed in (29, 28). In this theory, based
on the Mori-Zwanzig projection technique, the correlation function of fluctuating forces
in the generalized Langevin equation equation was assumed to factorize into pairs
of density propagators. This leads to a feedback, which describes the structural ar-
rest. As precursor of this dynamical transition scaling scenarions were predicted, which
lead anomalously slow relaxation. These predictions were verified in many experiments.
However, the mode-coupling theory predicts a sharp discontinuous glass transition T,
which is not observed. Instead, below T, the diffusive and viscous motion becomes
activated, indicating the forming of an energetically ragged configuration landscape.
(17). This leads to spatially inhomogenous relaxation processes (dynamical heterogene-
ity (10, 11). From the quoted reviews it becomes clear, that the important glass transi-
fion regime between T, and the glass-blower temperature T, (at which he can no more

change the shape of the glass) is until today not understood.

It is, however, clear, that the glassy state is distinguished from the liquid state by a fi-
nite shear sfiffness. The shear modulus of glasses is somewhat smaller than that of the

corresponding crystals but of the same order of magnitude.

Within the glassy state there is a strong separation of fime scales between the relax-
ational processes, which still exist (with very long relaxation times), and oscillatory mo-
fions, which we quite generally name vibrations. Like any solid material glasses support
sound waves with wavelengts ranging from the extension of the sample to the nanome-
ter regime. In the latter regime, however, which corresponds to the frequency range
near v = w/2x around 1 THz, the wave picture obviously breaks down. One observes in
this regime an enhancement of the vibrational density of states over Debye’s g(w) oc w?
law, which is based on the wave picture. This anomaly is historically called “boson
peak”, because it was first obbserved in Raman scattering, the intensity of which is pro-
portional to a Bose function. This comes from the fluctuation-dissipation theorem. Be-

cause the temperature dependence of the infensity was only given by the Bose factor

10
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this meant that the observed anomaly must be a harmonic phenomenon.

The detailed origin of the boson-peak anomaly, which can be detected not only in Ra-
man (71), but also in inelastic neutron (13) and X-ray scattering (72), has been a subject
of very intense discussion in the scientific community, studying the high-frequency vibro-
tional dynamics with the mentioned experimental methods but also by simulations (42).
Attempts to relate the boson peak to a localization fransition (3, 23, 31) failed because
it was shown later by simulations (24) and by field-theoretic calculations (37), based on
the nonlinear sigma model, that the localization transition in glasses takes place at fre-
quencies near the upper band edge, i.e. near the Debye frequency, much higher than

the boson-peak frequency.

A successful explanation of the vibrational excitations of glasses around the boson-

frequency emerges from the work of Schirmacher and coworkers.

In 1989, Schirmacher and Wagener (69) model of point masses distributed randomly in
three-dimensional space, interacting trough random force constants, which depend
on the distance between the points and acquire therefore their randomness. They
solved this model with the help of an effective-medium approximation. This was an
early version of later theoretical work with spatially varying force constants and elastic

constants.

Several years later Schirmacher, Diezmann and Ganter (64) obtained quantitative re-
sults on the density of states, studying just the same approach within the coherent po-
tential approximation, which can be understood as a generalized non-crossing ap-
proximation. They obtained a disorder-induced boson peak both from the mean-field
calculation and a numerical diagonalization of the same random Hamiltonian. This
proved that the CPA is not a bad approximation. The eigenvalue statistics obtained by
the diagonalization showed again, that the boson peak and the localization transition
are quite separate.

If one writes down the diagrammatic series for the Green’s function via expansion of
the resolvent, averages this over a general external distribution of force constants via
a cumulant expansion, and retains only a set of so called rainbow diagrams, after re-

summation one obtains the CPA self consistency equation for the Green’s function. A

11
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general review has been provided by Yonezawa (89). The non-crossing approxima-
fion basically collects all diagrams which propagate within the same direction as the
Green’s function (retarded or advanced). However the missing diagrams which mix re-
tarded and advanced channels, contain the localization phenomenon, either classical
localization, or for electrons a special kind of quantum interference known as the weak
localization effect. The Green’s function calculated by SDG in CPA approximation also
showed up the Boson peak anomaly, and was a tremendous success in explaining the

high-frequency vibrational spectra of glasses.

However to model a glass via the underlying lattice is unphysical, and was criticized fre-
quently. Therefore a continuum field theoretic approach has been adopted by Schir-

macher, Maurer and Poehlmann (65), to get rid of the underlying unphysical lattice.

One just writes down the path-integral representation of the sound-wave Green'’s func-
fion and averages it, over some externally distribution capable of describing the glass,
by means of the replica trick. For technical reasons a Gaussian distribution has been
proposed, which refers to a very well defined average of the squared sound-velocity
(c*), and the disorder is infroduced by a fluctuating band of velocity-squares v = (§c?6c?)
around this mean-value. Within this continuum theory the CPA boils down, to what is
known in the literature as the Self Consistent Born Approximation, which also does not
take into account fime-reversed scattering, and hence localization. However this is suf-
ficient, as one is only inferested in low frequency properties where no localization takes
place, as low frequency and hence long wavelength sound waves will tunnel through

any kind of barrier.

As the disorder parameter sets up the landscape of possible potentials, it also is the
parameter which divides low frequencies, e. g. propagating sound waves, from high
frequencies, e. Q. trapped within the fluctuating sound wave landscape. The con-
finuum approach also exhibited the enhancement on the vibrational density of states
with respect to the Debye value, which can be understood in such an approach as
marking the transition from nearly unperturbed, to random matrix eigenstates, which

both are on the low frequency side.

In addition, they also discussed the effect of a potentially possible anharmonic interac-

12
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fion infroducing an additional Mode-Gruneisen parameter dependent non-linear term

info the theory.

This theory was generalized onto the vector theory using Lame’s formulation of elas-
ficity theory in 2006. The advantage of using this approach is, that Lame’s approach
is formulated with respect to the constants measuring the energy of infinitesimal shear
and bulk deformations. In a glass, the shear-modulus x is much smaller then the bulk-

deformation A, and hence this is the quantity which should have become random (63).

In 2008 this approach has been investigated in presence of elasto-optical couplings,
which gave just a tremendous agreement with the spectra one obtains in the Raman-
scattering experiments (71). Until now this is the most successful theory of explaining the

static structure factor at the THz-scale of glasses, beside the mode-coupling-approach.
However, something has been missing, as explained by Tomaras in 2010 (80).

Deriving Lame’s elasticity theory from first principles, it allows for the inclusion of anhar-

monic terms which reside not on an additional parameter.

As explained by Landau in the old days, these terms do not contribute to the sound-
propagation at any frequency scale, because their phase space is suppressed due to
simultaneous energy and momentum conservation, as well as a linear dispersion at the
vertex. However, Tomaras showed, that the spectral function in presence of disorder
is lacking of momentum conservation and hence these terms have to be taken seri-
ously. Recalculating the Brillouin line-width according to the anharmonic scattering in
presence of disorder, yields to the same frequency dependence which for a crystalline
solid has been calculated by Akhiezer (2) long fime ago using the Boltzmann equation,

but with an Mode-Grlneisen parameter.

In contrast, the disorder-dependent theory allows for a finite scatftering time, due to an-
harmonic tferms without any additional parameters, and the prefactor of the Brillouin
line-width is just the temperature times the variance of the shear modulus. To summa-
rize, the frequency dependent sound-damping line-width in glasses, is at low frequen-
cies around several GHz proportional to w?, due to disorder enhanced unconventional
anharmonic scattering, and undergoes a crossover to a w? behavior, which is the usual

Rayleigh law, as depicted in Figure 1.1 .

13
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At very large frequencies around 1Thz the sound damping line width exhibits a strong
shoulder. As this line width also enters in the calculation of the density of states, it is
this shoulder which is responsible for the enhancement of the density of states, the so

called Boson-peak anomaly.

Beside the tremendous success of Schirmachers theories, to explain the vibrational
properties of glasses in terms of weakly fluctuation harmonic force constants, some-
thing has been missing within all those investigations, and left some uncertaintfies onto
the results already obtained. Clearly until the present work it is not known how these
results are affected by localization corrections. There is some experimental evidence,

that these corrections matter and are useful, as we explain within the next section.

1.3 Motivation of going beyond the non-crossing

approximation

As already presented in the last section, the vibrational properties of glasses differ

strongly from those of regular solids.

This low-frequency enhancement of the density of states with respect to the Debye
w?-law, the so called “"Boson-Peak” yielded to an enormous number of experimental
investigations, simulations as well as theoretical efforts (34, 73, 88, 74, 78, 16, 61, 79, 57,

30,49, 48,51, 32,93,33, 56,41, 25,45, 46, 40) and has been discussed vividly since today.

Most theoretical works are simulations of the vibrational spectrum of disordered mate-
rials. Beside our own work, already reviewed in the last chapter, there is only a small
number of field-theoretical approaches on to the vibrational properties of disordered
systems, namely John et al. (36, 38, 35), Burin et al. (14, 58) and Gurarie and Altland (32).
The first two approaches are mainly due to localization and not refer to the spectrum

of propagating waves in disordered solids.

14
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Abbildung 1.1: Inclusion of anharmonic terms allowed by elasticity theory without ad-
ditional parameter yields Akhiezer-like sound damping in glasses. With
the parameters of SiO,, crossover between dominant anharmonic and
dominant disorder induced scattering, should take place at we ~ 0.2wp.
This is far away from the frequency range where Akhiezers original the-
ory applies. wg is the Boson peak frequency, the frequency at which the
enhancement effect of the density of states due to disorder appears.
Figure 1.2 shows the related density of states.
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Abbildung 1.2: Evaluation of the density of states normalized to the Debye frequency

in case of fluctuating shear modulus, within the SCBA approximation. A
is the variance of the stafistical distributed shear modulus of the other-
wise harmonic sound wave theory, normalized onto some value A.. A
correlation length ¢ of non-local fluctuations has been chosen. The the-
ory is compared with the measurement of Baldi et al. on viscous Silica.
The theory describes the position and height of the enhancement ef-
fect quite well. Low frequency deviations are likely to be identified with
anharmonic behavior, see e.g. (68). At high frequencies the experi-
mental data drop to zero faster than the theory, which is likely to be an
exponential drop off. This is related to the fact, that the SCBA neglects
the localization contributions to the density of states, which yields to this
exponential tail at high frequencies. We will work out a theory of this
Lifshitz tail within the present work.

16
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The work of Gurarie and Altland is about wave-propagation in random media, and
is discussed from a very general point of view. They criticize our field theoretic ap-
proaches, because it does not include the so called weak localization correction. In
the quantum mechanical problem of electron-propagation in a random potential, this

refers to a divergent (¢¢) phase correlation due to coherent back scattering.

For quantum mechanics there is an other localization mechanism, the so called strong
localization which refers to a short range density (¢¢). This localization happens due
to statistical variations of the potential capable of trapping the quantum mechanical
particle. For electrons, both mechanism lead to localization at large energies.

Within our recent works, we do not believe that the Boson-peak anomaly is related to
any localization mechanism. The reason is, that the Boson-peak is related to a static
renormalization of the sound velocity through the self-consistent Born approximation,

while all localization corrections vanish in the low frequency limit.

However it is known, that strong localization yields to the appearance of exponential
tails of the density of states, in disordered metals and semi-conductors (75). Such tails
are called "Urbach tails" (81) or "Lifshitz tails" (47, 77, 26), and are mainly encountered
within the gap of the electronic energy-spectrum of disordered semi-conductors(89).
Recent experiments showed exponential tails, to be present at the upper band-edge of
the vibrational spectrum of glasses, both with in-elastic Neutron scatftering and inelastic
Nucleon-M&bBbauer scattering (16, 84, 61).

Within the present work we elaborate a field theoretic explanation of this exponential
tail of the density of states.

It furns out that the exponential tail of the density of vibrational states stems from the
“localization” of sound waves in fluctuations of the random sound velocity,

which is the same physics which yields to strong localization of the electronic density
modes (¢p¢). We will discuss localization both, from the elementary one-particle theory,
as well as within the Bosonized framework known as the non-linear sigma model (44, 7).
As already mentioned the work of the previous two decades explained the Boson-peak
anomaly in terms of sound waves with spatially dependent fluctuating sound veloci-

ties, or elasticity constants (69, 66, 64, 71). These models have been solved with the

17
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Figure 1.3: Left: reduced density of states g(E = hw)/E? of Dibutylphtalat, obtained from inelastic

Neutron-scattering (full symbols) and with nuclear inelastic scattering at Mdsbauer->"Fe-
isotopes within the same material (open symbols) (16). The different decayrates are not
yet full understood.
Right: reduced density of states of Myoglobin (mb), Poly-Butadien (pb) and Ortho-Terphenyl
(otp). obtained from inelastic Neutronscattering (16) reduced density of states g(E = hw)/E?
of (@) amorphouos Feq255Cq.75. () amorphouos Fey ¢7SCy.33. (€) amorphouos Feg 14Aly.g6.
obtained from inelastic Neutronscattering (61)
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Figure 1.4: reduced density of states g(E = hw)/E? of amorphous FeSi,, obtained from inelastic nucleon
scattering (84)

help of ad-hoc molecular field dynamics (effective-medium-approximation, coherent-
potential-approximation) as well as with field theoretic methods (self consistent Born-

Approximation).

The last theory is a saddle-point approximation of the effective field theory, which
comes from the statistical average of the functional integral representation of the vac-
uum Green’s function. With the help of these mean-field solution, it was possible to
explain a vast number of quantitative agreements with the experimental measured
vibrational spectra. With the help of this mean field theory it was also possible to ex-
plain the Raman spectra (71) as well as thermal properties, likewise the specific heat or
thermal conductivity of a glass (63). The important aspect of this theory was the expla-
nation of the Boson-peak anomaly which marks the fransition from nearly unperturbed
propagating waves to random matrix eigenstates. For random matrix eigenstates the

wave-number k has no importance.

Within a generalization of this approach onto large frequencies we will explain the large

frequency exponential tails of the above experiments in analogy with the electronic

19
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calculation (75).

As we explained above, these tails are just well known in disordered metals and semi-
conductors, but have just been recently discovered at the upper band edge of the
vibrational spectra of glasses (16, 84, 61). Within the present work we will show that
the same theory just happens to have large frequency localization corrections, yield-
ing to the so called Lifshitz tails in glasses. This correction stems from the localization
of sound-waves within fluctuations of the sound-velocity, capable of decelerating the
phonons. The decay-rate of the exponential tail is just the disorder parameter describ-
ing the mean-square deviation from the averaged squared sound velocity.

A consistent explanation of the upper edge of the vibrational spectrum is of extreme
importance for the comparison with experimental data, as the discussion has so far
concentrated around the low frequency Boson-peak anomaly. The effect of the local-

ization transition which happens at the upper frequency edge was so far unknown.

1.4 The Anderson fransition

Just to clarify from which point we enter the discussion of localization in phononic sys-
temes, it helps to do some brief review on the present day calculations of weakly disor-

dered electrons without interactions.

In order to explain the vibrational spectra of glasses at low frequencies, Schirmacher et

al. always worked within close correspondence to these calculations.

Indeed we will also do so within the present work. The instanton approximation, which
we will discuss for the sound-wave problem within the Keldysh framework, has been car-
ried out for electrons within the replica theory by Cardy (15). We will apply this method
onto the phononic problem, however using the Keldysh fechnique which is slightly differ-
ent. Then we show how the same correction can be rediscovered within the Bosonized
version of the theory, using the Keldysh language. This refers to the method developed

by McKane and Stone for the Anderson-tfransition within the replica language.

The transition described by Anderson 1958 appeared initially as the quantum version

of the percolation transition in a classical Lorentz model: The electrons get trapped

20
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within the potential hills. At higher energies Mott then showed that there appears a
mobility edge (53, 54) which separates localized from delocalized states. Mott and
Twose proved furthermore that in one dimension only localized states can exist (55).
1979 the paper of Abrahams, Anderson, Licciardello and Thouless (1) appeared, in
which they showed that in addition to the percolative aspect a quantum interference
effect is important: The destructive interference of closed scattering paths, fraversed
in different directions leads to strict localization also in two dimensions. The percolative
aspect is characterized only by the density fluctuations, for the interference effect the
phase fluctuations (Cooperons) are responsible. The one-parameter scaling theory of
Abrahams ef al. (1) is equivalent to the scaling theory of Wegner (85, 86). He noticed
from the symmetry properties of the localization problem an analogy to the nonlinear

sigma model of planar magnets or nematic liquids.

1978 Gotze published a mode-coupling theory for the Anderson fransition in the Mori-
Zwanzig formalism, which contained only the density and not the phase fluctuations.
(27). After the appearance of the paper of Abrahams et al. (1) Vollhardt and Woélfle
(82, 83). published a field-theoretically derived mode-coupling theory, which included
the interference effect, and, correspondingly predicted localization in one- and two-
dimensional systems and a fransition in three dimensions. It contains the scaling sce-
nario of Abrahams et al.. A generalization of the Mori-Zwanzig mode-coupling theory
for the Anderson transition by Gbtze and co-workers (6), which included the interfer-

ence effect, appeared afterwards.

The theory of Vollhardt and Wélfle appears as very reliable in describing the Anderson
fransition. It can be franscribed to give a self-consistent theory for the ac conduc-
fivity, in which the unrenormalized conductivity obtained from a one-parficle theory
appears as input. Further simplified, a mathematical analogy to the determination of
a localized state within a potential (18). Using this theory, combined with the coherent-
potential approximation, very accurate phase diagrams - as compared to simulations
- for the electronic (19, 19, 92, 76) and phononic (12, 70) localization problem could be

calculated.

In two articles, which appeared independently, McKane and Stone (62) and Schdfer
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and Wegner (62) showed that Wegner’s generalized nonlinear sigmma model could be
derived step by step from the functional infegral representation of the Green’s func-
fion. In order to average over the quenched disorder the replica method was used
(20), which is one of the three methods to perform such an average. The second is
the super-symmetry method (21), the third is the use of the Keldysh-Schwinger contour
(39). After the averaging a non-local ¢*-type field theory appears with a nonlinear
kinetic term and a mass term, the coupling parameter is given by the variance of
the random potential. The action of this theory can be expressed in terms of matrix
fields by a Bosonization procedure (Hubbard-Stratonovich transformation (7)) or by the
ghost-field method of Fadeev and Popov (8). If the variance is small with respect to
the Fermi energy, the matrix field can be determined by a saddle-point approximation
(self-consistent Born approximation). This is followed by a gradient expansion of the ac-
fion around the saddle point to quadratic order, retaining only mass-less fluctuations,
which correspond to the angle fluctuations in the normal sigmma model. The generalized
nonlinear sigma model is established to constrain the matrix fields to leave the disorder-
induced mass term invariant. One distinguishes — as in the Wigner-Dyson classifications
of random matrices — between the orthogonal, the unitary and the symplectic sym-
metry class. In addition to these symmetries additional classes of topological symmetry
exist, which characterize systems with stable defects, for example a boundary between
a metal and a superconductor (4).

By means of the perturbative renormalization group on one-loop order the phenomeno-
logical one-parameter scaling theory of Abrahams ef al. is derived. The tfransition in-
volves a fixed point of order ¢ = d — 2, showing that the conductivity vanishes under

renormalization group flow in tTwo dimensions.

22



2 Localization within the

Keldysh-framework

2.1 Brief summary of the Keldysh formalism

Many excellent reviews about the Keldysh method exist in the literature. For condensed
matter path integrals one should read the Kameneev review (39), an older approach
using tfime-ordered field operator expansion for quantum fransport has been provided
by Rammer and Smith (60), and if one is inferested on the use of the method in high-
energy physics i highly recommend the lecture of Berges (9). We also mention the
Doi-Peliti lecture of Cardy, which is a similar field theory for classical diffusion reaction

systems.

In the following we work out the Keldysh formalism within the semi-classical represen-
tation, because the above literature focuses on the Keldysh approach to interacting
particles within the secondly quantized Heisenberg-picture, which is not used within

the present work.

In quantum statistical mechanics one is usually interested in calculating time-dependent
observables from
o(t) =Tr [6e_imﬁeim} 2.1

. where the density matrix carries information about the initial state of the system. In

an equilibrium system it commutes with the Hamiltonian A and no dynamics appear.
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2 Localization within the Keldysh-framework

This is the usual Schrédinger picture, and not the Heisenberg picture, which includes

adiabatic switching off the inferaction.

In the path-integral approach onto the Keldysh formalism one intfroduces coherent
states which are inserted left and right to the density matrix (labeled by +), together

with the usual fime-slicing procedure.

o(t) = /D[¢+,¢—]<¢\OI¢+(1¢ = 0n))...[64(8)) (64 (8)]e” |64 (0)
x(64(0)|pl—(0)) (9 (0)[e"[¢—(8))...{6 (t = nd)[¢) 2.2)

Note that the quantity (¢ |e~*#¢|¢, ) is just the usual vacuum propagator which is differ-

ent from the path integral average

[ Plo o100 @.3)

due to the fact, that the forward and the backward fields ¢, , ¢ are connected through
the density-matrix factor (¢, (0)|5|¢—(0)) and the evaluation of the trace at non-measurable

fime points.

The evaluation of the trace yields the factor

/ 46816+ (T)) (6 (T)|6) = 8(6+(T) — 6 (T)) 2.4y

which constrains the path integral to those configurations where ¢, equals ¢_ at the

boundary.

From the mathematical point of view one would ask why these two infinitesimal factors
cannot simply be ignored. This is well known: one does not change a function (in the
present example the Lagrange function which is integrated with respect to time) which
makes sense only affer integration, when changing it at a countable set of points. It is

inferesting, because it tells you something about the limits of the time-slicing procedure.
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2 Localization within the Keldysh-framework

Obviously the continuum limit for fime-degrees of freedom is not unique, it depends on
the initial state. If it is unique, it is representing a physical system, whose properties are

independent of the initial state, which certainly would be the vacuum.

However, on the other hand it just reminds you to evaluate the path integral by finding

the regularization you are interested in.

For initial density matrices which can be expressed in terms of an exponential of field
operators, you are just left with a replicated vacuum theory in presence of external
sources. For example if you are interested in a Gaussian theory with a thermal initial

state the action would ook like

' a0\ (e
s=i| at o) o 25
JAC RECITRUDT I |
~564(0)6-(0) = 0(61(T) ~ ¢-(T) 26)

For an infinite time contour, this can at least be evaluated formally by means of Gaus-

sian functional integration

(1) SIS R !
— 2510000 —G7H(t,T) 1

0+InZ
G Ut t)  B6,00y

<¢i¢i>=/d5i (t,t) 5010040 .
250000 —G7H(t, 1)

2.7)

Berges et al. (9) used to work within this + representation. The difficulty within this repre-
sentation is the evaluation of the partition function In Z which should not contribute to

the dynamics.

Keldysh was the first to discover that because of the structure of the infegration contour
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2 Localization within the Keldysh-framework

S = den + Sm (28)
Sayn = S[p+] — S[o-] 2.9)
Sin = f(¢+(0),9-(0)) 2.10)

a rotation in symmetric and anti-symmetric fields

Pyt o

¢Cl_ \/§ (2']-])
_ PO

g = 7 (2.12)

greatly simplifies the structure of the theory. The reason is as follows. As (e*) = 1 per
definition, the averaged dynamical part of the action has to vanish (Sg,,) = 0. The
classical component is up to additive constants directly related to the observable. |If
the dynamical action contains a purely classical ferm, and the related observable
is non-zero, also the dynamical action would be non-zero (Sg,,) # 0 . The rotatfion
(2.11,2.12) just removes such contributions from the dynamical action. Therefore the
dynamical part of the action can not contain a pure classical configuration. Note that

this is not true for the part of the action associated with the initial condition.

Here

<€Sm> = Tl“p = /d¢01d¢q5(¢Q)p(¢cl + ¢q7 ¢cl - ¢q> =1 (2]3)

but in general the density matrix cannot be suggested to be an unnormalized expo-

nential.

