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Abstract

Ultra short laser ablation is a common technique for material processing of metal thin
films on transparent substrate. Recently, a so-called "confined" laser ablation effect has been
reported, where an ultra-short laser pulse (pulse duration 660 fs and wave length 1053 nm)
irradiates onto a thin molybdenum (Mo) film through a transparent glass substrate, resulting
in a "lift-off" of the irradiated layer in form of a thin, solid, cylindrical fragment. This
effect provides a new and very energy-efficient selective structuring process for the Mo-back
electrode in thin-film solar cell production. The aim of this study was to create a finite
element method (FEM) simulation model to investigate the underlying mechanism of the
confined laser ablation of a thin Mo-film coated on a transparent glass substrate by backside
irradiation with an ultra short laser pulse. The 3D axisymmetric FEM model consists of a
volume absorption for the laser pulse, a two-temperature model approach for heat diffusion
in the electron and the lattice subsystem and a thermo-mechanical expansion part, which
includes the expansion in the solid as well as the expansion during the phase transition of
melting and evaporation. The time frame of the model ranges from the femtosecond to the
microsecond regime to precisely include the involving physical mechanisms, which appear
on the different time scales. The simulation reveals that irradiation of the Mo-layer with
an ultra-short laser pulse causes a rapid acceleration in the direction of the surface normal
within a time frame of a hundred picoseconds to a peak velocity of about 100 m/s. Then, the
molybdenum layer continues to move as an oscillating membrane, and finally forms a dome
after about 100 ns. The calculated strain at the edges of the dome exceeds the tensile stress
limit at fluences that initiate the "lift-off" in experimental investigations. In conclusion, the
simulation reveals that the driving mechanism of the "lift-off" with ultra short laser pulses
is the ultra-fast expansion of the interface layer and not the generated gas pressure, which is
considered to be the driving force of the "lift-off" with short laser pulses.

The model is further applied for an investigation to study the melting and vapor volume
over a wide range of pulse durations from 5 fs to 100 ps. It turns out, that the maximum vapor
volume is reached at a pulse duration between 10 ps to 50 ps. The results provided compelling
evidence, that the electron heat transfer is predominant for the ultra-short pulse regime below
10 ps to 50 ps, while the lattice heat transfer is outbalanced for longer pulse durations. Thus,
by considering the vapor volume as the ablated domain, it is supposed that an effective pulse
duration exists where the heat conduction of electrons and lattice is balanced, such that the
vapor volume can be maximized.
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1. Introduction

1.1. Motivation

Laser material processing exceptionally with ultra-short laser pulses has enabled new possi-
bilities of material removal and modification. The spectrum of processable materials ranges
from metals, semiconductors to insolaters. Beside bulk materials, even film systems of differ-
ent materials can be applied to this method. Over the last two decades the exploration of the
mechanisms behind these technological laser processes has attracted increasingly interest.!!?
Ultra short pulse laser ablation is also one of the most powerful patterning technique for
thin film material processing. This method has the potential of a highly selective structuring
process for a broad range of thin film materials with low thermal damage of the surround-
ing area.!3® Therefore, also raising attention has been payed in the recent years for the
application of ultra short laser pulses to the processing of Copper Indium Gallium Diselenid
(CIGS/CIS) thin film solar cells. Here, the major issues are the increasing of the efficiency,
costs reduction and high speed production.'® Promessing results has been shown to the pat-
terning of the monolithic serial interconnection which divides the solar cell into sub cells to
reduce ohmic losses and increase the voltage.!”'® Three different process steps has to be
performed which are labeled by P1 (pattern 1), P2 (pattern 2), and P3 (pattern 3), shown in
figure 1.1.%29 Besides the P2 and P3 which are the selective opening of the active CIS layer and
the galvanic separation of the ZnO front p-contact, respectively, the P1 is of special interest
which is the galvanic separation of the Mo back n-contact.

| — Molybdenum
———SiON

= I E—— \FloatglaSS

Figure 1.1.: Schematic cross section of a CIGS thin film solar cell. The monolithic serial interconnec-
tion is performed by three differnet process steps, which are labeled as P1, P2 and P3. The arrows
are indicating the electron pathway through the solar cell structure. (Picture and caption obtained
from Heise et. al?").