Therefore p(¢. + ¢4, 0a — ¢,) depends on the classical field and the integral cancels a

normalization factor.

The normalization (2.13) allows for the expansion of the initial condition:
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2 Localization within the Keldysh-framework

[ d0u(0)p(6(0) 6,(0)) o0 = 1 2.14)
15 (3] = [ d6262p(64(0).6,0)) 0 = (6" 2.15)

According to the linked cluster theorem (87)

1

i [ e p(6u 0a) = 40}, — (6% = (017 + . 2.16)

However, this does not fix any initial correlation involving a power of the quantum com-

ponent.

For this one has to look one step back onto the early time evolution

p(5.6) = / 06, (0)d6_(0)] 6. (8)) (64 (6) 9], (0)) @17)

% (0+(0)|plo-(0))(0-(0)]"* |6 (8)) {4 (0)]
= /dgbcl(O)d¢q(0)6i¢cl(5)Gr_1(5:0)¢q(0)+i¢cl(0)0;1(570)¢q(5) (2.18)

% p(e1(0), g (0))e(Pet@)Ca” (0:0)(Ba(®) bt (0)Ga ™ (06)94(0)

Trough this work ¢ is related to a classical variable, likewise position or displacement.
Beside the labeling, the classical part of the density matrix contains already the full
quantum mechanical information. Obviously the configuration (¢.) = ¢, (¢,) = 0is A
possible classical result of a measurement. Quantum mechanics drops in at non-trivial

two-point functions (¢?%) # ¢

Therefore one can use the parametrization (2.16) and set the Keldysh-component to

zero in the beginning.

Then one can evaluate the integral over the initial classical component via cumulant

expansion
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2 Localization within the Keldysh-framework

p(0,0) =
= 0(0a()G;1(8,0) + Gy du(9)) / A1 (0)e¢aOGT G088) 55 1(0Y, 6, (0) = 0)eer G (0.0)84(9)

= 0(¢a(6)G1(0,0) + G;1¢Cl(5))€i<¢)GT’1(5,0)@,(5)—%qbq(é)G;l(5,0)(<¢2)—<¢)2)Gg1(0,6)¢q(5)+... (2.19)

Hence, if one characterizes an initial density matrix via correlations of a classical vari-
able, the evolution carried out within an infinitesimal time step requires the classical
field to satisfy the classical equation of moftion, while the non trivial qguantum correla-

fions translate into various initial correlations of the quantum component.

The classical phase-space factor §(¢4(6)G, 1 (6,0)+ G, ¢ (6)) may be dropped, because
one may insert the solution (G,.(6,0) + G,(0,6)) ¢(0) yielding an infinite normalization con-
stant only at the first time step, which cannot generate dynamics. This has to happen.
For a pure classical configuration ¢, ¢, = 0 , the dynamical action would be zero. The
integral over e*Sun¢.0 hence is a integral over unity and will diverge. As always working
with path infegrals, one has o single out those zero modes. In the continuum limit the

sum G.(t,t) + G,(t,t) cancels, leaving just an initial §(0).

So for any non-classical, e.g. statistical initial condition, the Keldysh matrix is tri-diagonal,

0 Gt .
Gt Gyl(¢g) Pq

which can now be easily evaluated, by inversion of the fridiagonal matrix.

This is the common way of regulating the Keldysh path integral. However it does not

follow immediately.

For the case of writing down an operator expansion of the density-matrix likewise in the
previous example the initial condition already contains both, classical and quantum

fields.

Applying the rotation (2.112.12) in quadratic (Bosonic) theory, one finds the dynamical
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2 Localization within the Keldysh-framework

action to be

T G—l G—l .
S:z’/ dt(¢d ¢q) « i 2.21)
0 G~! _Gl_(l qu

with G2 (¢, 1) = gé(t)é(t’). The linear constraint, which we don’t write into the action
from now, can be enforced by evaluating the path infegral over such configuration
where the quantum component vanishes at the boundary ¢,(7) = 0. Also the higher
moments of ¢, have to vanish. Therefore this ferm can e guessed to belong fo the

dynamical part of the action.

Integrating out the initial classical field yields a tridiagonal matrix, where the off-diagonal
components and the quantum-quantum component of the action, got an infinitesimal

regularization.

Now the Green'’s function can be easily inverted by means of inversion of the fridiago-

nal matrix with out further normalization factors

GoGrgolG G
(Petjqbersq) = (2.22)
G 0

To summarize, one can ignore about the classical-classical part of the initial density

matrix, because it is a pure normalization which does not contribute to dynamics.
The best way to get rid of it is to perform an infinitesimal evolution step.

Then again the quadratic system is described by a fridiagonal matrix

o0 0 Gt + 1€ ¢cl
5= z/ dat ( ba b, ) (2.23)
— Gl—ie Gy bq

which is readily inverted. We inserted convergence factors which do not alter the value

of the integral as ¢,¢.ie — iepyp, = 0.

The reason is, that G~ has zero values and can in general not be inverted. Without the

e term, one would have to exclude those zeros from the integral, and integrate over the
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2 Localization within the Keldysh-framework

fluctuations, which would also be a possibility.

The ¢ term allows for direct inversion, where (G'+ie)~! = G, , is the usual retarded/advanced
Green’s function, according to the usual response formalism. Through the construction
of fixing the initial Keldysh component via infinitesimal evolution of correlations of the
classical expectation value, this convergence factor also appears within the Keldysh

component.,

For Gaussian initial correlations, Gk (t,¢) = — [ [ G71. (¢, t1) (g (t1) Pk (t2)) G a(ta, ).
This is, because we at least now, that the full action is tri-diagonal, and hence inversion
of the G~ matrix yields (¢, (t)or(t')) = =G, o G 0 G,,.

In addition we extended the time-integration from —oc to oco: first after the evaluation

of the observable, time-evolution can be trivially extended to oo by means of

Tr [6e’mTﬁeiHT] _ Tr[eiH(th) o iH(t=T) éefiHTﬁeiﬂT] (2.24)

. yielding a new constraint at ¢t = co

However, as we already knew, that this deformation only contributes a factor of 1 we

could also keep the old constraint,

Second, the additional unity from —oo to 0 can be inserted by means of

p(6+(0), 6-(0)) = (6 (0)[pl6—(0)) = (6 (0)]e e peMciHo|g_(0))  (2.25)

— (6 (0)]e7 ] (=) (4 (=)™ pe 01 6_ (~8)) (9 ()| ™*]6_(0)) (2.26)
— (6 (0)]e7 ], (=) (64 (0)| e~ e pe= i |_(0)) (6 (=)o (0)) (227
— (6 (0)|716—(0)) {6+ (0)|e™ | (—8)) (9 (=) e |p_(0)) (2.28)

It is then also known, that if Gy satisfies Gx = Gr o Gi' o G4 it can be parametrized
as Gg = Gro F — F o G4, where the Wigner-transformed of F would be called the

Wigner distribution function, which satisfies the equation of motion [-G.', F] = 0. An
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2 Localization within the Keldysh-framework

elementary example is provided within Appendix Il.

Hence, one does not need to care much about the parametrization of the initial state.
Of course one can use (2.2) in general with an arbitrary complicated state, and use
Doi-Peliti-like schemes to derive exact equations of motions for the specific state. How-
ever, from the symmetry of the Keldysh action one at least knows how to include ini-
tial n-particle correlation functions directly into the dynamical part of the action, and
therefore can get rid of the partition function Z, which for example was a difficulty in

theory of disordered solids, where this quantity was disorder dependent.

The big advantage for the dynamical approach is hence, to replace the regularization

(2.19) with one which allows for an easier evaluation (2.23) of the integral.

For theories of disordered solids there is also a second advantage. The perturbation ex-
pansion of the propagator on a single branch ¢, ¢, would need a special normalization-
factor, the so called vacuum diagrams, which include the quantity which is disorder

dependent.

In a vacuum or finite temperature approach one had therefore to average the loga-
rithm of the partition function which needs to be expanded by means of the replica
frick. This always yielded problems with the analytic continuation of some replica in-

dices, in order the evaluate some diagrams.

In contrast the Keldysh partition function always evaluates to unity in absence of sources,
and in the perturbation series vacuum diagrams cancel each other, because it is an
expansion with respect to the difference of the action on the forward and backward
branch Sy, = S[¢+] — S[o_].

Also interacting theories can be treated efficiently with the Keldysh method.

First of all the dynamical term for the two-particle intferaction would be

V =niny —n_n_ =ngng + ngng 2.29)
Nep = ¢cl¢cl + ¢q¢q (230)
Ng = 20¢Pel .31
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2 Localization within the Keldysh-framework

The term to describe an initial 2 particle distribution would hence be

/ / 1y, )5 (s by, Vg, 1) = / / D, )0, )5 (2, 1,5, )by, Db, 1)  (2.32)

, because it is the only one which can not be generated from a Hamiltonian quantum
evolution and does also not affect the normalization of the path integral.

We will later see, that averaging a quadrafic theory will yield to a ferm of similar struc-
fure, however with an additional factor i. It is hence fair fo say, that time evolution
within disordered potential is at least technical similar with time evolution in presence

of non-trivial two particle initial correlations.

Like in vacuum or finite temperature field theory, one may show that the 1-particle

propagator satisfies Dyson’s equation

( T ) =6t —t) (2.33)

where the Self-energy X is believed to share the spectral structure of the 1-particle

Green’s function, and calculated from the usual fruncation rules.

After Wigner-tfransformation and additional Gradient expansion this happens to be the

Boltzmnann-equation.

Also the Bethe-Salpeter equation for the 2 particle Green’s function can be generalized

0 D'-I, Sk S 10
( )( ) =0o(t—1) (2.34)
D' -1, Ik S 0 0 1

where D is the free irreducible density propagator, and =« the self-energy part of the

ireducible 4-point function with respect to the free propagator D.

Equations of this type follow from an expansion of the action in terms of the density

modes. Frequently equations of this type are examined to discuss many-body localiza-
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2 Localization within the Keldysh-framework

tion.

However for the previous approach, the two-point function is of greater importance,
as for vibrational excitations in glasses, the experimental observable which is frequently
investigated is the dynamical structure factor S(x,x’,t,t') = (pa(xt)pa(x't')). FoOr sound-
waves, the density is (Up to a constant) just the divergence of the displacement-field

p =V oi+ py, and hence it is sufficient to study the dynamics of the two-point function.

2.2 Sound wave action

Throughout this work we are inferested in the dynamics of the displacement field u(x, ¢)
describing the deformation of an elastic continuum at position x and time ¢. We want
to rework the theory of localization, e. g. the instanton formalismm of Cardy, and the

usual non-linear sigma model for this kind of waves.

For sake of simplicity we will start out with a single kind of sound-waves, e. g. longitu-
dinal phonons V x u(x) = 0. If u(x) is a real valued displacement operator, the energy

operator of the sound waves would be

H= %/ddﬂf (*V o ta(x)V o (x) + #(x) o 7(x)) (2.35)

, where TI(x) would be the canonical momentum operator # = (r,, w,, 7.). (The density

of the elastic medium has been set to 1).

The time-slicing procedure would be insertion of eigen-states of u(x) right to the evolu-

tion operator, and eigenstates of I1(x) left to the evolution operator.

The fundamental axiom of quantum mechanics states (7 (x)|u(x)) = e®°ux), where we

also set h = 1.

So
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2 Localization within the Keldysh-framework

(e ]1) = exp {1 / 3Tl ou — % / d'z (Y o u(x)® + [r(x)[?) 8 (2.36)

After time-slicing and continuum limit one gets the action

AV ou(x,t)? + |r(x,t))?
2

S = /dtddx {H odu — 2.37)

on each branch.

In the Keldysh description the momentum-field can readily be integrated out leaving

an action in terms of the real valued displacement field

S = /dtddxu(x, t) o (=0 + FA)u(x,t) (2.38)

| —

on each branch.

Initial correlations of the momentum-field can be ignored, because it is a pure regular-
ization. Keeping those terms rigorously would just translate into a modified inifial corre-
lation of the displacement field. This is the great advantage of the Keldysh-description
for dynamical purpose. Initial correlations (regularization) can be replaced (ignored)

with some which make the evaluation of the path integral more feasible.

We elaborate this regularization further for the case of a thermal initial state in the one-

dimensional example

5= e=BH _exp [—gfd:c (O,t(x)? + 7 (z)?)]
Z A

(2.39)

This may be included by adding a Matsubara branch at ¢t = 0, infegrating the action

within imaginary time direction. Then the Keldysh-component would have been set au-
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2 Localization within the Keldysh-framework

1
tomatically to G = 5 coth (@) . which is the outcome of the Matsubara summation,

as performed in (87).

However, we can also try to include this directly onto the the Keldysh contour

exp [—2 [dz a(z)? + 7(x)?
plas 0, -0) = [ e 0) (O 0 e, 0 22 2T TLCHEP LT,
(2.40)
exp [—i00,u(0)7(0) — £ (Opu_Ou_ + momy
:/d7T+<O) p[ 00 (0) (O) Z2(8 % + )] 2.41)

2
exp [—%atu+8tu+ — gamu_amu_ + const.

= 7 (2.42)

The temperature factor is related with the small time-step. Hence one sets g = §5’

yielding

exp —g (B 1Oy Opuy + BOpu_0yu_) + const.

7 (2.43)

Clearly (2.43) is a linear evolution factor, With this one can calculate the limit

lims_,o(uq(0)uq(0)), which determines the initial Keldysh component through tridiagonal
inversion.

Setting 0 = 3, would immediately restore the Boltzmann factor with the initial classical
sound wave energy.

Again, the initial normalization can be killed integrating out the classical displacement
fields and the full momentum field (the p’-factor is included into the derivatives for the

moment)
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2 Localization within the Keldysh-framework

exp [—é {((@lm) + (azucl>2) + ((atuq)Q + (&cuq))} — 6 (Opue Oy — Oyt Opty)

2
/ducl(O) 7
(2.44)
) olor +otor  —dlor + oLor Ugg
exXp D) < Ue  Ug )
—0/0; + oLor  (0io) + 0Lor) u,
- / it (0) ~ (2.45)
e (ko + dbon)® — (dhoy + 0Lan)®
= exp [§/d Ty, (O10F + 2Lor) Uq (2.46)
B 5 [ , (—ww + k2)2 — (ww 4+ k2)°
= exp [5 /d kdwdw'ug(w, k) (o £ 1) ug (W', k) 2.47)
_ ) 4 , ww'k? ,
= exXp |:—§ / d*kdwdw uq(w, k)muq(w s k):| (248)

One has to think about the allowed frequencies.

For the non-interacting sound wave system, the Keldysh partition function is a product
of wave number dependent exponentials. The initial factor is Gaussian distributed with

the quantum field, inifially the quantum component has zero expectation value.
Hence for the classical frequency w(k) = ck the action is zero, and no quantum evolu-
fion is carried out, u, = 0 automatically.

For non-classical frequencies u,(t/h) = 0, due to the evaluation of the trace at the
boundary, hence w, (k) = ck(1 + T).

)
Hence quantum mechanics drops out in the limit of large times or large temperatures.

Evaluating the the Keldysh parfition function yields

} : B 1 WnWmk? 1
— (tar(wn, k)uier(wm, k) = 2 an w2 — k? 4 i€ (wpwm + k?) w2, — k% — ie (2.49)
1 Z Bk? 1,

In order to have a finite classical correlation function, the small § factor has to be iden-

tified with the regularization factor € of the dynamical Green’s function
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Sayn = Sluy] — S[u_] 2.57)
L[~ 0 —0? + A +ie Ugl
5 [ ate (g ) e 2.52)
—o0 =0} + A —ie € [ dww coth(T)e“"t U,
and hence

Fuw
1€k COth(ﬁ—) v Coth(ﬁ—hw) w=ck
o —12— = = 2 2 (2.53)
R w A ck

(ue(w, k)ug(w, k)) =

Note that the appearance of the frequency-factor in front of the hyperbolic cotangent
is due to the use of the semi-classical expansion. In the secondly quantized picture, this
factor is canceled by the normalization of phonon creation and annihilation operators
at o L, and hence the normalization of the phonon coherent states.

Vw

In general this is a very difficult method to determine the initial thermal state.

Within the Keldysh prescription this can be omitted, by infroducing an generic e. Q.
anharmonic interaction and calculate the self-energy correction to linear order for ar-

bitrary states.

Then the equilibrium density matrix is determined from the requirement that these cor-
rections have to vanish, which for Bosons yields to the Bose-factor with undetermined

factor.

In any case, an arbitrary state can be infroduced using the tridiagonal inversion proce-

dure.

2.3 Keldysh action

For scalar sound waves the dynamical action is hence given by

37



2 Localization within the Keldysh-framework

Sayn = Sluy] — S[u_] (2.54)
1 ) 0 —0? — 02$V o —ie Uy

= Q/dtdt d%x Uy U o) (255)
—0? — 2VV o tie Gt u,

where the Keldysh component G! accounts for the initial 2-point function. % is the left

acting gradient operator u o % =Vou

If one wants fo add for example an initial energy-correlation function, which is a special

kind of 4-point function, one would have to add the tferm

/ / u) (x, ), (x, 1) D7 (x, t; yt'ul (yt')ulj (yt)) (2.56)

, because it is the only one which allows for a conservation of the Keldysh partition

function (equals 1), but cannot be generated by a 4-point part of the Hamiltonian.

The same term would be generated, by attaching the elastic medium to some kind of

external heat bath (90). Here ® would be called the spectral function of the heat bath.
Now to the disorder.

It is very well established, that the vibrational degrees of freedom of a glass, can be
phenomenological described by a set of randomly distributed systems with spatial de-

pendent force constants.

It needs not necessarily be Gaussian, however modeling a glass, it should be spatially

independent on average.

So we infroduce an arbitrary statistical weight P[¢?(x)] with
Y PlEx)E(x) = ¢ 2.57)

. and arbitrary higher correlation functions. If its Gaussian then only the second irre-

ducible correlation function
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Z Pl*(x)] (P(x) — ) (P(y) — &) = K(x,y) (2.58)

is different from zero.

Therefore, one has to calculate observable quantities from (2.55), with arbitrary ¢*(x),
and average them over all configurations. This limit is believed to be exchangeable,
average the diagrammatic series for a certain observable first, and then fry to re sum.

In the Keldysh-prescription this can be done immediately.

In vacuum or thermal field theory the path integral always contains a possible infinite
phase factor e which is included in the normalization of the partition function, depend-
ing on the Hamiltonian and hence the statistical fluctuating quantity, which needs to

be taken intfo account.

In Keldysh theory, this factor will be always canceled by the same on the backward

branch e~ , and no disorder dependent normalization occurs.

Therefore the stafistical average over the Keldysh partition function can be done im-

mediately via cumulant expansion (89, 87)

Z P 7,c (x)(Voug Vouy) (259)

202 JuciDug—5 L [K xy)(VouClVouq)(VouclVouq)+§ IS K(_?);(x,y,z)(VouClVouq)(VouClVouq)(VouClVouq)—i-...

= (2)

where K !is the inverse n-sound velocity correlation function.

Therefore a theory of disordered phonons is a free theory, subjected to the disorder

induced interaction

o n

Sais|Uel, Ug) = Z K(Ts H / ddxzdt Vi, 0 Ug(X;, 1)V, 0 ug(X;, 1)) (2.60)

. For weakly correlated disorder, this series can always be truncated at n = 2, which
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2 Localization within the Keldysh-framework

however has the problem of allowing for imaginary sound velocities, which is believed
to be unphysical. Recent investigations showed, that there is no difference between a
Gaussian and a truncated Gaussian distribution, as long as the fluctuation of the sound

velocity is not to large (43).

To second order the theory is structural similar with the theory of phonons which couple
to a heath bad, the dissipative quantum tunneling problem (90). However, due to the
extra factor of i the real and imaginary part of the spectral function would have been

inferchanged, and there is no fime correlation.

2.4 Instanton approach onto localization

Up to Gaussian order in the disorder term the path infegral one has to solve is

/D[uq, uq)e™ (2.61)
i 0 —0? + A + i€ uy
1S = §/dtdt,dd$ ( ug u, ) (@)
—02 + A — e G ! u,
—% / dtdt'd"z (V o,V ouy),, (Vou,Vouy),, (2.62)

where we infroduced the so called disorder parameter

Kx—vy)=Lléx—7y) (2.63)

., describing the range of the local fluctuations of the squared sound velocity.

A saddle-point approximation of an ordinary integral over an exponential assumes that

the exponential can be written into the form

NI 2.64)
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with NV a large number. Then the exponential factor is strong oscillating and the integral
is dominated by the stationary-points of f(z), while corrections can be shown to be of
the order 1/N. However this is not true for the expression (2.62). The disorder part is of

the form

[N

—3f(x) (2.65)

. a factor which is dominated by the minima of f(x) as long as « is a large number.

In order to identify some expansion parameter think of the following. Scattering within
a static potential cannot change the energy/frequency of a sound wave. The same
holds for the weighted average over individual static potentials. Hence locally 0,u « w

holds. The disorder part of the action hence scales according to

e~z (0D)" (2.66)

. where ~ has moved to the denominator due to the scaling fransformation v = 7—%@.
Hence in 3 dimension a simple saddle-point works for frequencies large with respect 1o

the disorder parameter.

Clearly if w falls below the disorder-parameter no simple saddle-point applies. This would

e a strong coupling theory.

On the other hand if the frequency of the sound wave is large, it is scattered between
large fluctuations of the sound velocities, there will be regions of large fluctuations of

sound velocities substantially lower then the statistical average.

For such configurations the exponential would be like

e ™ (2.67)

. which tells you a simple saddle-point will in general work for frequencies large with

respect to the disorder parameter.
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2 Localization within the Keldysh-framework

Minimizing the action with respect to the fields v,, u. at finite time-contfour yields

T
i (—8,52 -+ czA) uy =1V [(/o dt'V ou,(t')V o ud(t’)) Vo ud(t)] (2.68)

T
i (=0} + A)u, =V [(/0 dt'V ou,(t')V o ud(t’)) Vo uq(t)] (2.69)

First of all, if one seeks for a solution with u, = 0, the above equations just reduce fo the

ordinary classical wave equation
(—6? + C2A) u; =0 2.70)

This is no accident as another global prefactor is % which we set to 1, hence the high
frequency expansion also incorporates a semi-classical expansion, which for a non-

inferacting set of harmonic oscillators is known to be exact.

Note that for configuratfions of zero quantum component, the evolufion on the forward

branch equals the evolution on the backward branch u, (zt) = u_(yt).

For observable quantities this equation must always be satisfied as

uy(t) =Tr[ap(t)] = Tr[p(t)a] = u_(?) .71
) = %(qu fu) = %ud 2.72)

1 1
0= §(u+ —u_) = —2uq 2.73)

So the classical field always corresponds to observables (up to additive vacuum con-
stants). For an observable quantity, the expectation value of the quantum-component

has to vanish.

So what does a non-zero u, mean? First of all, one has to remember that the saddle-
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2 Localization within the Keldysh-framework

point solution is different from the exact expectation value of the field. If u, is different
from zero it is guaranteed that the exact expectation value (u,) = u, + O(1/w) will be

reset to zero by the higher corrections.

To explore the meaning of the quantum component one has to remember about the
fime slicing procedure. Here u, (t) is always one time-step ahead of u_(t). So within

fime slicing the correct equation would be

w,(t — 8) = Tr[ap(t)] = Tr [p(t)a] = u_(¢) (2.74)

which reduces to (2.71) in the continuum limit.

Therefore it is clear that the anti-symmetric combination u, (t) — u_(¢) should be inter-
preted as u, (t+96)—u_(t) whose expectation value is proportional to the time derivative
of the displacement field times an infinite small regularization factor, which can be can-

celed f.e. by Gaussian functional integration.