The state of the art monolithic serial interconnection of the Mo p-contact is produced
by galvanic separation of the layer with means of direct irradiation by a nanosecond pulsed
laser.'%20 However this process shows thermal damage in form of burr formation and micro
cracks of the surrounded material. Even by irradiating the layer directly with picosecond laser
pulses the thin film material is still affected by thermal defects.'® One way of eliminating these
thermal side effects is enabled by a confined laser ablation or "lift-off" process with ultra-short
laser pulses which is achieved by illuminating the Mo-layer through the glass substrate side.
The film can be removed completely as a solid disc. Thermal side effects like burr formation
and micro cracks are avoided completely.?! Figure 1.2 compares the ablation quality of a Mo-



thin film on glass substrate for the direct nanosecond (a) and picoseond (b) laser ablation,
respectively with the confined picoseond laser ablation (c).' Only in case of the confined
picoseond laser ablation, the ablated thin film is in form of a solid disc and the surrounded
material is free from thermal side effects.'2?22% The energy needed for this process is only
~30 J/mm3 and far below the evaporation enthalpy of Mo (~78 J/mm3).2%2% In addition,
the complete layer can be removed by one single pulse which enables high speed processing.'%

80ym

Figure 1.2.: Comparison of the ablation quality for a Mo-thin film on glass substrate. The direct
nanosecond laser ablation (a) and the direct picosecond laser ablation (b) exhibit damage of the
surrounded area. Only the confined picoseond laser ablation (c¢) shows no damage. (Picture and
caption obtained from Huber et. al'®).

For further industrial process optimization, prediction and know-how transfer to further
laser processes with different materials such as laser induced forward transfer (LIFT),26:%7
blister formation,?®2 rapid prototyping of bio sensor chips®® or opening of dielectric layers
in silicon photovoltaics,> 33 the understanding of the physical mechanisms in detail for the
confined laser ablation or "lift-off" is essential.

1.2. State of the art

The exploration of laser ablation processes are described in the literature by various groups.
The mechanism of the laser "lift-off" process with laser pulse duration in the nanosecond
range are reported as a generation of a vapor pressure or the pressure inside a plasma phase.

An experimental investigation of the pressure generated by nanosecond-pulses in the con-
fined interface between transparent substrate and a thick metallic absorber for laser shock
processing was performed by Fabbro et al.3* The driving force for the shock wave formation
was related to the generation of a confined plasma.

Adrian et al.?> investigated the LIFT process, where a 15 ns laser pulse, which is irradiated
through the backside of a transparent substrate, ejects a 1 um-thick metallic film from the
front side and deposits the material onto a target. A 1D simulation model was used to
calculate the temperature profile with the result that the supplied laser energy was more than
sufficient to melt and partially evaporate the material. It was concluded that the force for
ejection should result from the vapor pressure of the partially vaporized metal.

Kattamis et al.?® simulated a polyimide pm-film blister formation for LIFT with 40 ns
pulse duration. The only driving force for the blister formation was explained by the pressure
of an ideal gas and an adiabatic expansion. During the volume work, the gas was still heated
by the laser energy and the pressure value was increased.

For femtosecond laser "lift-off" processing the observed effects are related to ultrafast heat-
ing or melting, which results in shock waves and leading to a delamination. The gas pressure
plays only a minor role for the ablation, due to the short time interval of energy deposition
and a possible vapor phase is followed by subsequent condensation.

To further explore the mechanism behind the absorption, Itina et al.?” simulated the impact
of ultra-short 100 fs pulses on a metallic bulk sample with a 1D multiphysics model including



a two-temperature model and a hydrodynamic model with a volume as a function of the
pressure. The solution of the equation yielded to shock waves with velocities of several km/s.
The ablation effect was explained by a compressive shock wave propagating into the bulk
while the unloading rarefaction wave leads to the material expansion or removal.

That mechanical stress from thermal expansion of solid material in contrast to vapour
pressure from a heated gas can be a major driving force in an ablation process was revealed by
Ivanov et al.3® in a theoretical work using a fundamental molecular dynamics simulation based
on interatomic interaction. The simulation explains the formation of nanobumps in 20 nm Ni
films on glass as the result of an acceleration of the thin film away from the substrate, caused
by compressive stress up to 8 GPa created from thermal expansion and a subsequent plastic
deformation of the material. The simulation however assumes a perfectly rigid substrate as
the mechanic boundary condition implying an elastic reflection of the expanding film from
the substrate and leading to a very high take-off speed of 300 m/s.

In a work by Shugaev et al.?? the stress waves created from thermal expansion were

investigated with a multiphysics continuum model including a two-temperature model and
a continuum elastic model in 1D. The simulation analysed the very first stage of the LIFT
processes for 200 fs pulses on 40 nm films of Au, Cr and Zn to find out why the material
is ejected in different phase compositions. The result shows that with the same fluence of
0.35 J/cm? different electron gas and lattice temperatures are reached and that e.g. for gold
the ejected material is only partially molten, which is in agreement with cited experimental
work. The driving force was explained by a formation of strong pressure waves caused by
instantaneous laser induced heating and subsequent unloading from the side of the free film
boundary.

Zergioti et al.* made a comparative study of the effect of ultra-short (0.5 ps) and short

(30 ns) pulses on the laser forward transfer of 40 nm Cr-films on glass. In case of fs laser
pulses, a shock assisted removal was observed. An induced high pressure gradient by the
fs-laser, lead to a shock wave in the direction of the Cr air-side followed by a rarefaction wave
propagating in the opposite direction. When the rarefaction wave reached the substrate film
interface, the Cr-layer was removed.

Previously, an analytic model was introduced by Heise et al.?® with a description of the
bulging and ablation behavior of a thin Mo-film by an ultra-short laser pulse. The laser energy
is absorbed in a fraction of the layer volume defined by the optical penetration length. This
irradiated volume is fully evaporated. The produced vapor pressure inside a confined volume
leads to an adiabatic expansion of the film and ends in a hydrostatic pressure. Ablation occurs
when the shear stress at the edges exceeds some limit. The calculated energies needed to enable
these processes are four times lower than the measured ones. The complete model is based on
a adiabatic expansion of a thin-film which is also the current state of the art explanation for
the "lift-off" with nanosecond laser pulses.?® However the model of a heated gas expansion
was not capable to include thermal expansion and transient effects. Consequently, numerical
simulation is the next step to calculate these contribution to the ablation process.

However, although the "lift-off" process with ultra short laser pulses was demonstrated in
the literature, there is still a gab in the knowledge of the physical mechanism behind this
ablation method.

The current dissertation is based on the research question why the Mo-layer can be removed
so efficiently and the laser "lift-off" with an ultra short laser pulse is investigated by the
means of numerical simulation. For this reason, a transient multiphysics and multi-time
scale 3D-axisymmertic FEM-model with high temporal range is introduced which takes the



thermal expansion into account. An attempt is given which maps the complete process of the
"confined" laser ablation with an ultra-short laser pulse.

In the present model, a 435 nm thin Mo-layer is irradiated through a transparent glass
substrate of 3 mm thickness. The time duration ranges from femto- to microseconds to in-
clude the physical relevant time period. The following effects are taken into account: The
absorption of the lager pulse in the metallic layer by the electrons; the dissipation and the heat
transfer to the lattice; the heating and phase transition in the metallic film; the propagation
of a melt and evaporation front; the heat dissipation inside the layer and to the adjacent
material; the thermo-elastic and elasto-mechanic reaction of the material leading to a me-
chanical interaction with the substrate and finally an acceleration of the partially intact layer;
the plastic deformation of the material under temperature and stress and, last, the motion of
the layer which leads to membrane oscillations, shear forces, and strain. The space and time
parameters are chosen such that it allows a comparison between this multiphysics model and
experimental results of the confined laser ablation.*’™** In these experiments a laser pulse
with a pulse duration of 660 fs and 1053 nm pulse duration is irradiated through a glass
substrate onto a 435nm thin Mo-layer with low fluence from 0.4 to 0.6 J/cm?. The ablation
threshold for complet layer removal is around 0.6 J/cm? which outperforms the processes in
the cited articles*® 8 that report on direct laser ablation in terms of energy efficiency by far.