Hence non-zero quantum components within a saddle-point approximation contribute
to correlation functions, which in the present theory comes from a finite action, and

only have to vanish at the single instant at boundary u,(T") = 0.
One can read of a possible saddle-point solution seftting u; = u = iu,/6(¢) (quantum
component has been chosen in order to satisfy a causal evolution equation) yielding a

single equation for the real valued displacement field:

(—af + (2 -3y /t dt'(V o u(:p,t'))Q)A> u(z,t) =0 (2.75)

—00

This is a classical theory of localization. If there is a region where a finite imaginary strain
condensates, this yields to a region whose sound velocity is substantially lower than the

average of the material.

The most interesting thing is the factor of 3 in front of the disorder parameter in equation

(2.75). On the level of the action the the force constant is
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2 Localization within the Keldysh-framework

A(x) = (& —y(Vou)?) (2.76)

., which differs from the sound-velocity by the additional additive term 2v(V o u)?Au.
This term describes the amplitude shift of a phonon moving in the spatial varying force-

constant landscape.

According to classical wave mechanics, wave propagation from the region with low-
ered sound velocity, into the region with the average higher sound velocity will be sup-
pressed, yielding a positive ratio A(u); o« (u)?.

(2

Equation (2.75) is believed (15) to be safely replaced with the frequency diagonal

(w?+ (¢ =37V ou(w,z)Vou(w,z)) A) u(w,z) =0 (2.77)

yielding

w2

Au(w,z) = — (2 =37V ou(w,z)V o u(w,z))

u(w, x) 2.78)

A(U)Z
(w);

0. The corresponding force-constants are (¢> — vV o u(w,z)V o u(w, r)), which can be

Localization happens if > 0, which is equivalent with (¢ — 37V o u(w, )V o u(w, 7)) <

positive anyway.
In words: Localization happens if the local variation of the force-constant falls below

" 2 .
the critical value gc2, where ¢? would be the average force constant in absence of the

non-linear memory-effect.

In the latter we show, that equation (2.75) necessarily yields to such local critical be-

havior.

A phenomenological solution of the real-time integro differential equation (2.75) can

e developed as follows: Consider a classical solution to the wave-equation u, = 0
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2 Localization within the Keldysh-framework

which is located at position xo at ¢t =0

uy = ucos(wt — kx) 2.79

. As it is a classical solution it has the average sound velocity of the material ¢ = |%| At

short fimes below the first period ¢ « 2 the integral in equations (2.682.69) can safely
w
be neglected, because it does only produce fime-oscillating corrections which should

not contribute to a long time steady state, likewise localized standing waves.

Hence knowing a classical displacement at the position x¢ at ¢ = 0 to zeroth order in

the disorder parameter ~

ug) = ucos(wt —k ox) (2.80)

iuff) = ucos(wt —k o x) (2.81)

solves the instanton equation with non-zero quantum component, but only for positions

reachable without disorder corrections from the integral hence for w|x — xo| < 2me.
Now insert this into the equation (2.75) and integrate over the first period.

Within the second period n <t< am the sound wave satisfies a wave equation with
w w

lowered sound velocity

3
(—03 + (¢ - §vk2<lu“’\2>o<t<2w/w)A) u® = 3y K / Vou?Vvo u<2>) Au] (2.82)

Again this can be solved by neglecting the integral first, yielding (2.82) with again low-

ered sound velocity, within the third period.

In order to have frequency conservation throughout the different fime periods, the ever

lowered sound velocity has to be compensated by a ever shortened wavelength.

This can be iterated so forth, until the sound velocity reaches the critical value zero, and
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2 Localization within the Keldysh-framework

also the wavelength has gone to zero; wave propagation has stopped.

One can start of symmetrically with an wave from the opposite site which will stop at
the same point. The function which has been produced this way can be guessed 1o
have an Gaussian envelope.

Figure 6.1 just shows an possible outcome of this procedure.

Note that the effective wave number of this function is not k but (k) = % > k™, where
N is the index of periods. In terms of the plane-wave propagator the peak will hence be
shiffed towards larger wave numbers. This approximation of the memory kernel can be
thought to become exact in the limit of large frequencies, because the time-difference
between u™ and u**t!) becomes infinitely close. Also for large frequencies the integrall

becomes,

T—0

lim = [ def(t) ~ lim 7 (1) (2.83)

can safely be replaced with its integrand, yielding just equation (2.77).

Note that the other possible instanton solution u;, = —u,, yields fo a raised sound velocity,

hence a raised wavelength, which is not capable of localizing sound waves.

Finally some normalization condition has to be chosen, in order to obtain a unique

solution to (2.75).

As stated above, any propagating wave-like solution has to property of confinuously
decreasing the sound velocity within a fixed arrow of propagation. At the critical point

T
(* —=3yVou(w,z.)*) =0 (2.84)

. the Laplacian of the wave-function changes its sign, Au(w, z. £ J§) < u. Hence for a

confinuous second derivative, the Laplacian at the critical point must vanish:

Au(w,z.) = 0. Reinsertion in eq. (2.75) yields u(z.) = 0, which tells you that the critical

sound-velocity has to be reached at a node point. Depending on the sign of V o u,
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2 Localization within the Keldysh-framework

z. divides the wave-like oscillating region Au(w, |z| > |z.|) = —|c?(u)|u, from the critical
region Au(w, |z| > |z.|]) = |c*(u)|lu where no further oscillations appear. In the critical re-
gion, the sound velocity decreases monotonously until the force constant reaches the
critical value 0. A further cut-off has to be included in order to render force constants
positive. If the theory is represented in terms of plane waves, this means a cut-off wave-
number ¢ — vk2, . |[u(k.q.)|? = 0. Such cut-offs have to be provided by the higher order

terms in the cumulant expansion of the probability distribution of the force constants.

It is now fair to say, that within this argumentation it is phenomenological understood,

that equation (2.75) is capable of localizing sound-waves.

Of course solving a non-linear integro-partial differential equation like (2.75) exactly is

quite difficult. We will performmn some numerics on this equation in section 3.

At least the frequency diagonal approximation is easily solved by means of the Runge-

Kutta algorithm, also performed also within section 3.

5 L] L] L]
4} | .
localized soundwave ?
3t ]
~2 | ]
ke’

3] i i
0t ]
-1k ]
) : : .

210 5 0 5 10

Figure 2.1: A typical state which would be obtained, by iterated forward integration of
the instanton equation (2.75)
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2 Localization within the Keldysh-framework

We discuss the one-dimensional example. Introducing v = d,u yields the system

. As depicted in Figure 2.2, integrating this system numerically with initial velocity v = 0

and small amplitude yields to a function of exponential envelope.

This is because the right hand side of

290202 = wu + (2 — y?)0u
is positive as long as the sound velocity is decreasing. (For v = 0 locally and local wave-

like solution the right-hand side is %QU yielding a monotonously decreasing enveloping

function. )

2.5 Green'’s function

From the structure of the quadratic theory (2.55) it is clear that the retarded Green'’s
function of the displacement field, which is the inverse of —9? + ¢*(z)A + ie is just the

quantum classical correlation function
Gi(at,yt) = () = [ Dl ugJul (at) ) )e™ (2.85)

As always in mean-field theory one expands the action up to quadratic order
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Figure 2.2: Runge-Kutta solution to (2.77) with v(0)=0,u(0)=0.3
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2 Localization within the Keldysh-framework

S =50+ S + S3+ Sa (2.86)

with

. 1 0 G+ 7$(V ouVou)Vo u
15025//(uT uT)

Gt +7$(Vouvou)vo ’y%(vouvou)vo u
(2.87)
» 1 0 G+ ~ﬁ(v ouVou)Vo duy
%= / / (Su,6uy)
G+ 7$(V ouVou)Vo (G Yk du,
(2.88)
+% // (mﬁ(v ouVou)Voduy — 5uﬁ(v ouVou)Vo 5uq) (2.89)
1S3 = —’y//(v odu,Vou—iVouVoduy)Vooiu,Voduy (2.90)
1Sy = —% / / Vo déu,Vodu,Vodu,Voduy 291

The term (2.89) arises due to the normalization logic of the Keldysh integral an can be
set to zero (compare with (2.21)). If it is kept rigorously, by inversion of the full 2x2 matrix,
it is found to cancel reducible contributions of the quantum component to second

order on the level of expectation values.

One should not worry about the finite action S, appearing, because it might not be
tfrace conserving. Of course the average of the remaining part of the action with re-

spect to the shifted field must restore the Trace-conservation:
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2 Localization within the Keldysh-framework

(So+ S2+S5+S54)=0 (2.92)

Now for the evaluation of the Green’s function to quadratic order in the fluctuations.

One should remmember that the fluctuating fields have the constraints

(Sua(x,T)) = 0 (2.93)
(Suy(x,T)) = 0 (2.94)

which need to be taken into account evaluating the path integral

G (xT,00) = (u(xT)ul(00)) (2.95)
_ /D[Ucl, uq]eiS[u] eiéﬁG_l(uu)zﬁL (2.96)

Obviously for times at the boundary T the quantum component has to vanish.
Hence it can be expanded within a Fourier series u(xt) =) ug(x)\/;sin(%t).

Then the same expansion holds for ju, and du,.

So in frequency space (2.85) becomes a product of discrete frequencies

GU(xT) = / Dl ug) [ Ty (eT)u(00) [50orlet [0t G (2GR0 | (2.97)

The Fourier-transformation of

: (T : ar (Qisin(wT) — T)) + 2
/dtemtsm(wt)@(T o t) _ %A dt(ez(ﬂ+w)t . 671(97(4))15) — iezQT ( ZSID(W ) Q;U_(C::i(w )) + w>

yields a separation info the quantum (short time oscillating functions) and a classical
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2 Localization within the Keldysh-framework

(independent of time at large times) part. Obviously, continuation of the discrete fre-
quency w, to continuous w is equivalent with the long time limit, which is also the classi-

cal limit.

Obviously within the frequency diagonal instanton approximation, the integral becomes

a product over the frequency dependent factor

1=T[1=T] / Dltta(en), 1ty (w0 2.98)

and the Fourier mode of the classical Green’s function is given by
G (wx) = /D[ucl(wn), g (wn) 0y (xw)ug(Ow)eiS[u"(w)} 2.99

In a light scattering experiment, the strain V o u is coupled to some external source field

E(t) = &e™', which adds the term [V o u,(w, z)&, onto the action.

Then the linear strain response to such a perturbation is given by
Im [AG, (w, x)] (2.100)

. Therefore it is clear that ImG,.(w, x) is the local density of vibrational states.

First, the finite instanton action S;[u(w)] contributes an exponential pre-factor e~ %)l to
the local density of states. This may be estimated as follows. Using the equation of

motion (2.75)

iS[’y:O,iuq:u,ucl:O]:/uo(—83+02A)u:—’y//VouVouVouVou (2.101)

one can get rid of the traveling wave fterm, yielding
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2 Localization within the Keldysh-framework

iSo(w) = 1Sy, iuy = u, uq = ul :/UO(w2+c2A)u+%/VouVOuVouVou (2.102)

= —%/ddx (Vou(w,x))! (2.103)

. Again we applied the frequency diagonal decoupling of the disorder term.

If instantons are happen to be “traveling” waves within the region of localization (but
with a sound velocity modulating its self to zero via a nonlinear effect), a wave-like

ansatz
u(w, x) = u(wx) (2.104)

will be sufficient. Additionally the disorder parameter and frequency can be scaled out

of the instfanfon equation via u(wx) = L11(u;x).

Na
Again within the frequency diagonal decoupling, the disorder term the intfegral be-

comes

C4 wd 4 d

S = ——— Ak (k) p* (k) ~ —— —— A (2.105)
o(w) 25 00 ) iy p~(k)p™(—Fk)

. Here we used the wave-number representation of the integral, because it is the most
natural way of infroducing a cutoff for large deformations yielding negative sound ve-
locities. In addition we restored the density of the elastic medium. By this we established

a field theoretic derivation on the Lifshitz argument (47).
Next to the response function.

The Green’s function is fri-diagonal and can readily be inverted
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2 Localization within the Keldysh-framework

A wl 5
o, A 0 GY(w,x)
(Ou(w, X)ou;(w, X)) = e 27 P (2.106)
(G (w.x)" [, G o (G im0 (GIY)*
G (w,x) = §ij(w? +ie + (¢ — 3yp(z)H)A)) ! (2.107)

Note that this is an advantage in comparison to the replica calculation (15), where one

has to think about possible 0 states of the replica matrix.

The dynamical structure factor happens to be

S(w,x,y) =V, 0V,Gkg(w,Xx,y) (2.108)

which contains, the hyperbolic cotangent of the free Bose system.

This is the weak point of the “normalization-free” paradigm of the Keldysh formalism. If
you consider the state of the system in presence of disorder to be a thermal one, the
initial correlation of the thermal state has to be calculated within a field theory, whose

normalization will become disorder dependent.

On the other hand, as V o VG, , is just the linear response function for an external po-
tential which couples to the density perturbation. Therefore (u.(d)u(0)), can also be
determined from the experiment.

It is accepted through the literature, that localized and extended states can not ex-
ist at a common frequency, otherwise the localized states can become extended. If
you want so, the order parameter of the classical localization fransition is the quantum
component u,(w) which has to vanish at the critical frequency u,(w.) = 0. So the density

of states can be guessed to be composed of 2 parts:

(W) = guin(W?)O(W? — wW?) + Groe(w?)O(W* — W?) (2.109)
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Note that g, (w?) within this approximation is just the density of states of the free system.
As these states conftribute to transport properties like the thermal conductivity g, (w?)
has to be normalized to satisfy, f. e. the Dulong-Petit law. The same normalization factor

should be given fo g,,., due to the correspondence g, = Jioc|u=o-

Then, if localization happens for frequencies lower than the Debye energy, on which
both density of states have been normalized, something has to happen with the prop-

agating part in order to render the fransport properties unchanged.

One possibility is the existence of an additional scattering mechanism, which shifts the
states of the free system towards higher energies. Clearly corrections achieving this,

have been calculated extensively through SCBA and CPA methods, which will produce
(corr); 2

an anomalous excess in “b—(o;)
gvib(w )

the exact localization threshold w?.

. Hence, the Boson peak frequency is a preliminar of

2.6 Corrections

Of course the perturbation theory of the model is of ¢*-type. As the propagator of the

ctw?

— - A
theory has the instanton factor e 27¢*po in three dimensions, all diagrams in the "deep
4. .3
localized regime” 1 « “

53 A are exponentially suppressed.
Y€ Po

The fourth order term is well known. The retarded advanced self-energy in Born approx-

imation will be

BB (w, q) = —ivq” Y Garl(k,w)(k — q)° (2.110)
k

and the propagator G, ) will be replaced with the full propagator
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Gr,a _ e—So(w)(w2 + (1 _ 37p2(w,x))A + E,.’a(w,l‘))_l @110

p(w,x) = Vou(w,x) (2.112)

. We reduce perturbation theory to an elementary stage, by modeling the sound-

velocity landscape by a Gaussian distribution ¢ = 1 — e . which replaces the prop-

agator (2.111), with

6—50("-’)
Gra = ; ] (2.113)
w? e — (1 = 3 -)k? + X a(w, k)

In case of low frequencies 3% < 1 we recover the familiar self consistent born approx-

imation.

This neglects about the so called crossed diagrams

D) = i A(AG, 0 AG, 0 AG,) @14
~ i’yq2E(Born)(W) /ddkl k2 |2
e (w? +ie — (1 — 342)k2)

cpo

(2.115)

., which for guantum mechanical waves scattered in a random potential yields to the
weak localization effect. Due to the absence of the k - powers which come from the
correlation of the elastic energy, the electronic crossed self-energy is infrared divergent
below two dimensions L(¢7055) % One has to treat these IR-divergences by means of
the perturbative renormalization group, which yields a Thouless like scaling scenario (1),

proving that for quantum mechanics all states are localized below d = 2.

In contrast, the corresponding diagrams of the elastic mediums are finite within the
infrared sector, and possible UV-divergences are safely regulated by introducing a lat-

fice, which for phonons is just given by the mean spacing of individual particles.
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Then on the low frequency/ plain wave side the self-energy evaluates to

Z(crass) x ’72(,02(1

(2.116)

. which assists the instanton in a frequency dependent modulation of the sound wave.

However the instanton confribution is independent of v, hence the irreducible self-

energy part is negligible with respect to the instanton in case of weak disorder. Also

this frequency dependence can not affect the Boson peak, which comes from a static

renormalization of the sound velocity through the SCBA. In contrast no static renormal-

ization appears from (2.116).

On the other hand at large frequencies beyond the localization threshold the Green’s

function is safely given by

c'w
— 3 A
2 poe 27v¢’ po
3wik?

yielding

3w’

d
€ Po

——A
E(cross) x ,}/2 e 2703p0

wd

which vanishes at large frequencies.

Additionally the Keldysh self-energy

Yk =7V {uquq)V? = VSV

2.117)

is just related to the dynamical structure factor and can be used to construct the Boltz-

mann equation.
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The third order term is in charge of contributing deviations to the instanton function.

(6uy) = i{duy) = 27G, G, + O(¥?) (2.118)

So in general mean-field theory is well established in case of large frequencies, while

small frequency deviations can be calculated for small v. As the instanton factor van-
4, .3
ishes ———
273 po
order.

A <« 1, the propagator will be of sound wave type and destroy short range

2.7 Non-linear Sigmma Model

The Keldysh-action

1S =

N | .

/dda:dt [u, 0 (=07 4+ cA +ie)uy +ug o (=07 + cA — ie)uy] (2.119)

—g / dt / dt' dwV o u,()V 0 ug(t)V o ug(t)V o u,(t)

is naturally of the same structure as the one studied by Stone and McKane (52) in their
ground breaking non-linear Sigma model approach to localization in electronic sys-
tfems.

This is because electrons start to move diffusively in presence of weak disorder, and
the quantity which describes the localization fransition is a short range density-density

response function

$*¢* x G,G, (2.120)

. Hence McKane and Stone started their discussion from a path-integral representation

with two degrees of freedom, referring to the retarded and advanced channel, but
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used the replica expansion for both channels, instead of referring to the special kind of
Keldysh contour.

The reason is, that they worked with an action for the sum of the retarded and ad-
vanced Green'’s function, while the Keldysh-action operates with the difference, and
hence is normalization free. Therefore also their disorder term is a quadratic average of
the replicated combination ¢ + ¢? , while the complete Keldysh action is build up from
2 — ¢* without additional replicas.

In ¢* theory G, G, is the quantity which contributes directly to the instanton, describing
localization as we found in equation (2.118).

As usually the theory is reformulated in terms of the strain correlation by means of the

Fadeev-Popov identity

Sp =iTr[Aap(Qpa — Voug(t)Vouy(t))] (2.121)

with the Keldysh matrices

0 Aa .
A= o=| @9 2.122)
Ar Ak Qa 0
yielding the action
1 (-1 7 :
§=5Trn [Z(GO AVO)] 20[Q00-y @ + Qubmy Qu] + I TY[AQ)] (2.123)

The small tr just refers to the space-time integration, the large Tr refers to the additional

matrix-trace. Multiplication of space-time operators automatically means convolution.

One can use projectors in order to write the mass term in form of the usual square,
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T l + l a l T
PO = P11 D12 Qr Q _ P1@k +p12Qa P11 @ (2.124)
P21 D22 Q. 0 plka +p22Qs P2aQ@r
QPT _ Qr Qr p1£1 pi"z _ Qkph + Qrp£1 Qkp7£2 + QTpEQ (2.125)
Qs 0 Py Dao Qapt:
The mapping
a 0 0 1 ,
o = O e (2.126)
Qk Qr 10 Qa 0
r ” 01
On Qr Qk _ Qr Q 2.127)
0 Qa Q. 0 10

achieves matrices with the structure of the Fermionic Green’s function/self-energy, which
could be of great help, if one likes fo compare this expansion with the Keldysh Sigma

model for the disordered electrons.

The mass term of the theory can be written into the matrix form by means of
(2.128)

20[QQr + QuQ] = STH(Q]] = STHIQ3]

Variation with respect to (Q and A yields exact equations of motion for density and self-

energy
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vy 2.129
@ =il o) 2129)
(s} = ~2098(x ~ ¥)(Qr.) @130

(Ay) = 2.131)

Note that these equations of motion do not fix the Keldysh component of the self-

energy field and also not the Keldysh component of the Greens function.

The identification of the self-energy operator in Dyson’s equation with the average of
the A ghost field, is equivalent with replacing the average over the resolvent in eq.
(2.129), with the resolvent of the average. This is again the self-consistent Born approxi-

mation.

= k* w2
AT‘ = ’7/00 dk—WQ +i€+62k2(1 —AT(CA))) N,ycz(l —AT(W)) (2]32)

A (w) = yw?(1 —A,) (2.133)

The approximation (2.133) gives the self energy within the form of Wigner’s semi-circle,
which refers to random matrix eigenstates. The density of states in self-consistent Born
approximation has been subject to intensive investigations (80, 67) and will not be dis-

cussed within this work.

The exact equation (2.130) states that A is a linear field in the disorder parameter, while
for small v, Q is a field of order 1. Therefore, deviations from this saddle-point render the

action as a power series in v

61



2 Localization within the Keldysh-framework

Teln(iG;! — iVAV — iVAV) = Trin(1 + T_lﬁTstAV) — iTr [QoA] — %Tr (Q5A)] + ...

2.134)
S~ S — %Tr (@A) — Iepos) + %Tr[éAcSQ] AT Q1) Q1) (2.135)
- %Tr(Q(SA)Q - Ireioq) + %Tr[(SAéQ] 2.136)

as an expansion with respect to the A field is an expansion with respect to ~.

The source term in equation (2.136) can be integrated away as follows. The second

order within the self-energy field has to be brought into the quadratic form:

Tr [(Q5A)?] = Tr [SAQQSA] + Tr [[5A, QIQSA]. (2.137)

The last ferm has to vanish, as it is the product of the trace full Q§A and the trace-less

commutator, hence the second term should vanish, we evaluate this:

Tr [(AQ — Q5A) Q5A] = Tr [JAQQSA] — Tr [QSAQSA] = (2.138)
Tr [(QSA)(5AQ)] — Tr [(QOA)(QOA)] (2.139)

Evaluation of the frace in detail yields

Tr [(5AQ - Q(SA) Q(SA] =tr {(QraAa - 6ArQa)Qr(SAa + (QaéAr - 5Aa©r>@a5Ar} (2]40)

+t7’(—5Aan + (SAkQa>(Qk(SAT -+ QraAk) (2]4])
= tr {(Q:0Aa)” — (QudA,)” — 0 (QuQr + QrQa + QuQr)0Aa | (2.142)
+tr {(SAkQaQr(SAk — 5AanQT6Ak + 5AkQan5AT} (2]43)
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2 Localization within the Keldysh-framework

All terms unfil the last two in equation (2.143) are vanishing, because a trace over the
product of retarded and advanced terms has fo vanish by definition as ©(¢)0(—t) = 0.

The last two terms vanish due to time reversal symmetry.

Then the A field can be integrated out yielding the action in terms of the @ field:

S = —5 T [5Q(QQ)'5¢)] (2.144)
1 0 1 o1

= 5T 5QL(QQ) 5Q (2.145)
1 0 1 0

Sniom = —%Tr [0,0QL(QQ) 1 0,0QL +~70Q7] (2.146)

Although the theory is quadratic to this level, it cannot simply be infegrated out further,

because the expansion of the TrIn term requires fluctuations of the (@ field to be small.
The mass term is Gaussian %Tr[5@%] and roughly constrains the fields to |0Q)| < l.
Y

However there are fluctuations sufficiently larger within the integral, which would require
higher terms of the Trace-log. Therefore, it is reasonable that for “small” ~, e. g. all fields

are a power-series of v, the effective action is sufficient.