The simulation reveals that irradiation of the Mo-layer with an ultra-short laser pulse
through the transparent glass substrate generates a heating rate in the order of 10'% K/s at
the interface within the layer. As a result, acceleration of the Mo-layer is initiated by thermal
expansion supported through a backward impulse from the glass substrate in the time frame of
hundred picosecond. The Mo-layer then expands with a velocity of ~ 100 m /s and continuous
to move as an oscillating membrane. Finally a dome is formed after about 100 ns. Thanks
to the plastic deformation model, the dome is stable and the layer remains finally deformed.
The calculated strain at the edges of the dome exceeds the tensile stress limit at fluences
that initiate the "lift-off" in experimental investigations. The complete process is thermally
and mechanically in equilibrium after about 10 us.'® The driving mechanism of the "lift-off"
is found as an ultra fast expansion and not the gas pressure, as it is mentioned in previous
models.?% 35,36

For further research the thermal part of the model is applied to a front side laser irradiation
of the Mo-layer with a pulse duration range from 5 fs to 100 ps. The result showed that the
vapour volume has a maximum value at a pulse duration between 10 ps and 50 ps. A pulse
duration of 10 ps is observed in experimental investigation as the most efficient one for material

removal.%?



2. Methodology

Throughout this dissertation vectors, matrices and tensors are written in bold letters unless
otherwise remarked.

2.1. Ultra short laser pulses

The word "Laser" is the abbreviation of "light amplification by stimulated emission of ra-
diation". The posibility of stimulated emission was proposed by Albert Einstein in 1917.50
The first laser was build in 1960 by Theodor H. Maiman with a cylinderical ruby made of
chromium doped corundum®! which was based on previous work from Charles Hard Townes
and Arthur Leonard Schawlow.%? Since then, the laser has found its way to a wide range of
application like medicine, computer industry and material processing. The special character-
istic of light emitted by a laser source is its time and space coherence. By spacial focusing a
laser beam the light intensity can be increased by magnitudes onto an area in the micrometer
range. Laser can be either operated as continuous wave or pulsed mode. The pulsed mode
laser with a so called Q-switch are able to create pulse durations in the nanosecond range.
Therefor, the losses in the resonator are increased by an electro- or acousto-optical element
which allows the gain in the active median to increase. When the losses are rapidly decreased
in the resonator, the laser activity is initiated and a giant short pulse is produced from the the
stored energy in the gain medium with peak intensities up several gigawatts. For ultra short
laser pulses with pulse durations ranging from pico- to femtoseconds, a mode-lock technique is
introduced. The phase of the longitudinal laser modes are fixed which allows them to interfere
constructively to a pulse train with peak intensities up several terawatt and beyond.??

2.2. Laser matter interaction

In principal all kind of material like metal, semiconductor and insulator can be processed by
a laser beam. The key parameters affecting the laser matter interaction are the wave length
and the pulse duration of the laser. By irradiating a metal surface with a continuous wave
laser or a pulsed laser with a pulse duration up to the nanosecond rage, the material is mainly
heated, melted and evaporated. The irradiation of a metal surface by a pico- or femtosecond
pulse are additionally driven by thermally induced shock waves due to the high heating rates
of ~ 10'2 - 10% K /s when a material is heated up to 5000 K in a time duration in the order
of 5 ps.5*

The effective optical penetration depth 1/agy: of a material by a given laser wave length
is here a crucial factor. It determinates how far the radiation penetrates into the surface of
the material by a given wavelength until the peak intensity drops to a level of 1/e?. Typical
penetration depth for a wavelength 1053 nm (1.18 V) are shown in table 2.1 for Mo and
Fused silica.

The classification of laser matter interaction with an (for the laser wave length) absorbing
film on a transparent substrate can be categorized by figure 2.1.5 The first row illustrates
the condition of the laser irradiation either directly onto the (gray) absorbing layer surface



Variable Symbol Value Unit
Molybdenum 1/agy  19.1  nm
Fused silica 1/oope  1.72 cm

Table 2.1.: Optical data of molybdenum and soda-lime glass®® 57

(film side irradiation) or indirectly through the (blue) transparent substrate (glass substrate
side irradiation). The film side can be directly irradiated while the thickness of the film is
greater than the effective penetration depth (a) or comparable to the effective penetration
depth (b). The film can also be irradiated through the glass substrate side with a thickness
comparable to the penetration depth (c), a thickness greater than the penetration depth (d)
and a thickness much greater than the effective penetration depth (e).%8