This is what goes wrong in a strong coupling theory. According to Dyson equation,
re summation of the perturbation series in ¢* theories always yields to functions of the
form ;, which for “large” v can be of the order 1, canceling the prefactor
9(x) +vf(z) v
in (2.136) at every single power. However, note that within the sound-wave problem, @
and hence 6@ is a strain-correlation function, which will be small for long wavelength,
e. g. the hydrodynamic limit. Therefore, if one studies the spectrum which consists of
long wavelength extended states, e. g. low frequency, the quadratic approximation

can be guessed as being sufficient regardless of the strength of the parameter ~.
Investigating the exact form of the @ field smallness of vy means exactly yA(w) < 1.

As lim,, o w?A”(w) o< w™ the quadratic approximation is exact in the low frequency limit.
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2 Localization within the Keldysh-framework

This is interesting for scaling arguments. If one manages to derive an exact scaling
relation, f.e. from the exact equation (2.129), a solution to the quadratic theory can be
expected to be exact for low frequencies, high frequency properties could be safely

e calculated from the scaling approach.
We continue to follow the “"Gold-stone” approach to localization within the Keldysh-
language.
If the saddle-point is an accepted solution to the field theory, one frequently studies
“low energy"” excitations from this solutions, which are those who render the full mass
tferm invariant. In the present theory they can be parametrized according to

5Q, = eV < ?’“ | @ Qk (2.147)

0 Q. 0 Qq

. which is slightly different from the electronic problem.

If one wants to evaluate the parfition function one has to single out configurations

which commute with the mean-field value of Q

w w
w=| " (2.148)
Wo1 Wa2
we we _r ) _r ) we we
04— 11 12 Q C_?k n Q C?k 11 12 (2.149)
Wy Wi 0 Qa 0 Qa Wy Wi

NN RCREE Qrwsy  Qrwfy — wirQa + Qrwsy — wh Qs 2.150)

Qawgl - w§1Qr [Qau wS,] — w§1Qk

. This would be a linear constraint, which can be included by means of an additional

Lagrange-parameter.

However in order to leave the mass term invariant W must also commute with the pro-

jector matrix
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2 Localization within the Keldysh-framework

W11 W12 01 01 W11 W12 W12 — W21 W11 — W22
_ — 2.151)
Wo1 W22 10 10 Wo1 W22 Wo2 — W11 W21 — W12
Hence wiy = wyy, wi; = was.
. Now W equals
VoW
W = (2.152)
w v

and the constraint reads

0 7& [Qra U] + ka Qrw - wQa + [Qka U] (2]53)

Qaw - w@r [Qaa U] - kaz

As at least the fluctuations have been chosen to commute with the projector matrix

the ordinary sigma expression

S— —%Tr (0,601,050, (2.154)
D= (QQ) "o, + 0, y0(x — y)* (2.155)
0 d=G Gt
— + o, % yo(x — y)* (2.156)
dra 0

holds.

Then to fourth order
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2 Localization within the Keldysh-framework

5= (s T W BRI 2.157)
(1+W+Vg—f+z/—f+VZ—f)Q+Q(—W+Z/—!Q—Vg—erZ/—f)—Q
+(W+Z/—f+vg—f+vz—f)Q(—W+Z/—!2 - Vg—erZ/—f) (2.158)
= [W+f—f,@]+{vg—f+f—f@}
+WQ(-W + V;/_‘z — V;/_!g) + I/;/_!QQ(—WJF MQ/_!Q) — V;/—fQWJr (2.159)
= [W+V§—;,Q]+{V2V—f+VZ—f,Q}
w0 4w L ® L@ 2.161)

Another exact equation of motion is just (Q) = (VouV ou).

Hence to lowest order the average of the commutator §Q = (o,.[W, Q]) is the fluctuation

of the strain field from the mean-field value

(6Q) = ( Qatv = 0O (Qun ]~ 0y ) (2.162)

[Qm U] + ka Qrw - w@a + [ka U]

. Requiring the quantum quantum component to vanish yields the equation of motion

[Qr, (V)] + Qr(w) — (W)Qu =0 (2.163)

From (2.162) in case of vacuum physics Q, = 0 we can read of a possible instanton

solution.
In Chapter 5 a possible instanton configuration had the property

(Pada) = —(Pg0q) = (Dq¢a). SUCh a configuration is obtained in case of vacuum-physics
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2 Localization within the Keldysh-framework

by

0 7£ <Qaw - U)Qr> - <[Qaav}> - <[QT,U]>

. which is, as we will see, a possible solution to the field theory.
With

W(l) _ [VV, Q] _ [va] + ka Qrw - wQa + [kaav] (2]64)

Qaw - er [Qa: ’U] - w@k

w® = %{WQ, QY — WQW = % (W2Q + QW?) — %WQW — %WQW (2.165)
= l{W, W, Ql} = E{W, Wy = ! v wi el wi el ol
2 2 2 v w W W v w
21 22 21 22
(2.166)
(1) (1) (1) (1)
, + + + + {w,
_ {w wn} VWqq W1g U VWoy + Wi V {w w12} (2.167)
wiv +vwly) + {w,wi'} {w,wh)} +vwl) +wiv
wi? = {w,[Q,v] + Qsw} + v(Quw — wQ,) + (Qrw — wQqy + [Qu, v])v (2.168)
wiy = 0([Qu, v] — wQy) + ([Qr, v] + Qrw)w + {w, Qyw — wQ, + [Qr, v]} (2.169)
WS = ([Qa, v] — WQ1)v + v([Qr, v] + Quw) + {w, Qw — wQ, } (2.170)
wiy = {w, [Qa,v] — wQi} + v(Quw — wQy + [Qk, v]) + (Quw — wQ, v 2.171)
W = %[W3,Q] + %W[Q, ww (2.172)
W = 2—14{W4, Q} — %W{Q, WAHW + %LWQQWQ (2.173)
and
6Q =wW 4w L Wt W (2.174)
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2 Localization within the Keldysh-framework

follows the sigmna model action to fourth order

~2Sptom = Tr [WODWD + WADW®S 1+ (WO DHWE + )]

The action has two basic terms

ra 0

Tr[LDR] =Tr |0, L R+~vLéR

0 dra
=1tr (Z(l — (Sij>ijdmRki + Y Z LUéRﬂ>

ijk ij
=tr [L22dm321 + Loid,q iy + Liadrq R + Liidyq Rig + Z LijoRj;
ij
and
dra 0 dra 0
Tr[{L,D}R] =Tr |o,L R+ L 0, R+~ (LIR+ ROL)
0 d 0 d

— <Z(1 — 6ij) LindraRii + Y Lijdra(1 = §j) Rii + 27 > Lij6 Ry

ijk ijk ij
= tr [Load,qRo1 + Loyd,oR11 + Liadyq Roo + Ly1dyq Rio)
+tr [Liad,q R11 + Li1dyoRo1 + Load,q Ria + Loidyq Roo]

+2vtr [L1y Riy + LiaRoy + Loy Rig + Loy R

The kinetic quadratic part of the action reads
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2 Localization within the Keldysh-framework

Tr [W(I)DW(I) — QWW(DW(D} =tr [wé?dmwg) + wéll)dmwﬁ) + wg)dmwég + wﬁ)dmwg)

(2.184)
0 0 do 0 w0 wl? Wl do 0 0wl
=Tr o, + 0,
wly  why 0 d |\ wi 0 0 0 0 d |\ O wi)
(2.185)
1 @) 1 (1)
w w drg O w w
= o 111> i) 2) i) (2.180)
Wa1  Woo 0 dra Wy1”  Woe
Hence to quadratic order the action is given by
1
s L [0, W e,y WO 4 W25, 17D 2.187)

with d,, = A=*(=9? + ¢*A)2. This has no singularities, because a fluctuation of the strain

field satisfies 0Q « A, hence v, w x A.
Next we rewrite this in terms of the v, w - fields.

The instanton calculated within the single particle picture did not depend on the inifial
state. Hence we simplify by setting @, = 0, and determine the Keldysh component from

the initial condition, after the calculation of the response function.

Then using @?,, = Q,/, expansion in terms of the w and v fields yields

r/a

~25%)  [w,w] = —1Quwé,w + 7 [Qu{wQrw, 6.} + w{Qr, 8, })w — 2(QubQu)ww]  (2.188)

—25%) [v,0] = —2Q408,0 + 7 [Qro{Qr, 810 + Quv{Qu, 6. 1) — 2(Qud,Qu)vv] (2189

69



2 Localization within the Keldysh-framework

—28%) w,0] = —w(Q.Q;"

+
—289  v,w] = —0(Q,Q; " + QuQy Hw + 2Q10(Q " + O w — (QuQr + Q,Qu)vdrw (2.191)

The interaction coefficients can be further simplified:

Qr + Qu = 26cAS(zx — y)6(t — t') (2.192)

QrQ." + QuQy " = Qu(Q," —ihg + M) + Qu(Q, ! — iA, +iA,) (2.193)
=0+6—Qpil, — Quil, (2.194)

=040 —29(QQ0 + QuQy) (2.195)

QrQa + QuQr = —(Qr — Qu)* + (Qr + Q) (2.196)

= 4Q" — 26¢A5(x — y)5(t — 1) (2.197)

Hence to second order in the v, w fields the non-linear sigma model action

5 = 5+ 5 2.198)
consists of the two parts

51(72) =-2Q" [w(Q;I + Qv + %(wéxw +vd,v)| + local dos terms 2.199)

Sy = —(—4Q) +2Q) ywdyav — 2(20 +7Q,Qu)vw (2.200)

S, is just the one-particle sound wave propagator in presence of disorder, studied within

the last section. In the electronic problem this part would be called the Cooperon
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2 Localization within the Keldysh-framework

propagator.

The remaining terms describe diffusive motion in presence of disorder, as the quantity
d.e o< A(0? — A?%) has a diffusion pole at non-zero wave numbers. In the electronic
problem this is called the Diffusion propagator. This type of excitations from the SCBA
saddle-point describes diffusive heat transport. However, this is just the “re normalized”
free diffusion process, which in case of electrons would be the quantum diffusion. The
last part is the disorder induced diffusion part. A gradient expansion of Q,Q, gives to
second order a diffusion term whose Diffusion coefficient is proportional to ~.

Equation (2.199) can be identified with the reformulation of the instanton action of

section 5 by means of Q'w = 1,Q'v = v = V o uV o u yielding

Sy = —/uo(—8t2+02A)u+%///ddx(VouVou)tx(VouVou)t/x (2.201)

This is the main result of the present section. The instanton factor also appears in the
Bosonized model. This dresses the SCBA Green'’s function at high frequencies according

to

(VouVou) =eQ x e 1%@WIQ (2.202)

2.8 Outlook, Weak localization Ward-identity,

Mode-coupling, Symmetry

Weak localization is the phenomenon where the (Heat-)Diffusion coefficient of eq.
(2.200) is suppressed due to the higher order terms in (2.146). In the literature this is
captured by a fourth order expansion of the non-linear sigma model action, selecting

only certain terms via symmetry considerations, and apply a further gradient approx-
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2 Localization within the Keldysh-framework

imation. For fime-reasons we cannot perform this calculation within the present work,
although it would be very interesting. We have already calculated the action up to
fourth-order in terms of the v and w fields, which is given within the appendix. The de-
tailed calculation is left for future work. A faster possibility which avoids the discussion of
the vast number of terms is, to use the quadratic mass-less diffusion term in (2.200) and

replicate the terms of the effective action in the work of McKane and Stone.

Another starting point for further investigations is the Ward-identity of the present model.

The single particle representation

iS = % /ddxdt [u, 0 (=07 + A+ ie)uy + ug o (=07 + A — ie)uy]
—% / dt / dt'd*zV o u,(t)V o uy(t)V o uy(t')V o u,(t)

(2.203)

yields the exact equation of motion

(=07 + cA)(uguy ) — v / dt(V (Vouy(t)Vouy(t')Vou,(t')) ul(t)) =0 (2.204)

q

. The Ward-identity allows to re-express this info a closed equation for the two point

function.

For the vacuum case, the action (2.203) is invariant with respect to exchange of the

classical and quantum fields.

In contrast with the euclidean action the Keldysh action is build up from the difference

¢% — ¢, and hence is invariant with respect to the SL(2) transformation

-
+

coshgp —sinho o

‘Q\z

—sinh¢  cosh ¢ O_

. This is much better than the euclidean replica model, as for the disordered Keldysh ac-
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2 Localization within the Keldysh-framework

tion this is an exact symmetry, while the ordinary o(2) symmetry of the euclidean model
was already broken by the regularization, and hence of the level of the euclidean ac-

tion.

Within Keldysh rotation this just translates intfo a phase transformation ¢, — e®¢u, ¢, —

e‘%ﬁq

(1 + ¢(t>>¢cl(t)(1 - ¢(t/>>¢q(t/> = ¢cl¢q + ¢¢¢cl¢q - ¢q¢cl)

and hence

<E¢cl¢q + Z'jcl¢q - ijq¢cl> =0

(Vou,Vou,) —(Vou,Vouy) =ie /(V ouy(t)Vouy(t)Vou,(t')Vou,(t)) (2.205)

Integrating (2.204) with respect to the spatial variable, and using the Ward-identity
(2.205) within the equation of motion yields an exact equation for the density of vi-

brational states, which clearly should be examined in future.

Secondly, another interesting working perspective is, to derive exact equations of mo-
fion for the two-point function, using the SL(2) sysnmetry of the vacuum theory. Compar-
ing with the literature, e.g. Berges et al. (9), one finds that those effective equation of
motion are structurally identical with those of Vollhardt et al. within the Mode-coupling
approach onto localization. This has to be done within the future, in order o get rid of
the complicated sigma model structure of the problem, and perform rigorous calcula-

fions of the density of states of glasses.

2.9 Localization for vectorial Models

The vector theory has previously been studied extensively.

We briefly quote the generalization of the instanton calculation onto the vectorial
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2 Localization within the Keldysh-framework

model.

The energy operator of linear elastic media is given by

1
. with A the bulk and x the shear modulus, and u;; = 5 (O;u; + 0;u;) The linear strain tensor.

If @ is decomposed into a longitudinal (V x «; = 0) and a transverse polarized (Vo i, = 0)

component this reads

~

H = —% / dx (c?ﬁ'l o Al + cfﬁ't o Aﬁ’t> (2.207)
with ¢ = X + 2 and ¢ = p the longitudinal and fransverse sound velocity. Modeling
a glass averaging (2.206) is more reasonable then (2.207). The reason is, that the bulk
modulus is much larger then the shear modulus in usual glasses, and hence the shear
modulus is the quantity which is likely to fluctuate (63).

Averaging (2.206) over a Gaussian distribution within the Keldysh prescription hence

yields

_ 579 2—’cl q cl q cl
0 ( u at )\U“ % Muzj ]Z)

1S = %Tr Oy

7992 :7cl q,.cl q cl) = -1~
(—wrofa — Mufugt — g ug; ,G i,

7 / / Dt ()l (¢) (2.208)

. The equation of motion with instanfon ansatfz iu, = u, = u yields

t
—8t2uz + )\&u“ + (,u — 3’}// dt'ulm (t’)uml(t’))(’“)juﬁ =0 (2209)
0

. If there is a localized solution to (2.209) this translates into a monotonously lowered
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2 Localization within the Keldysh-framework

sound velocity, which drops to zero at the center of localization.

Decoupling into longitudinal and transverse sound waves, yielding

t
—OPuy + (1 — 6—3/ 4 (V o )2 Au; = 0 2.210)
0

G

t
—Puy+ (1 — i—Z/ AV X wyl2) Ay = 0 @2217)
0

t

. where in agreement with the previous theory we ignore terms which couple longi-
tfudinal and fransverse modes via the disorder term. This could be done rigorously by
constraining the disorder-average onto configurations which respect this separation, e.
g. by means of additfional Lagrange parameters. Within this further “approximation”
(technical convenience) the Keldysh partfition function is just a product of longitudinal

and fransverse degrees of freedom, and the density of states reads

g(w) = e mit M gy (w) + 26 it M g, (w) 2.212)
A = /ddx|dtoAdt|2 2.213)
A =44, 2.214)

Within the Bosonized version the Sigmma model reads

1
§ = S (G )+ 104N Bo) + i QL _%Qaﬁ o 2.215)

ijlm ijlm ¥ mlji ijlm ¥ mlji
Analogously with the scalar model this yields to

gi(w) = Tr (2.216)

w? +ie + (¢ — B(w) — 67w Au|)A
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2 Localization within the Keldysh-framework

1
w2 +ie+ (¢ — 2% (w) — 3y|uAuy|)A

ge(w) = Tr 2.217)

and the SCBA-equation generalizes to

Z( ) 7T G_WAlA i e_mAtA
w) = =Tr
w? 4+ i€+ (2 — X(w) — v6|uAw|)A  w? +ie — (¢ — 23(w) — y3|uAwy]) A

(2.218)
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3 Results and discussion

We will solve the instanton equations for the longitudinal and fransverse modes numer-
ically. For simplification we use the frequency diagonal approximation and seek for

solutions which only depend on the spatial modulus r = |x]|.

3.1 One-dimensional longitudinal model

We also sketched the solution method in section 2. The one-dimensional instanton

equation is given by

(w? + (¢ = 370,ud,u)02) u(w, ) = 0 Q.1

, , , , [ 1 o
. For numerical evaluation, we infroduce the scaling ansatz u = /| ——a(wz) yielding
yerw

the dimensionless equation

(1+ (1= 30,u0,u)d2) u(y) =0 (3.2)

, which is equivalent with the system of equations

L u(y)
R () ¢
8,i = v 3.4)
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Figure 3.1: Solution to the one-dimensional instanton equation with v(z.) = \/g, u(z.) =0

. which is easily evaluated by means of the third order Runge-Kutta algorithm.
A unigue solution is obtained by the initial conditions v(z.) = \/g, u(z.) = 0. z. is the point
of zero sound velocity, which divides the oscillatory form strictly monotonous behavior

of the instanton. The instanton factor A evaluates numerically to 0.1574.

3.2 Density of states for the vectorial model

We solve

w?uy + 0—12(1 -5 (8, (rw;))*) 0, (r20,1) = 0 (3.9
r? c2r2 ' ’
c? 3y 2

wuy + T—;(l ~ 2 (0, (1)) 0n(r?Opuy) = 0 (3.6

, where the ansafz has been u; = w(w,7)er, u; = w(w,r)ey. INtroducing the reduced

units vy = /=50, (rog(wr)), @ = rw, wy, = cf/tul/t yields
l
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1 U 2
w+ (16 (;l + Uz) )0u(z*01) = 0 3.7)
1 U 2
wt =5 (1= 3 (2 +0) )u(u(@) =0 3.8)
and hence

Uy 1
O, = — 5 — — 3.9

(1—6(%—!—01) ) 7
9,0, g L 3.10)

Ca-s(Maw))

. Forward integration of equation (3.9) with the boundary conditions u(1)=0.2, v(1)=0
again yields to oscillating behavior which drops of faster then the volume measure
[ dza* as depicted in figure 3.2 . Infegration with respect to arbitrary boundary condi-
tions always produces localized states, due to the motion in a self-induced non-linear

environment of lowered force constanfs.

A unique solution is obtained from the self-consistent requirement that at the critical
point z, where sound-velocity zero is reached, also the amplitude has to turn to zero,

1 1
hence u;(x.) =0, vie(x) = \/g/\/;

The instanton factor evaluates to A; = 2,2297.

3.3 Comparison with experiments

We compare the theory with the measurement of Baldi et al. (5) on vitreous silica. Using
the disorder parameter of the previous SCBA-calculation which is close to the critical
region v = 0.99v., 7. = 0.1764, the tail fits most of the data points in the frequency-
region beyond the Boson peak. At large frequencies, the experimental data drops of
faster than the Lifshitz tail of the present theory. This feature is beyond the scope of the

present phenomenological discussion. Clearly, the experimental data shows a transi-
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6
M(X)/HQ

4t uOX; ——
VOOX© ——
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Figure 3.2: Solution of the longitudinal instanton equation in 3 dimensions with initial con-
ditions u(1)=0.2, v(1)=0

-10 : ; ; : : ;
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Figure 3.3: Solution of the longitudinal instanton equation in 3 dimensions with inifial con-
1

ditions u(1) =0, v(1) = 5
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Figure 3.4: Solution of the longitudinal instanton equation in 3 dimensions with initial con-

dlitions u(1) = 0, v(1) = é

tion to a slower decrease beyond 3.2 THz. Most of the other density of states, shown
within the infroduction show up such a transition to a slower or faster drop-off regime at
high frequencies. This is a detail which can-not be deduced from a Lifshitz exponent
which is a polynomial of the frequency and hence can not be explained in the present
framework. However the interesting feature is, that an exponential drop-off far beyond
the Boson-peak is related to a disorder parameter close to criticality. The Boson-peak
its-self only exists at disorder parameters which do not deviate from the critical by @
factor of 0.1. It may be hence understood as a preliminar of the localization transition:
at such large critical values of the disorder parameter the density of states is dominated
by “strong” disorder-induced scattering, in which the SCBA collects all processes which
are analytic in the disorder parameter and the instanton collects scattering processes

1
of order —.
v
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3
25 |
N 2r
®)
S~
N\ ]5 L
o)
N\
Baldi PRL 09
SCBA-Calculation
05 |
O M M M M

0 1 % (THZ)3 4 )

Figure 3.5: Comparison of the Lifshitz-exponential with dimensionless disorder parame-
ter v = 0.999., 7. = 0.1764 with the measurement of Baldi et al. (5). The red
line shows a previous SCBA-calculation.

3.4 Summary and conclusion

Within the present work, we established a consistent phenomenological theory of the
frequency dependent density of vibrational states of glassy systems in terms of “weakly”

fluctuating force constants.

The low-frequency region is dominated by propagating wave-like modes, which can
be altered by additional anharmonic scattering effects, which already explained fur-
ther low-frequency deviations from the usual Debye density of states. At intermedi-
ate frequencies, a transition to random-matrix eigenstates occurs which is followed by
strongly localized modes. The Boson-peak and hence the random-matrix regime can

e understood as preliminar of the strongly localized high frequency modes.

Although this phenomenological theory is in quite nice agreement with the experimen-
tal data, we found that it would be worth to formulate it on a more rigorous level in
future. We hope that the present work can be helpful within this direction. The main

issue for future investigations is now, that both the Boson-peak and the localized modes
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are somehow related to isolated points within the material where the force-constants
drop to zero. The theory of this drop-off is a theory of non-Gaussian distributed force
constants, and is relevant in order to investigate the nature of the high-frequency eigen-
states in the deep localized regime. We also found that at the Gaussian level, fluctu-
ations within the present mean-field formalism yields to a vast number of terms which

makes further argumentation very complicated.