Film side irradiation Glass substrate side irradiation
trans

d,>d, du~ O O™ O d,.>> 35,

Resut |l o™ (T 4 T -
Laser

Application | Structuring | Structuring LIFT Lift-off shock
processing

(@) (b) (c) (d) (e)

Figure 2.1.: Laser irradiation of an absorbing layer on a transparent substrate. Film side irradiation:
(a) Thick and (b) thin absorbing layer. Substrate side irradiation: Thin absorbing layer with LIFT
(c), "lift off" (d) and laser shock processing (e) (Picture and caption obtained from Domke et. al.?®)

In the present case a lift-off is expected with a glass as transparent layer and Mo as the
absorbing laser as shown in figure 2.1(d).

2.3. Timescale

As illustrated in figure 2.2 the timescale of physical processes initiated by the interaction of
an ultra-short laser pulse with matter rages over ten orders of magnited from the femtoseonds
to microseconds.? The photon absorption happens on a time scale in the order of the pulse
duration of the laser pulse and impact ionization can take up to tens of picoseconds. The
carrier-carrier scattering takes place during the time scale of the photon absorption while the
time duration for the carrier-phonon scattering are ranges up to tens of picoseconds. The
carrier removal processes can ranges from sub-picosecond to several microseconds. Thermal
and structural effects are characterized by ablation and evaporation, thermal diffusion and
resodification which also can last into the microsecond range. For the present simulation
study the whole time scale range was taken into account to develop a model which describes
the physical processes and hence the mechanism for the driving force completely.
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Figure 2.2.: Timescale of physical processes initiated by the interaction of a ultra short laser pulse
with matter. (Picture and caption obtained from Sundaram et. al®?).

2.4. Model assumptions

In this dissertation a FEM analysis was performed to investigate the interaction of a sample
layer system based on a Mo-coated glass substrate with an ultra-short laser pulse. The
simulation setup was carefully chosen, such that it is comparable to previously performed
experimental work, which involves time and space resolved pump-probe microscopy studies.*!
Figure 2.3 shows a schematic cross section of this simulation setup. The ultra-short laser
pulse (wavelength 1053 nm, pulse duration 660 fs) irradiates through a transparent glass
substrate (~3 mm) and is absorbed at the Mo-glass-interface by the thin Mo-layer (435 nm).
No significant absorption is expected within the investigated low fluence range in the glass
substrate because the glass damage threshold flunce for single pulse irradiation of the present
layer system starts at 0.75 J/cm?.50

It can be further seen in figure 2.3, that the geometry of the glass substrate and the
Mo-layer were chosen as a cylinder. This choice of domain allows a perfect implementation
of the cylindrical transverse electromagnetic modes (TEMgg) of the laser. Thanks to the
rotational symmetry, it was possible to reduce the 3D geometry to a axisymmetric model to
save computational time. Thus, cylindrical coordinates within a purely axisymmetric state
was used for the entire model. The final simulation domain consisted only of a rectangle with
dimensions of 435 nm height and 30 pm width which represents the Mo-layer. The Mo-layer
beyond this width, the complete glass substrate and the adjacent air were all modeled with
precise boundary conditions. These boundary conditions were defined on the edges by 0€,
0o, 003 and 0€4.

2.4.1. Model steps

The complete ablation process can be describe by the following eight steps (see Figure 2.4):
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Figure 2.3.: The thin-film molybdenum layer is irradiated by a laser (wavelength 1053 nm, pulse
duration 660 fs) through a transparent glass. Only the rectangular Mo-cross section is used in the
axisymmetric model. Important points at the boundary of the simulation domain are numbered from
1 to 4. The maximum irradiated intensity is reached in the center at point 1. The distance from 1
to 3 is 30 um and from 1 to 2 is 435 nm.

Irradiation through the glass substrate, partial reflection and absorption by the nearly
free electron gas;

Heating of the electrons, thermal diffusion and heat transfer to the Mo lattice;
Thermal diffusion and thermal expansion of the heated solid Mo;

Additional thermal expansion at the phase transition from solid to liquid;
Emergence of vapor pressure in the interface between glass and Mo-layer;
Mechanical deformation of the Mo-layer;

Interaction of layer and substrate leading to acceleration of layer;

Radial stress from plastic deformation and shearing, if the strain limit is exceeded.