In the future investigations this mean-field picture should really be withdrawn, and re-
discovered within a larger machinery. Clearly the Keldysh method has very much po-
tential in order to achieve this goal. The non-equilibrium formalism allows to re-express
this theory not only on the level of Gaussian fluctuations, but as a coupled system of
equations of motions where the information of the local sound-velocity is encoded in
non-equilibrium response functions of the elastic media. These equations of motion
can be expanded in a symmetry-expansion, due to the fact that the whole theory has
to satisfy the fluctuation-dissipation relation and hence the SL(2) sysmmetry as outlined
in section 2.8. The result will be something like a mode-coupling approach onto the
phonon-propagation in case of frozen non-trivial elastic constants, where one should
be able to reduce this theory somehow to the simple one- and two-particle mean-
field theories, which have been very successful in explaining vibriational excitations in

disordered media within the last two decades.
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Appendix

A.l Gaussian integrals

The usual Gaussian integral for a single variable is believed to generalize to operators

with real-valued eigenvalues

/ Df(x)e et @D i) — DS T (EIN
A
A

. The normalization factor A" comes from the rotation to the eigen-functions of D, which

for an ordinary Fourier-expansion becomes independent of the eigenvalues. Frequently

the functional determinant

det(A) " is rewritten info 3T 4,
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This also holds if the infegration variable is deformed onto the imaginary axis

/Df(x>6—ifdzf(m)ﬁf(z)+fd$j(z)f(z) _ e_ijpfle \/@N
A

A.ll Free bosonic Particles

Introducing the rotation yields

— ! 0 _6752 el (t) — axr x — ar T
Stp _Z/O dt ( zq(t) l’q(t) ) ( —83 0 ) ( (1) ) (0)2(0) ¢(0)14(0)

with Inp(ag, 25) = In[p(za(0) + 4(0))d* (24(0) — 2,(0))] = —az4(0)* — az,(0)* for Gaussian

initial states. The constraint o this integralis =, (T) = y, z,(T) = 0

Sty :gg@/fdt ( Talt) o4(t) ) ( _082 —(()9? ) ( zlg)) )

| . 0 _83 T (t>
= lim 5 dt(xcz(t) xq(t)) (82 0 ) (xl(t) )

+(24(0) = 24(0))2a(0) = 2a(0)(24(9) = 24(0)) = aza(0)za(0) — az4(0)z,4(0) — InZ

_ /OT » ( oul®) 20 ) ( _(;2 —0@2 ( Tl (1) ) +(1;ig(l) %atxq«)) (xd(O) + %@%(0)) — az4(0)z4(0)

- /0 " ( wa(t) w4(t) ) _[;2 —Oaf ) ( Zlg)) ) — a4(0)14(0)
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. where we got an other constraint 0,z,(t)|.=o = 0. Note that

a™t = (2a(0)24(0)) = GG (xa(0)24(0))GuGy ' = G za(t)za(t)GL ' = Gk
hence one could write within the Keldysh-logic

T 0 —8152 xcl(t)
Sep = dt zq(t) xq@)
d /0 ( ) -0 (ra(t)za(t)™" 4(1)

One can try to evaluate this integral again via semi-classical expansion. Varying with
respect to the quantum component setfting it to zero afterwards yields the classical

equation of motion

ath‘cl(t) =0

with solution z(t) = = + vt. The fluctuations can again be expanded within a Fourier-

series requiring the fluctuations 6z, éz, to vanish at the boundary yielding

SfpziZ(xz ws)
yielding
T\2
o ()
Trln 2 nm
T
o\
He nm / dxgdx(c)le*zq&”q
n=1

. The zero mode has to be singled out because it can not be evaluated by use of the
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Gaussian formula.

A.lll Sigma-model terms

First of all to the W@ DW @, In vacuum we obtain the matrix elements

Te[WPDW )] =

O(w*, v?)

V[Qas 0] (6[Qu, v]0* + 60[Qr, v]v + v60[Qq, v] + v[@y, v]dV)

+{w, Quuw — wQ, H{w, Qw — wQa}, 0}

(dm[Qa: vjv + dmv[@ﬂ v] + U[Qa: U]dm) ({w7 [Qm vl} + U(Qrw - wQa) + (Qaw - w@?")”)
+ (drav[Qay v] + v[Qr, v]dra + [Quy v]vdra) ({w, [Qr, 0]} + 0(Quw — wQr) + (Qrw — wQ4)V)
+7(Qa, v]0{[Qy, v]w, 6} + 0[Qy, {4, [Qr, v]w}

O(w3v)

(dra{wa Qaw - w@r} + {w7 Qrw - w@a}dra) ({w7 [Qaa U]} + U(Qrw - w@a) + (Qaw - UJQT)U)
+ (dra{wa Qrw - w@a} + {w’ Qaw - er}dra) ({w7 [Qm U]} + U(Qaw - er) + (Qrw - wQa)”)
+7[QT7 v]wé{w, Qaw - er} + v ({w, Qaw — UJQT}) (S[QT, v]w
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O(w?v?)

+HQ, vJwd, ({w, [Qa, 0]} + 0(Qrw — wQa) + (Quw — wQ,)v)
@, vJw ({w, [Qr, 0]} + 0(Quw — wQ,) + (Qrw — wQL)V) drq
+7 ({w, [Qr, v]} + v(Quw — wQr) + (Qrw — wQa)v) & ({w, [Qr, v]} + v(Quw — wQr) + (Qrw — wQa)v)
+7 ({w, [Qa, ]} +0(Qrw — wQa) + (Quw — wQr)v) 0 ({w, [Qu, v]} + v(Qrw — wQa) + (Quw — wQ;)v)
7 (0[Qr, v] + [Qa, v]v) 0{w, Qrw — wQa} + Y0[Qu, v]0{w, Quw — wQ, }
+r{w, Qrw — wQu}d ([Qu, v]v +v[Qr,v]) + 7 ({w, Quw — wQ,}) 6v[Qq, v]

Tr (W DW®)]

O(vw?)

2Q), wldra ({w, [2Q;, v]} + {[2Q;, w], v})
+2Q1, vldro{w, [2Q), w} + 29[Qr, v]w (Quw — w@:) 0

O(wv?)

2Q;, v]dra ([Qr, v]w) CRED)
+29(Qy, v] (6{w, [Qr, v]} + 0v(Quw — wQ,) + (Qrw — wQqu)v + (Qrw — wQ,) 6v) @.12)

+27[Qa, v] (6{w, [Qa, v]} + 60(Qrw — wQy) + §(Quw — wQ,)v + v (Qrw — wQ,) § + (Quw — wQ,) dv)
@.13)

O(v3)

2Q1, V]dra ([Qa, v]v + 0[Qr, v]) + [2Q7,v]drav[Qa, V]
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2'7 (Qaw - er) 5{21), Qrw - wQa} + 2’7 (Qrw - wQa) (5{11), Qaw - er}

The fourth order term is given by 6Tr [{W®), DYW®)] =

O(v2w?)

29[Q, v]o (w[@a, vjw — [Qr, v]w? + [v, (Qrw — wQy)w] + w(Quw — wQ,)v — (Qrw — w@a)vw)
3.14)

27 (Qrw — wQ,) b ([v, (Quw — wQ, )v] + w[Q,, v]v + v[Qq, v]w — [Qq, v](wV + vw)) 3.15)

29 (Quw — wQ;) 8 ([v, (Qrw — wQu)v] + w[Qa, v]v — [Qr, v]vw + [v, [Qr, v]w]) (3.16)
27(Qq, v]0 (w[Qy, v]w — [Qq, v]w® + w(Q,w — WQqe)v — (Quw — wWQ, )vw + [v, (Quw — wWQ,)w])
@.17)
O(v?)
2y ([@r, v0[v, [@r, v]v] + [Qu, v]0[v, [Qu, v]0])
O(w?)

27 (Qrw - w@a) 0 (Zerw2 - {w27 Qa}w) + 27 (Qaw - w@r) 0 (QQUQ(IUJQ - {wZ’ Qr}w)

O(wv?)
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[2Q7, v]dra ([v, [2Q], wlv] + w[2Q;, v]v + v[2Q;, v]w — [2Q;, vi{w, v})
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A.1V Introduction to the attached publications

In the appendix of the present thesis five publications (1, 2, 3, 4, 5) have been attached,
which have been published after the completion of the author’s diploma thesis. The
recent publication High-frequency vibrational density of states of a disordered solid (5)
comprises a shortened version of the contents of the present thesis. In the other po-
pers (1, 2, 3. 4) the replica quantum field theory for vibrational excitations in disordered
solids, based on weakly fluctuating elastic consants, which has been worked out in the
author’s diploma thesis, is applied to the case of correlated disorder and the combined
presence of anharmonic and quenched-disordered interactions. These publications
are intimately related to the subject-matter of the present work. They set the basis for
understanding the anomalous vibrational spectrum at much lower frequencies than the
Debye frequency, whereas the present work focusses on the disorder-induced band tail
near or above the Debye frequency (Lifshitz tqil). The saddle-point approximation used
for the inverstigation of the lower-frequency regime relies on the smallness of the vari-
ance of the elasticity fluctuations, compared to the frequency at hand, whereas the
investigation of the Lifshitz tail relies on the smallness of the inverse of the mentioned
parameter. So these theories complement each other. In the following we briefly sketch
the contents of the publications on the lower-frequency vibrationy properties.

A.IV.1 The role of correlations for the vibrational anomalies near the boson
peak

The theory of the vibrational anomalies of glasses near the boson peak has been for-
mulated by Schirmacher, 2006 (6). As the present thesis this description is based on the
assumption that in a disordered solid the elastic constants exhibit spatfial fluctuations,
which are caused by the quenched structural disorder. In Schirmacher’s theory it is as-
sumed that the shear moduli have Gaussian fluctuations, which are uncorrelated. This
theory gives a qualitative and in certain cases even a quantitative explanation of the vi-
brational anomalies (6, 7, 8), near the boson peak, (i.e. not near the upper band edge,
but approximately at 1/10 of the Debye frequency) which are

e the enhancement of the density of states near 1/10 of the Debye frequency (bo-



son peak, BP);

e a cross-over from a Rayleigh-like w* behavior to a w? behavior of the sound atten-
uation coefficient near the BP frequency;

e a dip in the differential sound velocity near the BP frequency.

The question was now arising, which role elastic fluctuations with correlated disorder
would play for the vibrational anomalies. In order to investigate this question numeri-
cally Baldi and Viliani (1, 3) simulated a two-dimensional system with spatially fluctuat-
iNng harmonic interactions. The fluctuations were tailored in such a way that they had
a correlation length which was chosen to have several different values. The theory of
Schirmacher was now generalized for correlated disorder (1, 3), so that we were now
able to discuss the numerical findings in the light of our theory. As to be expected the
inverse correlation length acts as a cutoff in ¢ space for the disorder fluctuations. Now
this cutoff replaces the Debye ultraviolet cutoff, which had to be introduced into Schir-
macher’s theory. The self-consistent saddle-point equations for the self energy of the
correlated theory exhibit a length scaling with the inverse correlation length. Such a
scaling is, indeed, observed in the sound attenuation data of the simulated disordered
two-dimensional system. It is very satisfactory that the scaled data of our self-consistent
theory just lay on top of the simulated ones.

A.IV.2 Anharmonic elasticity theory

Within the author’s Diploma thesis (9) the low-frequency sound attenuation of disor-
dered solids had been discussed assuming generic anharmonicities infroducing mode-
GrUneisen parameters. However in our later inverstigations (2, 4) we realized that the
nonlinear terms of the standard Lamé elasticity theory, which do not contribute to the
anharmonic coupling in crystals, give rise to an appreciable anharmonic coupling in
disordered solids in the presence of spatial fluctuations of the elastic constants. This ef-
fect is due to the absence of local momentum conservation in the disordered medium.
The fact that the variance of the elasticity fluctuations are responsible both for the boson
peak and the anharmonic sound attenuation reduces the set of adjustable parameters



in the theory. The combined anharmonic and disorder theory gives for the sound damp-
ing a so-called Akhiezer law I'(w) o« w?T, where T is the femperature. Such a frequency
and temperature dependence is observed in a number of disordered solids in the GHz
range, i.e below the boson peak. This anharmonic law masks the Rayleigh w* contri-
bution, which should be present at very low temperatures, at which the anharmonic
contribution is suppressed.

A very inferesting aspect, which arose from the work on anharmonic interactions is the
fact that anharmonicity plays a crucial role for the case of marginal stability (10, 11). It
furns out that small regions with very small positive or negative elastic constants exist in
glasses and constitute patches of marginal stability. In these regions the anharmonic
intferaction as identified in the work developed in (2, 4) leads to a frequency-fractal de-
pendence of the sound attenuation and density of states according to a w?? law. Such
a frequency dependence just below the boson peak can be identified experimentally
in metallic glasses, in network glasses and computer simulations (10, 11).

References

(1) W. Schirmacher, B. Schmid, C. Tomaras, G. Viliani, G. Baldi, G. Ruocco, and
T. Scopigno, "Vibrational excitations in systems with correlated disorder,” physica
status solidi (¢), vol. 5, p. 862, 2008.

(2) C. Tomaras, B. Schmid, and W. Schirmacher, "Anharmonic elasticity theory for
sound attenuation in disordered solids with fluctuating elastic constants,” Phys. Rev.
B. vol. 81, p. 104206, 2010.

(38) W. Schirmacher, B. Schmid, C. Tomaras, G. Baldi, G. Ruocco, and T. Scopigno,
"Sound attenuation and anharmonic damping in solids with correlated disorder,”
Condensed Matter Physics, vol. 13, p. 23605, 2010.

(4) C. Tomaras, B. Schmid, and W. Schirmacher, “Replica field theory for anharmonic
sound attenuation in glasses,” J. Noncryst. Solids, vol. 357, p. 542546, 2011.

(5) C. Tomaras and W. Schirmacher, "High-frequency density of states in a disordered
solid,” J. Phys. Condens. Matter, vol. 25, p. 495402, 2013.



(6) W. Schirmacher Europhys. Lett., vol. 73, p. 892, 2006.

(7) W. Schirmacher, G. Ruocco, and T. Scopigno Phys. Rev. Lett., vol. 98, p. 025501,
2007.

(8) A. Marruzzo, W. Schirmacher, A. Fratalocchi, and G. Ruocco Nature Scientific Re-
ports, vol. 3, p. 1407, 2013.

(@) C. Tomaras, Diploma thesis, TU Mdnchen. 2007.

(10) A. Marruzzo, S. Kdhler, A. Fratalocchi, G. Ruocco, and W. Schirmacher Eur. Phys. J.
Special Topics, vol. 216, p. 83, 2013.

(11) C. Ferrante, E. Pontecorvo, G. Cerullo, A. Chiasera, G. Ruocco, W. Schirmacher,
and T. Scopigno Nafure Comm., vol. 4, p. 1793, 2013.



Vibrational excitations in systems with correlated disorder

W. Schirmacher and C. Tomaras

Phys.-Dept. FE13, Technische Universitit Munchen, Germany

B. Schmid
Fachbereich Physik, Universitdit Mainz, Germany

G. Viliani

Dipt. di Fisica, Universitda di Trento, Italy

G. Baldi

INFM-CNR CRS-SOFT OGG, c¢/o E.S.R.F., Beamline ID16, BP220, F-88043 Grenoble Cedex, France

G. Ruocco, T. Scopigno
ipt. di Fisica, Universitd di Roma, Italy; CRS SOFT-INFM-CNR c/o Universitd di Roma, Italy

We investigate a d-dimensional model (d = 2,3) for sound waves in a disordered environment, in
which the local fluctuations of the elastic modulus are spatially correlated with a certain correlation
length. The model is solved analytically by means of a field-theoretical effective-medium theory
(self-consistent Born approximation) and numerically on a square lattice. As in the uncorrelated
case the theory predicts an enhancement of the density of states over Debye’s w?™! law (“boson
peak”) as a result of disorder. This anomay becomes reinforced for increasing correlation length
&. The theory predicts that £ times the width of the Brillouin line should be a universal function
of ¢ times the wavenumber. Such a scaling is found in the 2d simulation data, so that they can
be represented in a universal plot. In the low-wavenumber regime, where the lattice structure is
irrelevant there is excellent agreement between the simulation at small disorder. At larger disorder
the continuum theory deviates from the lattice simulation data. It is argued that this is due to an

instability of the model with stronger disorder.

PACS numbers: 65.60

I. INTRODUCTION

The influence of quenched disorder on the dynamic
properties of solids is enormous and is subject to
widespread experimental and theoretical investigations
[1]. The disorder leads to strong modifications of phys-
ical properties of the solid. On the other hand, the ab-
sence of lattice order in the solids and the correspond-
ing breakdown of the Bloch theorem leads to appreciable
difficulties for the theoretical interpretation of the dis-
order-induced phenomena. Here mean-field theories and
particularly effective-medium theories have been of much
help [2], as they very often lead, at least, to a qualitative
understanding of the influence of the disorder. In par-
ticular the coherent-potential approximation [3] (CPA)
and its small-disorder version, the self-consistent Born
approximation (SCBA) [4], have proved to be useful for
interpreting the electronic and other spectral properties
of disordered solids. In many cases physically different
situations can be mapped onto each other. So one can
convert an electronical problem to a vibrational one by
replacing the energy E by —w?, where w is the frequency
parameter. If E is replaced by iw, one studies the math-
ematical analogous diffusion problem [2, 5, 6], where @
denotes the time Fourier parameter of the diffusion dy-
namics.

In the case of vibrational properties the disorder-in-

duced excess in the density of states (DOS) over Debye’s
w?=! law (d is the dimensionality) (“boson peak”) has
been successfully explained for a lattice model by com-
paring a simulation of a disordered lattice system with
the predictions of the lattice CPA [7]. The comparison
showed once more that the CPA is a reliable theory of
disorder. In this study it was shown that the boson peak
anomaly marks the crossover from plane-wave like vibra-
tional states to disorder-dominated states with increasing
frequency w. Near the crossover the effective sound ve-
locity v becomes complex and frequency dependent. This
corresponds to a dc-ac crossover in the analogous diffu-
sion problem [6].

A similar but lattice-independent approach is the gen-
eralised elasticity theory in which the disorder is assumed
to lead to spatial fluctuations of the elastic constants
[8]. This model was solved by functional-integral tech-
niques in which the SCBA plays the role of a saddle-point
in a non-linear sigma-model treatment. This theory al-
lowed for a generalization to include transverse degrees
of freedom and to formulate a thermal transport theory
[9]. Within this theory it was shown that the so-called
plateau in the temperature dependence of the thermal
conductivity [10] is caused by the boson-peak anomaly
[9]. Furthermore, it has turned out [11] that the sound at-
tenuation parameter (which is proportional to the imag-
inary part of v(w)) is related to the excess in the DOS in



the boson peak regime.

It should be noted that the model of spatially fluctuat-
ing elastic constants, treated in CPA and SCBA is by no
means the only approach for explaining the boson-peak
anomaly. In fact, an enormous number of possible ex-
planations have been published in the literature, which
can roughly grouped into three classes: i) defect models,
1) models associated with the glass transition and %)
models with spatially fluctuating elastic constants.

i): Defects with a heavy mass can produce resonant
quasi-local resonant states within the DOS [12-14] and
be thus the reason for the boson peak and the reduction
of the thermal conductivity. Similarly defects with very
small elastic constants, near which anharmonic interac-
tions are important (soft potentials), can produce quasi-
local states, which, if hybridized with acoustic excitations
may produce a boson peak [15, 16] and a plateau in the
thermal conductivity [17, 18] Inhomongeneities may also
be the source of local vibrational excitations that con-
tribute to the excess DOS [19]. Specifically in network
glasses bond-angle distortions may also contribute to the
boson-peak anomaly [20, 21]. In a recent study [8] the
predictions of a defect model has been compared with
those of a fluctuating elastic constant model. 4): In
theories of the glass transition [22-26] the boson peak
arises as a benchmark of the frozen glassy state. ii7)
In models with quenched disorder of elastic constants
[5, 6, 8, 9, 11, 27-31] the boson peak marks the lower
frequency bound of a band of irregular delocalized states
with random mutual hybridization. These states are nei-
ther propagating nor localized [7]. The models have been
solved with the help of numerical simulations as well as
effective-medium theories.

A drawback of these models is that they are based on
the model assumption of uncorrelated disorder, i.e. spa-
tial fluctuations of the physical quantities are assumed
to be uncorrelated. This assumption is only justified if
the spatial correlation length is smaller or of the order
of the natural length which appears in the system un-
der consideration. In the present problem, namely vibra-
tions in disordered solids, there are two important length
scales. One is just the interatomic distance a, the other is
the sound velocity, divided by the boson-peak frequency,
which is in experimental data of the order of several inter-
atomic distances. The wavenumber corresponding to this
length scale is the maximum wavenumber wich can serve
as a label for wave-like vibrational states. In any case it
is a more sound procedure to start with a theory with
correlated disorder and make the approximation of short
correlations (if appropriate) only in the end. Such theo-
ries are available [32-34]. The aim of the present contri-
bution is twofold: First we summarise the main features
of the long-range-order SCBA. Secondly we present re-
sults of a two-dimensional simulation and compare them
with those of the analytic theory.

II. MODEL AND SELF-CONSISTENT BORN
APPROXIMATION (SCBA)

We start with the equation of motion for scalar wave-
like excitations wu(r,t) in a d-dimensional disordered
medium

82
o "
Here v(r) is a sound velocity (and v?(r) an elastic con-
stant), which is supposed to exhibit random spatial fluc-
tuations v?(r) = v + A(r) with v3 = (v?) and
(A(r +10)A(ro)) = C(r) = (A%)e /¢
© Olk) = (AN +E777F  (2)

(r,t) = V- v2(r) - Vu(r,t) (1)

with Cy = 2m(3d—5)/€. In an effective-medium approx-
imation the disordered system is mapped onto a homo-
geneous system, in which the influence of the disorder
enters via a self-energy function X(k, z) with z = w + ie.
The dynamic susceptibility is given by

k2
—22 + k2(v3 — X(k, 2)) (3)

In SCBA the self-energy function obeys the self-
consistent equation [4, 32-34]

X(ka Z) =

sad=1 [ (%) ca-wxen @

|k|<kp

with the Debye wavenumber kp = [2d7?2]'/2/a.

In the present study we are mainly interested in the
low-frequency and -wavenumber properties, so we replace
the self-energy by its ¢ — 0 limit 3(z) and obtain the
SCBA equation

d 2 2

dk k<C(k)/{A
=14 [ (& A )

2 #d 2 ) =22 + k2 (v§ — 2(2))
‘k‘<kp
with  the  normalization  constant Yd =
[ (dk/2m)iCc(x)/(A?) and the “disorder parameter”
|k|<kp

v = (A%)pa/v.

The DOS is given by

g(“)%lm{/ <%)d—z2+k2<ia—z<z>>} )

In Fig. 1 we have plotted the “reduced DOS” g(w)/w?
for d = 3 and for three values of v and two values of
¢. First we notice that, as in the uncorrelated case [7—
9] there exists a critical amount of disorder v, = 0.5,
beyond which the system becomes unstable. The “boson
peak” becomes more pronounced and situated at lower
frequencies as this value is approached. The interesting
new feature in the correlated case is that the boson peak
is re-inforced by the correlation and again shifted towards
lower frequencies.




FIG. 1: Reduced DOS g(w)/w? for £ = 1/kp (dashed lines)
and £ = 5/kp (full lines) and for three disorder parameters
(from left to right) v = 0.49, 0.47 and 0.45.

IIT. DYNAMIC STRUCTURE FACTOR AND
DENSITY OF STATES

We now divide the self-energy function into a real and
imaginary part X(z) =%/ (wa0)+iX”(w) and define the
renormalised sound velocity as v? = v3 —¥'. The dynam-
ical structure factor S(k,w), which can be measured by
inelastic neutron or X-ray scattering, and which is the
Fourier transform of the dynamic density-density correla-
tion function, is then given by the fluctuation-dissipation
theorem [35] as

Sk,w) = %Im {x(k,2)}

kT Y (W) /2w
T 2me? (kv — w)? + (22 () /2w)?]

(7)

The Brillouin resonance is given by w = kv and the line
width (FWHM, sound attenuation parameter) is given
by
k

I(k) = ;E"(w =vk) (8)
It can easily be shown that ¥ o w? for w — 0 so that
' oc ¢?*1 for ¢ — 0 (Rayleigh law).
~We now introduce the dimensionless variables
N=%/v3, Cy=Co&=2m(3d—5), Z=26/vo=0+ié
and l;:kzg. We then obtain

~\ d ~ ~
-1 & [ (&) S
2 ¢ o1 | 221 k(1 - 5(3))

d
|k|<&kp

In this expression the correlation length & enters only via
the upper k cutoff. For the limit & > a we therefore
obtain the scaling relation

[ =T¢/vy = f(v, k) (10)
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FIG. 2: Scaled Brillouin linewidth I'§/vo against scaled
wavenumber ¢§ for § = 1/kp (dashed lines) [36], £ = 5/kp
(full lines), £=10/kp and 15/kp (dotted lines). The disorder
parameters v are the same as in Fig. 1.

In Fig. 2 we have plotted T' against k for d = 3, for the
three ~ values of Fig. 1 and for £ = 1/kp, 5/kp, 10/kp,
and 15/kp. We see that the scaling is obeyed except for
& = 1/kp [36] as expected. As in the uncorrelated case
[11], the boson peak (see Fig. 1) marks the crossover
from the Rayleigh regime I &< k% to a behaviour I' o« k*
with s ~ 2.