The physical assumptions to describe these steps are as follows:

(a)

Absorption, reflection and transmission

The laser beam was focused with a radius of 21 um on the Mo-surface through the glass
side. Two reflections of the laser beam occurs, one at the Mo-glass interface and the
other on the glass surface. The reflectivity for this layer system is measured to approx.
50 %.2° The remaining 50 % are expected to be absorbed in the Mo-volume near the
Mo-glass interface. The optical absorption depth of Mo was choosen to be about 19 nm
according to table 2.2. The absorption of the ultra short laser pulse at the Mo-surface
is finally modeled by Beer-Lamberts law.6153 This approach has the advantage, that
only the intensity of the laser beam has to be considered and the wave properties can be
neglected.

To obtain the precise absorbed intensity value all possible contribution form the laser beam
reflections have to be considered. It turns out, that a variety of reflections can occur in
the present layer system as illustrated in Figure 2.5(a). The incident laser beam is first
reflected on the glass surface with a value of 4 %. The second reflection takes place at the
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Figure 2.4.: Physical model of the ablation process. (a) A fraction of the laser pulse (660 fs, 1053
nm) energy is absorbed by the free electrons. (b) These diffuse thermally and heat up the lattice by
relaxation. (c) The solid expands thermally. (d) The molybdenum is partially melted with additional
thermal expansion due to melting. (e) Finally, a fraction of the melt becomes evaporated and vapor
pressure rises. (f) The layer first expands in the normal direction to the glass and shock waves
created from fast expansion interact with the substrate and the layer becomes accelerated. (g) The
layer bulges and the material become strained in critical regions. (h) Either a dome is formed or the
layer is ablated when a critical strain is exceeded.

Mo-glass interface with about 50 %. This second reflection is mainly transmitted through
the glass surface back into the surrounded air and minor back reflection of about 4 %
arises. Only this minor back-reflection is able to additionally contribute to the ablation
process. However, the overall run-time of this back-reflection from the Mo-glass interface
towards the opposite side of the glass substrate and backwards is deterined by equation 2.1
to about 30 ps (see figure 2.5(b)). Thus, the inital intensity is not enhanced since the
back-reflected beam is temporally shifted from the incident beam. It is unlikely that the
remaining 4 % of the back-refelcted intensity in combination with the time delay of 30 ps
has a contribution to the ablation process because this value is far below the ablation
threshold.'* The incident laser beam is only expected to be absorbed inside the Mo-layer
at the Mo-glass interface. Nearly complete absorption is expected during the propagation
inside the Mo-layer before it reaches the opposite Mo-surface since the absorption length
for Mo is about 19 nm at the chosen laser wavelength of 1053 nm (table 2.2), while the
thickness of the Mo-layer is 435 nm. Only a negligible intensity fraction of ~1078 % is
transmitted to the Mo-bottom surface and thus a back-reflection from this surface was
also excluded in this model.
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Figure 2.5.: (a) All possible reflection which could contribute to the ablation process. (b) Illustration
of the incident, absorbed and reflected normalized laser intensity. The intensity decreases with an
exponential decay inside the Mo-layer. No contribution from the back-reflection is expected due to
the time delay of 30 ps.

Electron and lattice heating

The laser pulse is absorbed by a metal surface through its nearly free conduction band elec-
trons resulting in heating of the electron gas. A equilibrium electron temperature arises
through thermalization by electron-electron scattering on a femtosecond time scale.5466
The electron temperature, its heat capacity, the diffusion coefficient and the electron-
phonon coupling are taken into account. These parameters are still under discussion, the
latest value from literature were used in the presented study (table 2.3). Once the ab-
sorption of the electrons takes place, there thermal energy is immediately transferred to
the solid lattice resulting in a temperature rise. The electron-phonon coupling coefficient
(table 2.3) determines the amount of energy transferred per time, volume and tempera-
ture. The subsequent mechanical motion is initiated by three fundamental mechanisms
with three different quantitative contributions.

Above room temperature/elevated temperature

First, the linear thermal expansion is generated by the heating of the solid molybdenum
above room temperature. The expansion of the volume results in a compressive stress.
The respective parameter for the calculation are the well known expansion coefficient, as
well as the further thermodynamic properties of the solid Mo (table 2.3).

10



Variable Symbol Value Unit

optical absorption coefficient @1053nm  aopt 5.23 - 107 1/m
Reflectivity! Ropt 50 %
Wavelength Aopt 1053 nm
Pulse duration Tp 660 fs
Beam radius Qe =2 wo 21 um
Fluence for simulation ol 0.40 — 0.55 J/cm?

Table 2.2.: Data for laser pulse absorption model®”
Above melting point

Second, an additional thermal expansion during the melting of the Mo occurs if the
melting temperature is exceeded. The melting temperature and heat of fusion at zero
pressure for Mo are presented in table 2.3. The high compressive stress and the high
heating rate of the Mo produced by the laser pulse may results in possible superheating
effects.%® 7 The corresponding equation of state for Mo are not well established and so
the equilibrium melt temperature was chosen. The volume expansion during the melting
process was taken from experimental values obtained under equilibrium conditions.”* The
liquid interface of molten Mo reduces the adhesive force between the Mo-layer and the
glass substrate. The melting temperature is hence a key parameter in this dissertation,
since it defines the ablation radius by its maximum extension.

Above evaporation point

Third, if the Mo is further heated above the vapor temperature, it results in a vapor
phase and generates a pressure in the confined space between the Mo-layer and the glass
substrate. This pressure is assumed to be the vapor pressure py (see table 2.3, table 2.4)
which is determined by the Clausius—Clapeyron relation and depends only on the lattice
temperature 7}> 73 (equation 2.2). Again, the equilibrium data are taken into account due
to the unknown equation of state (EOS) for Mo and super heating effects were neglected.
The vapor pressure is the upper limit of the pressure inside the confined area between Mo-
layer and glass substrate, due to the time delay while it is generated. If the pressure has
a non-negligible contribution to the Mo deformation, it is overestimated. This guarantees
that the question of the contribution from the gas to the ablation process can be properly
answered. Figure 2.2 shows the determined vapor pressure in dependence on the lattice
temperature 7;. At the vapor temperature Ty the vapor presser py(7;) has a value of
~110 kPa while the GPa range is reached not before ~13,000 K.

AHp, (1 1)
() =poe B \Tv Ti (2.2)

here, R is the universal gas constant.

11
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Figure 2.6.: Vapor pressure of Mo determined according to equation 2.2. The vertical dotted line
denotes the vapor temperature.

Mechanical motion

The creation of mechanical motion is implemented as follows. The very fast thermal
Mo expansion generates very fast compressive stress at the interface that initiates stress
waves which are propagate towards the normal direction. The expansion of the Mo-layer
is initial expected in a thin layer close to the vicinity of the interface. The Mo-layer can
be considered as a rigid plate and bend first in the direction of the glass substrate above
the neutral fiber to minimize its potential energy, similar to a bimetallic strip effect. A
transient continuum elastic description is necessary for the Mo-layer properties in radial
direction to take this effect into account. The continuum elastic properties of the glass
substrate are important to describe the momentum transfer precisely. Finally, the Mo-
layer results in a vertical velocity in the opposite direction to the glass substrate. For a
possible ablation, the initial velocity of the layer has to be sufficient enough to overcome
the potential energy barrier of the layer under the non-uniform compression.

Layer bulging

If the the layer peel away and achieve separation from the substrate, a continuous motion
of the layer is expected to occur. The center of mass velocity of the layer motion is much
smaller compare to the shock wave velocity, which is fast and expected in the order to the
speed of sound in the Mo. During this motion the film will solidify and a nearly uniformly
distributed temperature will arise. At this point, the driving forces are the radial stress
originated from the thermal expansion in the radial direction and a possible remaining
vapor pressure in the spacing between the Mo-layer and the glass substrate.