IV. SIMULATION

We now discretize (1) in d = 2 on a square lattice,
which then takes the form of an equation of motion for
unit masses connected by springs with spring constants
Kij = 53z (v*(ri) +v*(ry)):

d2
3z ulrit) = > Kiglu(re,t) — u(r;,t)] (11)
¢ n.N.

In the simulation [37] the force constants K;; are ex-
tracted from a random distribution with mean Ky and
variance o2. The correlation is established following the
Fourier filtering method (FFM) [38]. The network of
random springs is created starting from a random set
of (2N)? numbers uniformly distributed around zero ob-
tained from a pseudo random number generator. The
FFM method is then used to generate a 2N x 2N
two-dimensional lattice of “pair” random numbers {7;; }
which obey a spatial correlation

(Moomni;) o e~ 20HI/E (12)

The random spring constants with mean Ky and variance
o? are extracted from the pair numbers 7;;. The lattice
spacing of masses-and-springs system is twice of that of
the random-number lattice. Using this statistics the dy-
namic structure factor S(k,w) of the model has been de-

termined by the method of moments [39-41]. In Figs. 3a
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FIG. 3: Symbols: Linewidths I' of the simulated Brillouin spectra, multiplied with the correlation length & and divided by the

sound velocity v.

0:£=279%, A:{=>542a, V: £ =10.56a, + : & = 20.55a, x : £ = 40.0a, Straight line: theory. The results

of the left picture correspond to a disorder parameter v = 0.04 that of the right picture to v = 0.111.

and 3b the scaled widths of the Brillouin peak of sam-
ples with different correlation lengths have been plotted
against the scaled wavenumber k. It is clearly seen that
the simulated data follow the predicted scaling law. For
the case with the lesser disorder (y = (0/Kp)? = 0.04)
there is very good agreement with the theory ( (9) with
no cutoff in the integral) in the small wavenumber limit,
where the lattice and continuum models should agree. In
the high-wavenumber regime, of course, the lattice char-
acter of the simulated system becomes distinct.

Let us turn to the discussion of the data of Fig. 3b with
the increased disorder v = 0.111. The continuum theory
in this case predicts the Rayleigh law I' o< k3 (continuous
line). We checked the stability of the system by investi-
gating the simulated density of levels g(w?) = g(w)/2w
and found that this quantity exhibits nonzero values for
w? < 0, which means that the system is unstable. For
this case it is known that the imaginary part of the self
energy Y. is constant and passes continuously from pos-
itive to negative values of w? in this case. Consequently
the line width I'(w) o kX" shows a linear increase for
small omega. Such a behavior is obviously an artefact
of constructing a harmonic model with too much dis-
order, which leads to a small fraction of negative elastic
constants. In a realistic physical system such “would-be”

negative elastic constants are removed by the anharmonic
interaction which causes relaxation of the system towards
a stable situation. This has been nicely demonstratedby
a model calculation of Gurevich et al [16].

V. CONCLUSION

We have investigated the vibrational properties of
disordered systems with correlated disorder both analyt-
ically by the self-consistent Born approximation as well
as by a simulation applying the method of moments and
the Fourier-filtering method. The sound attenuation con-
stant I'(k) (width of the Brillouin line) is found to scale
with the correlation length & in such a way that &L is a
universal function of k. The enhancement of the density
of states (boson peak) is found to be re-inforced by the
correlations.
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Using anharmonic elasticity theory in the presence of spatially fluctuating elastic constants we derive a
self-consistent theory for sound attenuation in disordered solids. In the low-frequency regime (below the boson
peak frequency) we obtain a sound attenuation law proportional to Tw?, where T is the temperature and o is
the frequency. Together with the usual Rayleigh scattering mechanism this yields a crossover of the Brillouin
linewidth from a w? to a w* regime. The cross-over frequency is fully determined by the boson peak frequency
and the temperature. For network glasses like SiO, at room temperature this crossover is predicted to be
situated one order of magnitude below the boson peak frequency.
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I. INTRODUCTION

The role of the phonon-phonon interaction in crystalline
solids is very well understood. It accounts for a finite thermal
conductivity, thermal expansion, as well as transverse ultra-
sound attenuation.!? Landau and Rumer’ realized that, due
to energy and momentum conservation, a decay of the low-
frequency density waves (longitudinal phonons) would be
phase-space suppressed. In their theory only transverse
phonons acquire a lifetime 7,%<w™' at GHz frequencies.
Akhiezer* solved the corresponding Boltzmann equation
which results in a 7, 1/@?T behavior at substantially lower
frequencies.’

The hydrodynamic modes are at the focus of interest in
glass physics, because their physical properties appear to be
independent of the specific underlying nonequilibrium static
structure. Recent experiments showed the presence of an
Akhiezer-like sound attenuation regime in the longitudinal
channel,®” however these authors claim different values of
the cross-over frequency from the Akhiezer-like to the Ray-
leigh law. The authors refer to the old and frequently cited
theory of Akhiezer.* However neither his approach nor that
of Rumer/Landau® do apply, as they are only valid for the
low-frequency transverse modes of crystalline solids. Fabian
and Allen® performed simulations on a disordered lattice in
the kinetic regime, they established the validity of an
Akhiezer-like law for the longitudinal modes as well. In our
analytical approach, it turns out that this observation is only
possible in presence of disorder. In addition, our calculation
is not limited to the kinetic regime. A treatment of anhar-
monic damping in disordered solids has been formulated
some time ago,’ but the focus was on weak and strong local-
ization, so the applicability range is at very high frequencies
above the boson peak.
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We present an extension of the “fluctuating elastic con-
stants” model,"'~'* to account for anharmonic sound damp-
ing of disordered solids at “low” frequencies (i.e., in the
GHz-THz regime). This is achieved, using the fact, that the
disorder-averaged spectral function x”(q,w)—which de-
scribes the vibrational spectrum of the disordered material—
does not reflect momentum conservation anymore and exhib-
its a characteristic rapid increase in the THz frequency
regime.!!"'* This phenomenon is frequently called “boson
peak” (BP). The interaction of the irregular states near the
BP produces, as we shall show an Akhiezer-like Tw? law for
the anharmonic sound attenuation. The prefactor is inti-
mately related to the disorder-induced elasticity fluctuations,
which produce the BP.

This paper is organized as follows: first we briefly review
the theory for the spectrum of a harmonic disordered solid
based on disorder-modified elasticity theory.''"'* Then we
introduce anharmonic interactions. Using standard quantum
field-theoretical techniques we derive self-consistent mode-
coupling equations, obtained from a saddle-point treatment
of the disorder-averaged replica field theory,!%!>16 which de-
termine the phonon spectrum. For low enough temperatures
and frequencies the nonself-consistent mode-decay approxi-
mation is sufficient, which results in the Akhiezer-like I’
x Tew? law.

II. ANHARMONIC ELASTICITY THEORY
WITH DISORDER

We start by reviewing the elasticity theory for a disor-
dered solid. The starting point is Lamé’s elasticity theory,'”
but with spatially fluctuating elastic constants. The dynamics
of the displacement field u(x,7) is determined by the
Lagrange density

©2010 The American Physical Society
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(1)

in which u;;=(du;+d;u;)/2 is the usual strain tensor. Here \
and u are Lamé’s elastic constants and p is the mass density.
As in our previous work we assume that the disorder affects
the elastic properties only via w:

w(x) = po+ op(x) o= u(x)),

A(x) =g =(A(x)), (2)

i.e., the spatial fluctuations of A are neglected. The fluctua-
tions Su(x) are characterized by a correlation function
<5,LL(X)5,LL(X/)>=KM(|X—X/ ); Higher moments of Su(x) are
discarded. The correlation function is given in terms of the
variance of the shear modulus A? and the correlation length &
(Ref. 18)

e A2 Ix —x'| 3
K,(Ix-x'[) =A% exp| - i ) (3)
and has the Fourier transform
o 8mEN?
K (K) = d3~ —1ka H=— > 4
0= [ e @ nrwep @

The quantities A? and & are the two phenomenological pa-
rameters, which characterize our model. As noted in,''~!4
there exists a critical amount of disorder A?, depending only
on the ratio of the squared sound velocities (v;/v)?, beyond
which the system becomes unstable. This criticality arises,
because a too large variance A” allows for negative values of
the shear modulus wu(x), which is unphysical.

Performing standard field theoretical methods'®!® the fol-
lowing set of self-consistent equations for the disorder-
averaged longitudinal (i=L) and transverse (i=T) dynamical
susceptibilities has been derived:'!~'4

qz

-+ 612[01‘2,0 - Ei,dis(z)] ’

Xi(q.2) = (5)

where z=w+ie and e—+0. Because only fluctuations of w
have been considered, we have 3, 4 =237 i 27.4is(2) is
given by

S =2 P Dk kAl (6)
k

These mean-field equations arise from a saddle point within
an effective replica field theory. The self-energy is evaluated
in the long wavelength limit 7 4(z)=274(q—0,2), in
agreement with similar approximation schemes, e.g., the co-
herent potential approximation or dynamical mean field
theory (DMFT).! The dynamical structure factor then fol-
lows from the fluctuation-dissipation theorem

PHYSICAL REVIEW B 81, 104206 (2010)

S(g.0) =~ Im{x(0.). )
ml—e

with B=%/kpT. The real part of the self energies %, 4;; renor-

malizes the sound velocities v;=v;,—3/ (@) and their

imaginary parts give the (harmonic) sound attenuation. In

particular, the Brillouin linewidth of S(g,w) is given by Ref.

12,

w, n
P =53 gl0=0) o=k (8)

L

In the case of a short correlation length the function K M(k) is
constant in the relevant wave-number range and one recovers
the uncorrelated version of the self-consistent Born approxi-
mation (SCBA),'"!2 which has been shown to explain the
excess density of states (DOS) [boson peak (BP)] and the dip
in the temperature dependence of the thermal conductivity as
a consequence of strong disorder-induced scattering. The
Brillouin linewidth has been shown to vary as w’ in the BP
regime and to be related to the excess DOS.!? In the case of
a finite correlation length ¢ the ratio between DOS and De-
bye DOS is not limited to a factor 2 (see Ref. 12) but in-
creases indefinitely with &'3!4 Within this description (un-
correlated and correlated) the BP marks the crossover of the
vibrational spectrum from a weakly scattered plane-wave re-
gime to a disorder-dominated regime, where k does no more
label the modes.

We turn now to the consideration of anharmonic elasticity.
In the general theory of elasticity!”?° the strain tensor con-
tains nonlinear terms. Inserting the full nonlinear strain ten-
sor into the elastic Lagrangian yields an additional anhar-
monic interaction

Lan= )\0(2 “5;’)2 VL + M(X)E UiiLieVgj» )

i ij ije

where v,-j=%((7ju,-—(7,»uj) is the rotation tensor.

Further anharmonic terms would be due to anharmonic
potential contributions yielding mode-Griineisen-type cou-
plings (cf., e.g. Refs. 17 and 21). In a system without spatial
fluctuations of elastic constants translational invariance leads
to a phase-space suppression of the anharmonic damping
channel via Eq. (9) due to momentum conservation and a
linear sound dispersion.>? In the older treatments of anhar-
monic sound damping,3’4 therefore, the mode-Griineisen
terms were taken as dominant anharmonic coupling which
couple one transverse with two longitudinal phonons. As mo-
mentum conservation does not apply in the present situation,
a finite phonon lifetime I'{x(x)} can already be calculated
for a given configuration {u(x)} from the interaction (9). The
configurationally averaged lifetime (I'),,(x), would be non-
zero in general. However it is more useful to work out the
effect of the anharmonic interaction in terms of the effective
fields x;,>; as they are important entities describing
harmonic vibrations in glasses.

Using the standard replica field theory of disordered
solids'>1¢ we are able to show that the interaction (9) induces
a third-order term in the effective theory for the fields repre-
senting the dynamic susceptibilities. A replica diagonal,
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FIG. 1. (Color online) Diagrammatic representation of the an-
harmonic mean-field equations: blue=L, red=T; full lines are sus-
ceptibilities, dashed lines represent the correlation function; wind-
ing lines are the full self energies.
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translation, and rotational invariant saddle point has been
chosen, which yields the following self-consistent equations
for the full self energies:

2 (w,) =2 gz =iw,) + 227 7 m(w),), (10)
2w,
2w, = # + 2L,T,an(wn), (11)
S (0 = 2 S (Ko, K (k= )y, i0,)
ij,an wy _6V2p3k,q,mXi Wy N q Xj q,1wy).

(12)

Such equations have been shown?!' to be mathematically
equivalent to mode-coupling equations.?3?*

Indeed, these saddle-point equations resemble the struc-
ture of a calculation of the self-energy to first order in the
anharmonic and disorder-induced interaction. The corre-
sponding diagrams are shown in Fig. 1. The saddle-point
equations contain self-energy dressed propagators instead of
free ones.

III. MODE-DECAY APPROXIMATION AND RESULTS

In the following, we exploit this analogy for justifying the
most obvious approximation to Egs. (10)—(12), the mode-
decay approximation. Our interest is the anharmonic effect
on the dynamical structure factor and hence we are investi-
gating the anharmonic effect on the longitudinal self-energy.
We treat the anharmonic interaction as small perturbation
and split the self-energy into harmonic and anharmonic parts
S, =S4+ 2. The propagators y; are approximated by the
solution of the linearized equations, which are just the har-
monic SCBA Egs. (5) and (6).

3.0 1s then represented by the last self-energy diagram of
the longitudinal channel in Fig. 1, in which the full trans-
verse susceptibilities are replaced by the disorder-dressed
ones.

We now represent k sums by

v
=" f d’k,
Q77 <,

and Matsubara sums by’
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FIG. 2. (Color online) Frequency dependence of the anharmonic
self-energy correction, for A2=0.99A§, &=2/kp and A2=0.9999AZ,
&=1.5/kp. Inset: the function x"(k=0.5kp, w).
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dw coth%lm{A(z =w+ie)}.

The anharmonic contribution to the Brillouin linewidth is
then given by:

w, n
(k) = v—fzan(w =wy) wy=vk,
L

"y T 33J”_ (@)
3 ()= 62y Jde qd’k ) d@ coth 5
X X1k, 0)K(q - k)[x7(q. @ + ©) - x7(q. & - »)].
(13)

The behavior of the susceptibility can be estimated from the
inset of Fig. 2, it resembles the shape of the momentum
independent self-energy, only the position of Brillouin peak
is momentum dependent. We replace the correlation function
K, (k) by its maximal value 87& A2, This approximation is
robust, as it reflects the anharmonic expression we would
have obtained in an uncorrelated framework. In addition we
apply the classical (high temperature) limit in which we can
replace the hyperbolic cotangent by its inverse argument.
Then the self-energy is given by

S (@) = g(A%E kDA% £,d), (14)
(Asz T)_ﬂ (15)
8186 Kp _3§3774p3l7‘}’
» rékp _ rép d&
I(A°,£®) = J ki f dg3—=
0 Jo 0 @

1!

+@) - Xp(k,o— @)],
(16)

en

1

X X(@ 0)[X(

>

with g the interaction parameter in units of a squared sound

104206-3



TOMARAS, SCHMID, AND SCHIRMACHER

FIG. 3. (Color online) Brillouin linewidth, divided by frequency
Sra including disorder and anharmonicity for §=2/kp, Az/Az
=0.99, a=(v;/vy)?=2.52 for different temperatures T/T,=0 (full,
black), 0.001 (long dashes, red), 0.005 (short dashes, green), 0.01
(dash-dots, blue). T, is defined by f;’n((T))z(T/ Ty)@ in the linear
region.

velocity and a dimensionless integral 1.2° For small external
frequencies, the integral kernel scales such as

X7(K, @+ w) — x7(K,® — 0) = wdgxp(k, @), (17)

the Brillouin linewidth satisfies an Akhiezer-like sound at-
tenuation law

3 () o 0T = Ty (k) o« a)iT. (18)

The validity of this w? behavior has been tested by evaluat-
ing the full integral (16) instead of using Eq. (17). The result
is shown in Fig. 3.

The self-energy behaves linearly in the whole frequency
range, and not just at the lower band-edge w—0, as one
would naively expect. This happens because the main con-
tribution to the integral I, for frequencies below the BP,
comes from the band of irregular delocalized high-frequency
modes; these states contribute a wide x”« w regime, situated
above the BP, to the disordered spectral density (see the inset
of Fig. 2), for which the approximation (16) becomes exact.

Further, we estimate the amount of the attenuation in-
duced by anharmonicity as compared with the disorder-
induced one. The ratio R(w)=I,,(w)/T 4(w)xl(®)/ @,
which becomes frequency-independent beyond the BP, deter-
mines the crossover frequency. This ratio is fixed by the
parameters A% and &, which set up the BP position, and the
temperature. For example SiO, requires A2=0.99A3
=0.401 pzv‘} and ¢=2/kp. The ratio of the squared sound ve-
locities is (v;/vy)?=2.52 and the Debye cutoff 1.6
X 10'/m.12 At room temperature kzTk;)/pv3=0.6 and the
ratio I(@)/ @=50 is evaluated numerically for these param-
eters. We obtain X (&) =~0.005, i.e., Ty=7.3-10° K. Fig-
ure 3 shows the full Brillouin linewidth due to disorder and
anharmonicity. The anharmonic corrections already lead to
deviations from the disordered contribution slightly below
the shoulder of the BP, the highest frequency, where the
Akhiezer-like behavior is present in SiO, is therefore pre-
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dicted to be one order of magnitude below the BP, i.e., in the
100 GHz regime. In general, for observing the Rayleigh law
one needs to go to low enough temperature, which shifts the
crossover toward lower frequencies.

IV. DISCUSSION AND CONCLUSIONS

Let us now discuss the possible role of potential-induced
anharmonicity. There is no problem to introduce interactions
involving longitudinal and transverse mode-Griineisen pa-
rameters g, 7 into the theory. In the longitudinal case one just
has to replace A? by (1+g7)A? in the saddle point Egs.
(10)—(12). This will shift the crossover from Akhiezer-like to
Rayleigh scattering upwards and reduce the “Rayleigh win-
dow” between the Akhiezer-Rayleigh crossover and the BP.
Within our continuum description it is not possible to judge
the importance of the mode-Griineisen parameters g; 7, be-
cause they are effective constants which have to be calcu-
lated from a certain microscopic theory, taking into account
the material-specific details of the interaction. It has been
pointed out by Fabian et al.,® that the Griineisen parameters
which they have extracted from their simulations are unusu-
ally strong, compared to the bare crystalline couplings. How-
ever, a suitable choice of the parameters for the Weber-
Stillinger potential?’ used in their simulations®® should
account for the nonlinear part of the strain tensor as well.
Hence, their strong Griineisen parameters v;, should not be
confused with our nonlinear couplings g; 7, which may as a
first guess be identified with their rather weak crystalline
counterparts,’> as long as one deals with weak disorder.
However it cannot be excluded, that strong disorder or im-
purities drive these constants toward a strong-coupling re-
gime within a renormalization-group approach. Therefore,
for a particular material it has to be determined by experi-
ment, whether our “minimal” description is sufficient, or one
has to deal with mode-Griineisen parameters. In any case our
estimate of the Akhiezer-Rayleigh crossover serves as a
lower bound.

The measurements on vitreous Si0,, performed by Mas-
ciovecchio et al.,% exhibits the Akhiezer-Rayleigh crossover
around 100 GHz, which fits our estimates quite well. In con-
tradiction Devos et al.” claim the crossover to take place near
400 GHz. However they performed their measurements on
amorphous thin films of SiO,, prepared by chemical vapor
deposition. Such materials—in comparison to glasses
quenched from the liquid state—are known to have a wealth
of additional defects such as voids and dangling bonds. It is
at the heart of impurity physics that defects give rise to ad-
ditional effective interactions, i.e., anharmonicities. This can
lead to enhanced mode-Griineisen parameters g; r, which
then have to be taken into account.

In several experiments dealing with vibrational spectra
near and below the glass transition?”? one observes an in-
crease of the DOS in the BP regime. Within the mode-decay
approximation one can account for the trends but not numeri-
cally reproduce such spectra.>’ We believe that one has to
solve the full mode-coupling Egs. (10)—(12) in order to be
able to do so.

In conclusion, we developed a consistent perturbative
treatment of the anharmonic contribution to the Brillouin
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linewidth in disordered solids. Our treatment solely in terms
of elasticity parameters, which enter into the mean values
and correlation functions, suggests a correlation between the
boson peak position and the Akhiezer-Rayleigh crossover at
temperatures scaled with the Debye temperature. Further de-
velopments in experimental techniques are required to ex-
plore this extremely interesting frequency window in the up-
per GHz regime.
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We study via self-consistent Born approximation a model for sound waves in a disordered environment, in
which the local fluctuations of the shear modulus G are spatially correlated with a certain correlation length
¢&. The theory predicts an enhancement of the density of states over Debye’s w? law (boson peak) whose
intensity increases for increasing correlation length, and whose frequency position is shifted downwards as
1/¢. Moreover, the predicted disorder-induced sound attenuation coefficient I'(k) obeys a universal scaling
law (T°(k) = f(k€) for a given variance of G. Finally, the inclusion of the lowest-order contribution to the
anharmonic sound damping into the theory allows us to reconcile apparently contradictory recent experimental
data in amorphous SiOs.

Key words: sound attenuation, vibrational properties of disordered solids, boson peak, anharmonic
interactions

PACS: 63.50.-x, 43.20.+g, 65.60.+a

The vibrational properties of disordered solids at THz frequencies are subject of an enormous
attention both from the experimental and from the theoretical side [1], due to the related anomalies
observed in the specific heat and thermal conductivity of glasses [2]. The origin of an excess of the
vibrational density of states (DOS) over the Debye prediction (“boson peak”) at THz frequencies
and its relation to the rather anomalous sound attenuation in the same frequency regime is in focus
of a lively debate [3-5]. In particular, the origin of the dispersion and attenuation of sound-like
excitation in the THz frequency range has been a matter of controversy quite recently [6,/7]. In spite
of this debate, nowadays many authors agree that the boson peak and the frequency dependence
of the sound attenuation are the related phenomena dictated by the structural disorder, rather
than by anharmonic interactions, and occur at frequencies at which the wavevector k looses its
significance for labeling the transverse vibrational states (Ioffe-Regel regime) [g].

The way the disorder controls the thermophysical properties, however, is still not fully un-
derstood, and the experimental phenomenology is not completely reproduced by the current
fluctuating-elastic-constant (FE) approaches [6, 19, [10], which are based on zero-range correlati-
ons.

The FE approach has been recently applied to low-frequency Raman scattering and for the
first time accounted for the experimentally observed frequency dependence, which is different from
incoherent neutron scattering |L1]. In this study and in a recent comparison of a scalar FE model
with a simulation of a simple model having correlated disorder [12] it was realized that the finite
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correlation length € of the elasticity fluctuations plays an important role discussing the vibrati-
onal anomalies. A similar conclusion was drawn from molecular-dynamics simulations of quenched
Lennard-Jones Argon and SiOs [13]. In the latter study it emerged that these correlations exist
over an extended number of inter-atomic distances. This verifies a conjecture of Elliott [14] quite
a time ago.

In the present paper we use the full vector FE approach [10] to study the effect of a finite
correlation length and the presence of anharmonic interactions. We find that the BP becomes
strongly enhanced with increasing correlation length, a result which emphasizes the importance
of this latter property in real systems. We further demonstrate that ¢ times the disorder-induced
sound attenuation constant is a universal function of £k (where k is the wavenumber).

We consider an elastic continuum, in which the shear modulus G fluctuates in space around
its mean value Gy (the bulk modulus K, is supposed to be constant): G(r) = Go + AG(r), we
also assume that the correlation function of AG(r), C(r) = (AG(r + ro)AG(ro)) and its Fourier
transform are of the forms

Cr) = (AG?e /¢,
Ck) = (AG?)(87/¢) [ +¢27". (1)

The corresponding mean-field equation for the low-wavenumber self energy ¥ (w) = (¢ =0, w) (self-
consistent Born approximation, SCBA) takes the form [11, 12, [15, 16]

D) = s | ()0 k) + k)]

|k|<kp
with
xp(kbw) = K[+ B 0f, - 22w)] (2)
ar(kw) = B[+ - Sw)] 3)
Here v = (AG?)ps3/vg. is the “disorder parameter”, vy, o, vr o, are the (unrenormalized) sound
velocities, and g3 = [ (dk/2m)3C(k) is a normalization constant. kp is the usual Debye-cutoff,
k| <kp

typical values have been elaborated in [6].
The DOS, given by

g =30 [ (8 Gim xelhw) + 2xr(hw) ()

3
‘k‘<k‘D

is reported in figure [[l Here we have plotted the “reduced DOS” g(w)/gp(w) (where gp is Debye’s
DOS) for three values of v and five values of £. First we notice that, similarly to the uncorrelated
case (£ — 0) [6,19,10] there exists a critical amount of disorder 7., beyond which the system becomes
unstable. The “boson peak” becomes more pronounced and is located at lower frequencies as this
value is approached. However, at variance with the experimental data, the maximum amplitude
of the boson peak predicted from the £ = 0 case is a factor larger than the Debye expectation.
The interesting feature appearing in the correlated case (£ > 0) is that the boson peak amplitude
increases and its position shifts towards lower frequencies with increasing £. In figure [[l— where we
have taken the frequencies scaled by vp /£ in order to show that the boson peak frequencies scales
as 1/€ — one can see that the boson peak amplitude can reach the value as high as ten with still
reasonable & value.

The sound attenuation constant (i.e., the width of the Brillouin line in x// (k,w)) is given in
terms of the imaginary part of the self-energy X" (w) as [6]

(k) = 2%2”(@0 =k/vL), (5)
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Figure 1. Reduced DOS g(w)/gp(w) against scaled frequency w&/vr,o for & = 1/kp (full lines)
& = 5/kp (dashed lines), £ = 10/kp (dotted lines), & = 15/kp (dash-dotted lines), for three
disorder parameters (from left to right) v — v. = 0.0001 (black), 0.001 (blue) and 0.01 (red).
Inset: Scaled Brillouin linewidth I'§ /vo against scaled wavenumber ¢€ for the same parameters
and with the same line and color codes.

where vy, = [vio — 2%'(w = 0)]%/? is the renormalized longitudinal sound velocity. In particular,
the relation between I" and the excess DOS derived for £ = 0 (see equation (5) in [6]) — and this
has been found to be in agreement with the experimental data [6] — remains the same also for
€ > 0. If one now introduces the dimensionless variables 3 = ¥ Jv2 V70, @ = w&/vr0 and k = k¢ and
inserts these into the SCBA equation (2]) one realizes that the correlation length only appears via
the upper cutoff kp = kp€. This means that for large enough ¢ (in which case the cutoff does not
play any role) Y and T does not depend on £. This 1mphes in turn, that T = I'¢ /vy is - for a
fixed disorder parameter v — a universal function of k. & (and, in fact ¥ as well) is — within our
approach — a universal function of éw /vy, or &k.

In the inset of figure [l we have plotted I' against k for d = 3, for the three ~ values of figure [Il
and for £ = 1/kp, 5/kp, 10/kp, and 15/kp. We see that the scaling is obeyed except for { = 1/kp
as expected. The crossover from the Rayleigh regime I' o k* to a behavior T' o k* with s ~ 2,
occurring at the low frequency edge of the boson peak [6, [10], is now understood to be a universal
feature independent of the magnitude of the correlation length (see figure []).

In real amorphous solids, the relation I'(k) o k2 holds — at frequencies around the boson peak
frequency — for almost all glasses. This is in agreement with the present theory, which predicts
(k) o k? in the boson peak for all values of v and £. On the contrary, a clear-cut Rayleigh
scattering law (I'(k) o< k%) is seldomly observed. Generally, at much lower frequencies, one finds a
sound attenuation proportional to k2, which increases with temperature and is therefore attributed
to anharmonic effects. Some evidence of a possible transition between k? and k* behavior has been
found for vitreous silica [17].

In order to account for this contribution we consider a cubic anharmonic interaction of the
form [19]

Van = Ao Z U5V Vi5 + G Z Ui5ViVe5 + g1 Z U; (6)

iJ ijl

with the linearized strain- u;; = %(ajui + O;u;) and rotation v;; = %(@ui — Oju;) tensor and
g1 a phenomenological mode-Griineisen-like parameter. Using a replica field formalism at finite
temperature T', a set of mode-coupling-like self consistency equations for the full dynamical sus-
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ceptibilities has been derived [20]. This treatment involving an Akhiezer-like 'mode-coupling’ pa-
rameter g((AG?), €, kgT) = (14 ¢2)(AG?)kpT /36374 p305. In a perturbative regime, the relevant
anharmonic contribution to the attenuation of density fluctuations can be reduced to

- 00 (EkD 1779 (ERD 1~ dd ot fx = N | om T = N ey T =~
s (0,8) = g J57 Js*° dRE? [5 dda? 23 @, 00) [k, &+ @) - kO - D), (7)

where the full susceptibilities are replaced with their harmonic disorder-modified counterparts (2]).
The specific form of the correlation function enters the anharmonic sound attenuation function
only indirectly through the harmonic susceptibilities. The latter ones, are only weakly effected by
a change from exponential to Gaussian correlations. At room temperature, the integral (7)) scales
like Tw for w <« wg. This is already suggested by the specific form of the integral kernel, and has
been confirmed numerically [20].
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Figure 2. Brillouin linewidth, divided by frequency % - o including disorder and anharmonicity
for € = 2/kp, v/vc = 0.99,a = (vy /ur)? = 2.52 for different temperatures T/To=0 (full,black),
0.001 (long dashes, red), 0.005 (short dashes, green), 0.01 (dash-dots, blue). To is defined by
(@) = (T/To)@ in the linear region.

Figure 2 shows the full Brillouin linewidth due to disorder and anharmonicity with the known
parameters of SiO» [6] v = 0.99, AG? = 0.401, p?v}., & = 2/kp, (vr/vr)? = 2.52,kp = 1.6 x10'%/m,
T = 300 K, g1 =~ 0. The anharmonic corrections already lead to deviations from the disordered
contribution slightly below the shoulder of the BP, the highest frequency, where the Akhiezer-like
behavior is present in SiOs, is therefore predicted to be one order of magnitude below the BP, i.e.,
in the 100 GHz regime.

This compares qualitatively with some recent inelastic UV light scattering data of vitreous
SiO2 by Masciovecchio et al. [17]. They observed the crossover from a w? to a very steep increase
— compatible with a w* law — around 100 GHz.

More recently Devos et al. [1&] reported on the results of the measurements of sound absorption
on thin films of SiO2 produced by chemical vapor deposition (CVD). These I'(k) data are found
to be different from the data of [17]. The authors of [18], implicitly assuming that the structure
of the materials investigated in the two sets of experiments are the same, claim that the data sets
reported in [17] must be in error.

As it is well known, the structure of disordered solids crucially depends on the preparation
method [21]. A glass, which is quenched from the melt, is known to have a much more relaxed
structure than an amorphous material evaporated onto a cold substrate from the gaseous phase.
Therefore, we believe that both the anharmonic coupling strength as well as the correlation length
of differently prepared materials can differ considerably. This may be the reason that the Akhiezer-
Rayleigh-crossover might occur at different frequencies in differently prepared materials.
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Sound attenuation and anharmonic damping in solids with correlated disorder

In conclusion, we have combined a model in which the shear modulus exhibits spatially corre-

lated fluctuations with an anharmonic interaction. By this we are able to discuss these phenomena
in terms of the structure of the materials and to solve an apparent contradiction recently reported
in the literature. More importantly, we have at hand a theory capable of quantitatively reproducing
most of the phenomena related to the high frequency vibrations in glasses, such as the existence
of a boson peak and the puzzling k dependent behavior of the sound attenuation.
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MocnabneHHa 3ByKy Ta aHrapMOHI4YHe 3aracaHHe y TBepaunx
Tinax 3i ckopenboBaHMM 6e3nagom

B. LWipmaxep™, K. Tomapad?, b. LUmig2, Ox. Banbaf, Ox. Binianf, Ix. Pyokko®Z,
T. CkoniHbi

1 Binginexns disnku E13, Texniunuii yHisepcuteT MioHxeHa, ['apxiur, Himeudnna

2 ®dakynbteT di3unkn, YHiBepcuTeT MaiiHua, MaliHu, HimewunHa
3 LleHTp TeopeTnyHoi di3nkn ApHonbaa 3ommepdensaa, MIOHXEHCbKUIA YHIBEPCUTET iM.

Joagira-Makcuminiana, MioHxeH, HimeuunHa

4 ELICP, I'peHo6nb, DpaHLis
5 ®dakynereT di3nkn, YHiBepcuTeT TpeHTo, TpeHTo, ITania

6 ®dakynbteT di3ukn, Pumcbknii yHiBepceuTeT, Pum, ITanis
7 Uentp SOFT-INFM-CNR, ltaly

3a [0MnoMOorolo camoysrofxeHoro HabnuxeHHs BopHa My pocnigXkyemo Monenb AJis 3BYKOBUX XBUJb Y
HEBMOPAAKOBAHOMY OTOYEHHI, Ae NokanbHi ¢aykTyauii moayna 3cyBy G € NPOCTOPOBO CKOPEesibOBaHi 3
NMEBHOI KOPENSLIHO A0BXUHOMW £. Teopis nependayae 3pOCTaHHs NYCTUHU CTaHIB NMoHan, 3akoHom [e-
6as w? (6030HHUI MiK), Y1 IHTEHCMBHICTb 3POCTAE i3 36iNbLIEHHAM KOPENALINHOT JOBXMHM Ta YacTtoTa
3CyBa€eTbCS B 06N1acTb HM3bKUX YacToT K 1/£. Kpim Toro, nependayeHo, Wwo KoedilieHT BUKINKAHOIO
6e3nanom nocnabneHHs 3syky I'(k) 3a00BiNbHAE yHiBepcanbHOMY 3akoHy ckenninry (k) = f(k€) ana
3apaHoi Bapiauii G. BpelwuTi, BpaxyBaHHsi BHECKY HANHWXYOro NOPsiAKY A0 aHrapMOHIYHOMO 3aracaHHs 3BY-
Ky B TEOpIii 03BOJIIE HAM Y3roaMTW HasiBHI CyrnepeynnBi HeJaBHi ekcnepuMeHTanbHi AaHi Ans amopdHOro
SiOa.

Knio4ogi cnoBa: rnocsiabieHHs 3ByKY, BiOpaLiviHi B1aCTUBOCTI HEBNPOPSAKOBAHUX TBEPAMX Tifl,
6030HHWI ik, aHrapMOoHIYHIi B3aemoaii
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A saddle-point treatment of interacting phonons in a disordered environment is developed. In contrast to
crystalline solids, anharmonic attenuation of density fluctuations becomes important in the hydrodynamic
regime, due to a broken momentum conservation. The variance of the shear modulus A? turns out to be the
strength of the disorder enhanced phonon-phonon interaction. In the low-frequency regime (below the
boson peak frequency) we obtain an Akhiezer-like sound attenuation law I' e« Tw?. Together with the usual
Rayleigh scattering mechanism this yields a crossover of the Brillouin linewidth from a ®? to a »* regime.
The crossover frequency . is fully determined by the boson peak frequency and the temperature. For
network glasses like SiO, at room temperature this crossover is predicted to be situated one order of

magnitude below the boson peak frequency.

© 2010 Elsevier B.V. All rights reserved.

1. Introduction

Theories for sound-wave propagation in inhomogeneous media
(e.g. a spatially fluctuating sound velocity) have served as a common
tool for explaining the anomalous vibrational properties of disordered
solids for at least two decades [1-12]. However, less is known about
the role of the anharmonic interaction in such models. In a previous
phenomenological approach, involving only the longitudinal modes, a
Mode-Griineisen like 3 phonon interaction has already been incorpo-
rated [13]. During the recent years, the detailed vector theory [5],
based on Lame's elasticity theory with spatially fluctuating elastic
moduli, has gained importance, because it establishes the connection
with Raman scattering data [8]. From first principles of elasticity
theory, this vector model allows for the inclusion of a phonon-phonon
interaction, which depends only on the constants that characterize the
harmonic medium, and requires no additional parameters. In the
present paper we present the derivation of the generalized anharmo-
nic saddle-point equations within the replica formalism [14-16]. We
evaluate the anharmonic corrections on the Brillouin linewidth within
a perturbative regime. At room temperature the theory predicts
anharmonic sound attenuation at the THz scale. This is in agreement
with previous simulations [17,18], which report on strong effective
Griineisen parameters, compared with their rather weak crystalline
counterparts; in the present treatment the relevant expansion
parameter of the anharmonic vertex is just the fluctuation of the
shear modulus A% which typically is of the order ~0.1p?vf, whereas

* Corresponding author.
E-mail addresses: constantin.tomaras@physik.uni-muenchen.de,
ctomaras@ph.tum.de (C. Tomaras).

0022-3093/$ - see front matter © 2010 Elsevier B.V. All rights reserved.
doi:10.1016/j.jnoncrysol.2010.05.084

the Griineisen parameters of crystalline solids are much smaller and
lead to anharmonic sound attenuation at and below several GHz [19]
(vr,r is the longitudinal/transverse sound velocity). Recent experi-
ments [20,21] showed already the existence of anharmonic sound
attenuation at the THz scale in SiO,, e.g. the Brillouin linewidth
exhibits an additional »? regime below the disorder-induced Rayleigh
o*law, but disagree about the precise value of the crossover frequency
separating both regimes. In addition it was widely believed that these
anharmonic effects coincided with those of the corresponding
crystalline phase, and several authors consulted an old kinetic
description of anharmonic solids [22]. However, this kinetic theory
only applies to transverse phonons, due to energy and momentum
conservation, as we explain in the second section. In contrast, the
anharmonic sound attenuation emerging from the present calculation
relies crucially on the presence of disorder. The Brillouin linewidth
satisfies an Akhiezer-like law, with a prefactor related to the disorder-
dressed spectral function. This is more reasonable, because the
vibrational degrees of freedom of a glass are assumed to be at thermal
equilibrium throughout the whole literature, whereas the kinetic
description only applies to non-equilibrium phonon distributions.

2. Theory of anharmonic sound attenuation in glasses
2.1. Anharmonic elasticity

The usual textbook derivation [23,24] of elasticity theory starts
with the non-linearized strain tensor,

u(x,t) = %(@uj(x, t) + ou(x,t) + %% 0 (X, £)0;u (X, t)) (1)
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which measures the deformation of a differential volume element.
The elastic free energy functional F,; to quadratic order

Fa= (3 + noouguy ) @)

is built up from the translation and rotational invariant contractions of
the strain tensor. If the displacement of the individual atoms from
their equilibrium position is small e.g. V-u<<1, the non-linear part of
Eq. (1) can be neglected. Even then, the residual third order
contributions of Eq. (2) and possible third order contractions with
independent elastic moduli (Griineisen-like parameters) have to be
taken into account, for explaining other physical properties of solids,
likewise a finite thermal conductivity or thermal expansion [25]. As
we explain in the next paragraph, the anharmonicities included in
Eq. (2) cannot lead to thermalization of the density modes in the
crystalline phase.

2.2. Absence of sound attenuation in the hydrodynamic regime

In case of a spatially independent shear modulus u(x) = p, the
wave number k is a good quantum number. According to the
continuity equation, longitudinal phonons are density fluctuations
p(x,t) = ppV-u(x,t). The absorption of a density wave through an
energy and momentum conserving three phonon collision obeys the
conservation laws

o, + (ulm = ml@ 3)

Kk + k" =K. (4)

Applying the triangular inequality to Eq. (4) and inserting Eq. (3)
leads to Eq. (6)

| = (167 — k" (5)

which states that density fluctuations can only be absorbed by
longitudinal phonons. (In a solid v, >v7!) In that case Eq. (3) equals

| + i | = [, 7)

only collisions with parallel aligned momenta occur. To calculate an
extensive decay probability via Fermi's golden rule, the number of
possible final states has to be of the order of total degrees of freedom
(the number of degrees of freedom is bounded through the Debye

cutoff k, = ¢/6m?N / V). Anharmonic attenuation of density fluctua-
tions would therefore not be observable in the thermodynamic limit
(V— oo with finite density), in a translationally invariant system. This
series of arguments has been already used by Landau and Rumer in
1936 [26]. In their theory transverse phonons acquire a lifetime due to
collisions with thermalized phonons. In 1939 Akhiezer developed the
corresponding kinetic theory [22], which takes into account scattering
at phonons in a non-equilibrium state. In crystalline solids the
Akhiezer regime is reported at frequencies below 1 GHz [19]. Both
theories only apply to transverse phonons, and cannot account for
high-frequency deviations observed in Brillouin light scattering
experiments, which are probing the longitudinal modes.

2.3. Replica field theory

The imaginary time quantum dynamics [27] of the present model
emerge from the Euclidean action Eq. (8), in which u; = (6 u;(x) +

uT(_ P- ka _wn+m)
uL (k,wn)

ur (P swl?!)

Fig. 1. 3-phonon vertex, the Fourier modes u;(k,w,) are defined through Eq. (21).

dju;(x)) is the linearized strain and v; = 1 (0juj(x)—0;u;(x)) the

: . . 2
linearized rotation tensor.
B a4 (P 2 A 2
S[u,j(x T)] = fod X(f u0zu; + SUi + M)y + Auvgv; + y(x)u,-jv,-lv,j),

8

Eq. (8) contains an interaction between longitudinal and trans-
verse phonons, for which the perturbation theory can be developed
from the elementary vertex shown in Fig. 1.

The probability to absorb or emit a longitudinal phonon vanishes in
a translationally invariant model, as the creation of a virtual transverse
phonon pair satisfies Eq. (4). However this is not true for a spatially
dependent shear modulus, averaging the inverse lifetime I[(x)] over
a certain distribution of p(x) yields a finite Brillouin linewidth I', as we
are averaging strictly positive numbers. Therefore I should in general
depend only on the local fluctuations (6u(x)du(x)), rather than the
average (U(X)) = Uy, as [ to] = 0. We assume a Gaussian distribution
of the shear modulus (6u(x)5u(x')) = K, (x—x'), and carry out the
disorder average applying the replica trick [7,8]. The spatial fluctua-
tions of A are neglected. This yields the euclidean action in replica
space:

S[ug(x, T)} = ﬂ;d‘lxz (Bu;aiu,-“,- + %(uf,)2 + Augvjuy + uoufjvﬁv;})
+ Zjﬂd‘lm X ( 3u?j(x.T)K,l(x—x’)ufmuf’m(x, )
o+ 1%, T VUK, (XX U U (X', 7))
+ Z’f J‘%d x (uu(x TIUGK,, (X—X YUy Upy Ui (X', T))
9
We now derive an effective action with the help of the pair modes
b

U (U (') = hQf (X, X') (10)

U RUm(x) = hQfe(xX) (11)

and their conjugate Lagrange multipliers A via the Fadeev-Popov
transformation [28]:

a >\< a ~aa
S[uIJ X, 7),Q, Q} _[l%df* (2 "alu” + 2( ) + )\uiiQijU(x X) +u0uijQ,-,,j(x1x))
j“d“ d'x (7(" ) Qe (xx?
QG ) Qi (K, 6% Qi () )

f d*xd*xQ (x, XK, (x—x ) Qi (X X VUK. T) + Spy + Spo

(12)
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> if d“x—AUhk xX) (hQf =t () upe(x) (13)

ijhkab

> ' T ) (1 G (14)

ijhkab

As the disorder average restores translational and rotational

invariance, the mean field approximation has to reflect these symme-
tries. In addition we assume replica diagonal pair modes:

Qi () = B (Bubym + By ) 12 (X—X) (15)
/N\Z-lim(xw = 10g) (5i15jm + Simﬁjl) 2a(x—x") (16)
Qi (. X') = Bap B0y + Bimy ) 21 (x—X) (17)
Ao (%) = i (Bu0jm + Bimdy) 1 (x—x) (18)

This ansatz removes the bare anharmonic interaction terms with
Uo and A from the effective action in agreement with the previous
scalar approach [13], and in addition the last term of Eq. (12).

We kept # explicitly for identifying the quantum contributions:
the phonon dynamics are governed by the effective Lagrange density

1 -1 (D)o,
Loy = ) (0)Gogim (X—X )y (X)) (19)

— (01, (X=X )t} (X'

ijlm

1 1 a1 o
—v,(j )(x)lAij,m(x—x )v( )(x )

Im

in which the Lagrange multipliers A, A enter as external fields. As far
as their dynamics are independent of 4, we are just left with a classical
continuum field theory, subjected to canonical statistics. This happens
in the case of zero anharmonicity, in which the problem is reduced to
the determination of the classical spectral function [5,8].

Proceeding with the mean field approach, a Matsubara decomposi-
tion of the euclidean action (12) is done with the following conventions:

Zl ) z(u,,Tfik~x (20)

% (k)e'kx=x) (21)

Here we introduced the four-vector notation k= (k, ), (k,x)=
iw,T —ik - X. The imaginary time displacement field is integrated out
leaving the effective action in terms of the composite fields.

Minimizing this effective action yields the saddle-point equations
satisfied by the composite fields (22-25). Linearizing these equations
leaves just the classical harmonic theory [5,7,8], in which the self
energy satisfies the self consistent Born approximation. Therefore
they establish a reasonable generalization of the harmonic theory.

L
§E K-k, + 7o) + =G

(22)

Z 1 (qﬁmn) =

: ll + -' 'I +
L T

L T
1
2 +
L

Fig. 2. Diagrammatic representation of the anharmonic mean field equations: blue = L,
red = T; full lines are susceptibilities, dashed lines represent the correlation function;
winding lines are the full self energies. (For interpretation of the references to colour in
this figure legend, the reader is referred to the web version of this article.)

[

I: H I: =
1

:

|—l

Y@, = —#kg (Xi (P + @, 0,—0,)
+ XZ(p +q, (anwm))Ku(p*k)XT(kv mm)
- %Zzn(qa "‘)n) + Zgn(qvwn>
L
k
= _6[%%: (Zl(k + qﬁmn—m)_W)XT(kvwm)
(23)
qz 2
,On) = =q G (qo, 24
O = T 0+ 22 gy 0O 2
2
q 2
,Oy) = = q"Gr(q,0,,
K@ On) = g3 (o) - Sa(qoy)) 3 T
(25)

The quadratic (in x) terms emerge from the disorder enhanced
anharmonic interaction, all anharmonic terms vanish in the case of
zero disorder K,,— 0.

These saddle-point equations can be represented diagrammati-
cally (Fig. 2). Indeed, they resemble the structure of a calculation of
the self energy to first order in the anharmonic and disorder-induced
interaction. In the following we exploit this analogy for justifying
the most obvious approximation to Eqs. (22-25), the mode-decay
approximation.

2.4. Mode-decay approximation

We choose an exponential correlation function K, ((x—x')) =

A? exp <— ‘(L&"”) , with A? the variance of the shear modulus and £ the
correlation length. The small anharmonic corrections to the lon-
gitudinal phonon propagator are estimated by expanding Eqs.(22-25)

around the solution of the linearized saddle-point equations:
Xi = Xi + 0x; (26)
Y=+ (27)

The lowest order anharmonic correction to the longitudinal
phonon self energy is represented through the last diagram of Fig. 2,
but with the full susceptibilities replaced by the disorder-dressed ones

Xt

8ZL(q_’O (1)”) = - Z XT(ps 0, — mm)1<y(p_k)7T(kv mm)

_h
GBVZ kp.oy,
(28)

doi:10.1016/j.jnoncrysol.2010.05.084

Please cite this article as: C. Tomaras, et al., Replica field theory for anharmonic sound attenuation in glasses, J. Non-Cryst. Solids (2010),



http://dx.doi.org/10.1016/j.jnoncrysol.2010.05.084

4 C. Tomaras et al. / Journal of Non-Crystalline Solids xxx (2010) xXx-Xxx

Eq. (28) is recasted by the Matsubara technique [29]:

P
6Y,(q—0,0,) = 12v2n kzp |7 docoth < ) (29)
x Xr (P, 0, —io, ) K, (p—K)¥; (K, io, )
= 6V2 Z _[Odu) coth (B > 71 (ki) (30)

x K, (p_k)(ZT(p:wn_im) _YT(pv o, + l(D))
M g & [*do[“dki [“dpp? coth (‘%"’) (31)

X (YT(pv U‘)n_iw)_YT(pa O, + 'w))ﬂ/ (ka l(l)+)

The Fourier transformed density-correlation function is linked to
the dynamical longitudinal susceptibility, via the fluctuation-dissipa-
tion theorem:

"k, 0)p(k, ®)) = %coth (B )XL k0, = i0,) (32)

%coth (Bw> xz (ko)

The Brillouin linewidth is then just the width of the longitudinal
susceptibility at resonance
[(k) = kY[ (wk) /v, ©, = vk (33)

At room temperature, the anharmonic contribution to the
imaginary part of the self energy reads

" _ NkgTE 2
52 ((D - lQ 3d J-kpr XT k © ) (34)
x (%1 (p, o, + Q)= %f(p, 0, —Q)).
The transverse susceptibility
, 1 KX (0
XT(k’(z)+) = — ( +) . (35)

PUT (—? + 12K%)?

+ (2 (.))

consists not only of a Brillouin-peak, but resembles the shape of the
self energy in self consistent Born approximation (Fig. 3).

T T T T T T L

— k=k/kp, = 0.1
ol |— k=03
10 — k=035
— k=07
| |— k= 0.9
T B =E
= o
=%
—:-.-: B

107 102 10"
Q/ (vkp)

Fig. 3. The spectral density function y;(k ..) for various wave numbers.

Em'g /—
i / ]
2E - i
~ E E
> £ 3
”d“ Z.,,/ ]
%' E i : u.lm Qi, 0‘.1 Q/Q=0.1
= o4 f
10 [ T
Q -
e — T=0K
F -" = T=300K
-2
10°
Q&/v

Fig. 4. Full Brillouin linewidth due to disorder and anharmonicity for (v;/vr)?=2.52,
A?=0.99,A2=0.401p*v},€=2/kp and T=300K inset: the anharmonic self energy
integral (35) divided by the anharmonicity parameter g= A%kyT/ (3m*¢*p*v1).

For numerical evaluation we introduce dimensionless quantities,
e - )
O = L—Tg k=kg, " = y"pvi.

~ 2 ~
SEI0) = S8 G

d(l) ~0 o~ s ~H o~ s ~n(7 ~
<& (160, + D-Tp.0,- )7 (k6.

The sound-attenuation function exhibits a linear behavior at
frequencies below the boson peak and drops off above (see the inset
of Fig. 4). This happens because the main contribution to the integral
(36), for frequencies below the boson peak, comes from the band of
irregular delocalized high-frequency modes; these states contribute a
wide y/ec regime, situated above the boson peak, to the disordered
spectral density (see Fig. 3), for which the kernel y; (f), o, + Q)—
i (p ®, —Q) can be replaced with QBmXT(p ®y).

2.5. Estimation of the crossover frequency in SiO?

We estimate the amount of the attenuation induced by anharmo-
nicity as compared with the disorder-induced one. The ratio
R(Q) = Tgn(Q) / Tgis(Q)ocdd_ Q /f), which becomes frequency-
independent beyond the boson peak, determines the crossover
frequency. This ratio is fixed by the parameters A% and &, which set
up the boson peak position, and the temperature. For example SiO,
requires A?=0.99A2=0.401p*v} and €=2/kp. The ratio of the
squared sound velocities is (v./vr)?=2.52 and the Debye cutoff
1.6x10'°/m [6]. At room temperature ksTk? /pv?=0.6 we obtain
bZZ ~2 ~0.0045 Q, i.e. To="7.3" 10°K. Fig. 4 shows the full Brillouin
linewidth due to disorder and anharmonicity. The anharmonic
corrections already lead to deviations from the disordered contribu-
tion slightly below the shoulder of the boson peak, the highest
frequency, where the Akhiezer-like behavior is present in SiO, is
therefore predicted to be one order of magnitude below the boson
peak, i.e. in the 100 GHz regime. In general, for observing the
Rayleigh-law one needs to go to low enough temperature, which
shifts the crossover towards lower frequencies.

Let us now discuss the possible role of potential-induced
anharmonicity. There is no problem to introduce interactions
involving longitudinal and transverse Mode-Griineisen parameters
g rinto the theory. In the longitudinal case one just has to replace A?
by (1+g7)A? in the saddle-point Eqs. (22-25). This will shift the
crossover from Akhiezer-like to Rayleigh scattering upwards and
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reduce the “Rayleigh window” between the Akhiezer-Rayleigh
crossover and the boson peak. Within our continuum description, it
is not possible to judge the importance of the Mode-Griineisen
parameters g; 1, because they are effective constants which have to be
calculated from a certain lattice theory, taking into account the
microscopic details of the interaction. It has been pointed out by
Fabian et al. [17], that the Griineisen parameters which they have
extracted from their simulations are unusually strong, with respect to
the bare crystalline couplings. However, a suitable choice of the
parameters for the Stillinger-Weber potential [30] used in their
simulations [18] should account for the non-linear part of the strain
tensor as well. Hence their strong Griineisen parameters ‘y;, should not
be confused with our non-linear couplings g; r, which may as a first
guess be identified with their rather weak crystalline counterparts
[25], as long as one deals with weak disorder. However it cannot
be excluded, that strong disorder or impurities drive these constants
to a strong coupling regime, in a renormalization group approach.
Therefore, it has to be determined by experiment, whether our
“minimal” description is sufficient, or one has to deal with Griineisen
parameters.

The SiO, measurement, performed by Masciovecchio et al. [20],
exhibits the Akhiezer-Rayleigh crossover around 100 GHz, which fits
our estimates quite well. In contradiction Devos et al. [21] claim the
crossover to take place at 400 GHz, however they performed their
measurements on vitreous SiO,, which shelters several defects. It is at
the heart of impurity physics, that defects give rise to additional
interactions, e.g. anharmonicities. This can lead to enhanced Mode-
Griineisen parameters g; 1, which then have to be taken into account.
In several experiments dealing with vibrational spectra near and
below the glass transition [31,32] one observes an increase of the DOS
in the boson peak regime. Within the mode-decay approximation one
can account for the trends but not numerically reproduce such
spectra. We believe that one has to solve the full mode-coupling Egs.
(22-25) in order to be able to do so.

3. Conclusion

In conclusion we developed a consistent perturbative treatment of
the anharmonic contribution to the Brillouin linewidth in disordered
solids. Our treatment solely in terms of elasticity parameters, which
enter into the mean values and correlation functions suggests a
correlation between the boson peak position and the Akhiezer-
Rayleigh crossover at temperatures scaled with the Debye tempera-
ture. Further developments in experimental techniques are required

to explore this extremely interesting frequency window in the upper
GHz regime.
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Abstract

We investigate the high-frequency behavior of the density of vibrational states in
three-dimensional elasticity theory with spatially fluctuating elastic moduli. At frequencies
well above the mobility edge, instanton solutions yield an exponentially decaying density of
states. The instanton solutions describe excitations, which become localized due to the
disorder-induced fluctuations, which lower the sound velocity in a finite region compared to its
average value. The exponentially decaying density of states (known in electronic systems as
the Lifshitz tail) is governed by the statistics of a fluctuating-elasticity landscape, capable of

trapping the vibrational excitations.

(Some figures may appear in colour only in the online journal)

1. Introduction

The density of states (DOS) of a disordered system is a
quantity which has been vividly discussed [1-4]. Lifshitz
was one of the first authors to calculate the disorder-
induced corrections to the DOS, for electron and phonon
systems [5]. By a phenomenological argument, he explained
the occurrence of an exponential tail of the DOS in the vicinity
of the band-edges, which is related to the localization of
the one-particle states. As the penetrability of an arbitrarily
shaped barrier tends towards zero at large energies [6],
one expects the high-energy eigenstates of a system with a
random fluctuating potential to be localized. The DOS is then
proportional to the probability of the occurrence of wells,
capable of trapping the single-particle states, which for weak
fluctuations (e.g. low impurity concentrations) can always
be approximated by an exponential function. The energy
dependence of the exponent depends crucially on the energy
of localization, from which some substantial corrections from
the set of maximally crossed diagrams in the perturbation
expansion arise, similar to the energy—momentum relation
of a wave in a potential well, if the length scale set by
the disorder parameter is of the order of the localization
length. Such corrections can be treated in a field-theoretical
approach by means of an e-expansion of the nonlinear o
model in the vicinity of the localization energy [7, 8], or
by self-consistent mode coupling expansion techniques [9],

0953-8984/13/495402+05$33.00

which lead to the potential-well analogy [10-13]. These
corrections are important for the electronic problem, because
the Lifshitz tail mostly consists of the ground states of such
wells, for which the irreducible one-particle self-energy is
energy dependent.

For phonons the situation is different, because one deals
with fluctuating elastic constants instead of potentials, and
localized states appear only at the upper band edge [14, 15]
for positive values of w? [16, 17], where w is the vibrational
excitation frequency. There is an extended amount of
literature concerning the cross-over from the Debye type
acoustic wave regime to a regime of diffusive, random-
matrix type vibrational excitations (‘boson peak’ [18-20]),
which has been accurately described within the o-model
approach by two non-crossing techniques, namely the
self-consistent Born [21-24] and coherent-potential approxi-
mations [15, 25-27]. Instead, here we are interested in
the behavior at large positive frequencies. In the o-model
approach one finds that the one-particle self-energy on
the localized side becomes frequency independent, and the
system can be assumed to be described by a renormalized
Ginzburg-Landau theory [28, 29]. The states with the highest
values of w? within a region of constant elastic modulus,
bounded by a mismatch, carry wavenumbers of the order
of the Debye wavenumber. Hence these states dominate the
Lifshitz tail. If one assumes further the fluctuations of the
elastic constants to be small and the localization length to

© 2013 IOP Publishing Ltd Printed in the UK & the USA
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scale with the inverse frequency, & oc w™!, as in elementary

wave mechanics [6], the DOS should be proportional to
exp(—aw*~%). Such a behavior of the exponent is suggested
by recent experiments [30, 31], in which a linear exponential
decay of the DOS in the high-frequency region is found.

In the remainder of this paper we will reformulate
the field theoretic approach within the Keldysh formulation
of quantum dynamics, in order to include the instanton
contribution, from which the tail of the DOS can be extracted.

2. Keldysh formulation for weakly disordered
phonons

The quantum dynamics for the displacement field u(x, f)
with spatially dependent elastic moduli will be calculated
from the Keldysh partition function 1 = [ Du e'S, where
the action involves the classical (symmetric) and quantum
(antisymmetric) linear combinations of the two replicas acting
left and right on the density matrix describing the initial
state [32]. The reason for naming them classical and quantum
is as follows: if the action is related to the Lagrangian of a
simple non-relativistic one-particle system, the saddle-point
solution of the field theory with ug = uy —u_ = 0,uq =
uy + u— = u(t) yields Newton’s equation of motion for
the particle’s trajectory u(f). Quantum corrections like the
appearance of a phase or tunneling contributions arise from
the finite expectation values and higher correlations of the
antisymmetric u4y — u_ linear combination, which is hence
named the quantum component.

The action may involve arbitrary nonlinear terms,
which in a classic kinetic approximation give rise to
phonon thermalization, at least in three dimensions. For the
vibrational spectra of disordered systems the anharmonic
interactions are only important below the boson peak [33, 34].
For our purpose it is hence enough to approximate the Keldysh
action to quadratic order in the displacement field,

S = /dd+1x [—uqzafud + 2 x)udu + )L(x)uc.l.u‘?l}

i i
+ /d‘”‘xuq(G*‘)Kuq (1)

where x = (x, 1), u; = %(8514,' + Bjui) is the usual strain-
tensor, and A and i are Lamé’s elastic constants, which are
assumed to fluctuate due to the structural disorder of the
material [21-25]. We use units in which the mass density
equals unity. The Keldysh component Gk characterizes the
actual state of the system, which can be determined from
knowledge of the retarded and advanced Green’s functions
and a proper initial condition. If one assumes that the
disorder does not alter the thermalization process, the Keldysh
component can safely be replaced by a thermal distribution.
The formulation (1) ignores further initial correlations.

The advantage of Keldysh’s closed time-contour is the
absence of vacuum contributions to the partition function;
hence, one can average it directly over an arbitrary distribution
of elastic constants. This average can be performed formally
by characterizing the probability distribution through its

irreducible correlation functions
)

-,xn)E o

K(x, .. .
(XI 5)61

by .
...—1In / dp P[ple™, (2
Sx,

which leads to an action of the form
Sais = 8§ — S[{u), (A)] =

+ / Ko x1, X0 e ! e, ()il x2)
X1X2

4 / K 1, x)ud e (e x2)
X1X2

X u;jl(xg) + e 3)

For the Gaussian theory the structure of the action is the
same as for a dissipative quantum system [35], in which the
spectral function of the heat bath is replaced by two classical
strain fields. Therefore the calculation of instanton solutions
in disordered systems exhibits a strong resemblance to the
calculation of thermal activation of a system attached to a heat
bath [35].

Within this paper we do not want to perform technically
detailed calculations. We rather want to demonstrate the
general procedure of mapping the disordered bosonic
system onto a disordered fermionic one within the Keldysh
prescription. Of course this mapping is only possible between
the pair modes of the bosonic and fermionic systems.

In general, the theory can be represented in terms of these
two-point functions using the Faddeev—Popov transformation

Flugeod, o] = [

O,A

eiTr[(A—our)Q]

= fDQDAF [Q;ﬁn(m,xz)]

o oMo (i )
Here Greek indices represent the Keldysh degrees of freedom.
The following mapping achieves the same causality structure
for the composite phonons as for the electrons [35]:

afot (0N,
R=\10)" L=\10/™

If the matrix A has the causality structure of a bosonic Green’s
function, AR has the c.s. (causality structure) of a fermionic
Green’s function and Ay, the c.s. of a fermionic self-energy.
The advantage is now that the phonon nonlinear o-model can
be developed along the electronic counterpart. One can now
write the disorder-induced nonlinear terms as

Sais = Y _ Tr[K Ok + K} (xOR)"] )

in which x is a characteristic matrix defined according to
X Qijim = 8ii81m Qjjim-

For the sake of simplicity we will only consider a locally
fluctuating shear modulus, K} = 0, K5 = y~!8(x — y),
K, =0.

In the absence of anharmonicities one can immediately
integrate out the composite field A, which reduces the
Faddeev—Popov procedure to the Hubbard Stratonovich
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transformation. This could be the starting point to formulate
the nonlinear o model approach to phonon localization around
the weakly disordered SCBA saddle-point [21].

However, as also discussed by Cardy [29], in the large
energy regime, where the phonon energy is large compared
to the energy-fluctuations set by the disorder potential,
the semiclassical one-particle approximation of the partition
function becomes valid. It is more convenient to discuss
the Lifshitz tail in terms of the one-particle functions, as
one avoids the complicated renormalization-group method.
One would agree that the simple one-particle saddle-point is
sufficient, as long as one is interested in the deep localization
regime, where knowledge of the mobility edge is lost. In
contrast, the universal properties of vibrations in a glass in
the vicinity of the mobility edge [16, 17], must be developed
from (4) within the usual Keldysh nonlinear o model.

3. Instanton solutions

In the remainder we will use the simple instanton picture
in order to calculate the exponential dependence of the
vibrational density of states at high energies.

The first step is to express the partition function as an
infinite product of discrete frequencies 1 = [[,Z(w), where
Z(w) = e¥@ and

s(w) = /ddx [wzz‘qﬁcl + guliqiiq + 2“”3’”;1'1 + )‘”?i”?il]

+ /ddxy (ug(—w,x)u;}(w,x))z. 5)

If the frequency is sufficiently large, this field theory
can be solved in the semiclassical saddle-point approximation
by extremizing the action with respect to the classical and
quantum components. In analogy to the theory of dissipative
quantum systems there exist instanton solutions in which the
expectation value of the quantum component (u;) = iv? is
finite and purely imaginary.

From the equation of motion (6) one deduces that these
solutions describe a situation in which condensation of strain,
ivg. = —v; = —vfjl, leads to a finite region with a sound
velocity substantially lower than the average. The states are
hence trapped in this finite region. There is a second instanton
equation describing the other possibility, where the sound
velocity is raised. We seek an instanton ansatz where the
saddle-point solution satisfies

(@* — (A + uV)VV o —pu[v]A)¥(w, x) =0
pulvl = w1 —yvyvip). (6)

Reinsertion of this equation of motion (6) into (5) yields
a finite action if(w), and hence an exponential factor of the
partition function e@_ which is calculated via formula (11).

In order to calculate the density of states and the
Green’s function we have to expand (5) with respect to the
fluctuations above this instanton saddle-point u;‘ =vj+ Suf]‘
The irreducible retarded Green’s function is by definition
just the correlator of (8u§18juq). Obviously, this quantity is
proportional to the factor e (“) which is nothing other than

the exponential Lifshitz tail. The action (5) expanded around
the instanton saddle-point reads

$(@) = if (@) + 0 [su3, buy | + / dx it (7)

+ /ddx <2M <1 — 21> Sugvhkvkh(Su;}
"
q 1
+ )L(Suii(?ufi) .

The next step is to use the bosonization-procedure (5)
to express this action in terms of the pair modes Qr =
(6 qu(S u;-l). Using a further saddle-point approximation in order
to determine QR yields the following set of equations:

(Or(w, X)) = iye™ ([11 [Ggl(w,ao

-1
=V (S ), V] + WT> ®)
YRr(w, x) x e_fyTrV
1

x — Vi)
Gyl (@, )=V (Z4VjVji)w VT

fw)=fwwﬂﬂwﬁﬂﬁ+%www+kﬁl (10)

in which the field satisfies the exact equation of motion
8 5 (- _ -
—s(@) = 5 [VT (G0 Iy vsz) v+ Sdis[v]] —0.
(1)

These equations have a rather simple interpretation: they
allow for a self-consistent determination of the instanton
solution in the Hartree-approximation and a further non-
crossing approximation of the self-energy of the propagator,
which has a frequency and spatially dependent sound velocity,
due to the finite instanton amplitude. However, we are mostly
interested in a discussion of the exponential factor and leave
the numerical solution of this set of equations for future work.

From (8) it becomes clear that within this approximation
the density of states is just the usual one in the SCBA
approximation, multiplied by the instanton factor e /() In
order to estimate the power law satisfied by the exponent of
the DOS we look for a spherically symmetric solution with
longitudinal polarization in three dimensions.

The equation for the radial part reads

@* V() + (1 — 4y (3,9 AW (r) = 0. (12)

The frequency and the disorder parameter can imme-
diately be scaled out according to ¢ = ﬁlll(wr), where

the spatially dependent part W (y = wr) satisfies the reduced
equation

V() + (1 —40,9)%) AW () =0.

For numerical solution one replaces (13) by the first-order
system

13)

W (r) = ¢(r)
o (r) = V(1 —4p(NH ' =2 p()
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which may readily be solved by means of a second-order
Runge Kutta algorithm.
The phase can be estimated at large frequencies

f = f d%r ¢ (r)(@? + A2)¢ (1)

= %w*d/ddy\y(y)(l + AW ()

—/ 29 4o+ P
T oo @m3 U AT

E -1(3)4_61/&1—"\11()\110
“ 2y e @n P

1/ o\
- ()

From (13) it is clear that there exists a localized
exponential solution, as long as the state has a single point
where the condensed dimensionless strain exceeds the critical
value W (y) = %, which can always be imposed as a
boundary condition. Note that ¢ is not the Fourier component
of the spatial variable r, but of the frequency scaled variable
y = or.

In contrast to the electronic calculation, the phase
is dominated by the small-distance behavior of the
wavefunction. As a result we find the same power law of the
exponent as predicted by the Lifshitz-argument.

Figure 1 shows a spherically symmetric transversely
polarized solution #(y = wr) = Weég to the instanton
equation (5), together with its radial derivative ¢ (y = wr) =
dyW¥(y). The one-particle states turn out to be localized,
because they drop to zero faster than the spherically
symmetric volume element (which is proportional to 2). The
corresponding localization length would be a number of the
order of several wavelengths. The inset shows the density of
vibrational states normalized to the Debye law, measured by
Baldi et al [36] in vitreous silica. The red curve is a previous
fit with the SCBA theory, which used the disorder parameter
y = 0.99y, close to the critical value y, = 0.1764. The blue
curve shows the Lifshitz tail with the same disorder parameter.
The amplitude of the exponential has been adjusted so that
the high-frequency density of states agrees with the measured
one. It can be seen that the Lifshitz line fits the experimental
data beyond the boson peak quite well. From a theoretical
standpoint one may state that the boson peak and the strongly
localized one-particle states are related, due to the fact that the
SCBA collects a set of strong scattering processes which are
analytic in y, and the instanton approximation is obviously
a resummation of scattering processes which are analytic in
1/y. In this sense the boson peak is the precursor of the
localization transition.

The high-frequency deviation from the experimental data
is not captured by the present phenomenological theory. A
possible reason is that the localization is related to ‘singular’
points within the material, where the elastic constant drops
to zero. To account for this, non-Gaussian effects have to be
considered in order to prevent a negative elastic constant.

This corresponds to the fact that the SCBA cannot
account quantitatively for the magnitude of the boson

(14)

15F

n(y)/ug
w(y)y’ ——
(Y)Y ——

0 20 40 60 80
Y

-10

100 120 140

Figure 1. Numerical solution to the instanton equation (5); for
details see the text. Inset: the density of states, divided by the Debye
density of states, against the frequency v = w/2m. Symbols:
spectral data measured in vitreous silica [36]; red line: previous
calculation in the self-consistent Born approximation (SCBA) using
the disorder parameter y = 0.99y, with y. = 0.1764 [23]; red line:
Lifshitz tail calculated according to the present theory with the same
y value. For details see the text.

peak [36]. It has been shown recently, using the coherent-
potential approximation (CPA), that indeed non-Gaussian
distributions of elastic constants are able to account for the
strong boson peak enhancement of the density of states in
oxide glasses [27].

Let us make a general statement on the nature of
the vibrational excitations in disordered materials. Below
the boson peak these excitations are Debye waves due to
the fact that for scales large compared to an interatomic
distance the material is homogeneous and isotropic. For
smaller length scales, i.e. higher frequencies, the boson
peak indicates the breakdown of the wave concept [24].
The vibrational excitations are no longer described by
the translational and rotational symmetry. Instead they can
be characterized as random-matrix states, which obey the
Gaussian-orthogonal-ensemble spectral statistics [15]. At
even higher frequencies the localization transition occurs,
which is a transition within the random-matrix scenario.
This step-wise transition from wave physics first to diffusive
motion and then to localization is well known for electrons in
a random potential [37, 38].

4. Summary and conclusion

In this work we formulated the theory of weakly fluctuating
elastic constants of a glass within the Keldysh-formalism,
in order to propose an expression for the high-frequency
behavior of the density of states of a glass. In three
dimensions, where this approach is valid, it yields an
exponentially decaying density of states. This exponential
decay is expected by basic Lifshitz-like considerations, and
has also been observed in recent experiments [30, 31]. If
one measures this exponential decay in an experiment, it is
therefore straightforward to extract the disorder parameter y,
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which can be compared with the values extracted from
experiments and simulations for the description of the boson

peak [21-25].
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