Layer ablation

The shear stress inside the Mo-layer is created by the inertial forces, the compressive
force in the radial direction and the cohesive forces outside the ablation radius. When

12



Variable Symbol  Value Unit

Heat capacity molybdenum a 250 J/(kgK)
Norm factor gauss function melting b (50v/2m)~1 1

Melting temperature Th 2896 K
Melting enthalpy AHy  389-103 J/kg
Norm factor gauss function evaporating c (50v2m)~1 1
Vaporization temperature T, 4912 K
Vaporization enthalpy AH, 6.25 - 106 J/kg
Width of Gaussian latent heat model (FWHM) AT 50 K
Thermal expansion coefficient Qexp 4810 J/kg
Electron-phonon coupling constant G 13-10%6 W/(m3K)
Lattice heat conductivity K 135 W/(mK)
Specific electron heat constant 0l 34-1073 J/(kgK?)
Electronic heat conductivity ke k‘o% W/(mK)
Electronic heat capacity Ce ~v T J/(KgK)

Table 2.3.: Data for the thermal heat diffusion model®> 67:74

Variable Symbol Value Unit
Mass density p 10280 kg/m?
Young’s modulus E 321 GPa
Yield stress level OYield 0.3 GPa
Kinematic tangent modulus Eiin 1 GPa
Vapor pressure @ 2742 K Do 1 Pa
Thermal expansion coefficient oy, 48-1076 m-!

Table 2.4.: Material data of molybdenum?®®

13



some critical value is exceeded, the layer will be damaged or detached, depending on
the damage. If the critical value is not exceeded, the layer keeps attached, but may
be plastically deformed. Otherwise an elevated dome could not stably exist. The plastic
material properties are essential to reproduce a stable dome in the simulation. The actual
Mo-layer used for comparision with the experimental results*! are produced by sputtering.
Such a produced Mo-layer is less dense than the bulk Mo and its mechanical properties
are anisotropic. It is worth mention that some uncertainties remain since there is a lack
in literature of mechanical properties especially for the plastic behavior of thin Mo-films.
In this simulation, the well-known bulk Mo material properties from literature (table 2.4)
were included. For the elasto-plastic deformation model the linear elastic regime was
modeled with the temperature-dependent Young’s modulus and the yield stress level was
chosen to 300 MPa (table 2.4). The compressibility of the liquid Mo were approximated
by the Young’s modulus and a liquid-like Poisson ratio of close to 0.5. Finally the shear
off is expected if a critical strain is exceeded.

Overall, three sub-models were used to implement the physical mechanisms, which are

the intensity absorption of the laser pulse, the heat diffusion in the electron and the lattice
sub-system and finally the thermal expansion (see figure 2.7). These sub-model needed to
be accurately coupled to ensure precise results. The intensity was coupled unidirectional to
the electron temperature. Then, the electron temperature and the lattice temperature were
bidirectional coupled. The lattice temperature was used to calculate the thermal expansion.
Only the boundary condition 924 from the thermal expansion part was couples back into the
boundary condition from the lattice temperature. It is noted that on the domain level, the
thermal expansion model had no feedback loop to the lattice temperature. In other words,
the temperature was not affected by the structure changes in the domain, e.g. by internal
friction.

Electron
temperature

Intensity

Lattice Thermal

temperature - expansion
B. C. B. C.

Figure 2.7.: Flow diagram for the illustration of the physical coupling in the FEM model. The
abbreviation B. C. stands for boundary conditions.

2.5. Laser pulse absorption model

For the light absorption model, the propagation of light inside a material can be derived from
Maxwell’s equations in matter, presented here in differential form by equations 2.3.7

14



V-D = py Gauss’s law (2.3a)

V-B=0 Gauss’s law for magnetism (2.3b)
0B
VxE=—— Maxwell-Faraday equation (2.3¢)
ot
oD
VxH=Jy+ o Ampeére’s circuital law (with Maxwell’s addition) (2.3d)

here, D is the displacement field, B is the magnetic field, E is the electric field and H is
the magnetizing field. The free charge density p; and the free current density J; are defined
by the charge and current per volume, respectively:

e :—, J€ = —. 24
pel = 17 l (2.4)

The material is assumed to be isotropic, which means quantities are independent from the
spacial direction (full rotational symmetry), homogeneous independent of the spacial direction
in translational symmetry (transnational symmetry), source free which implies that the charge
density pe; is neglected.

For dielectrics like glass the conductivity oe; is assumed to be zero, while in case of ohmic
conductors like metals Ohm’s Law can be applied:

Jag=04 E Ohm’s law (2.5)

2.5.1. Constitutive relations

The constitutive relations relate the displacement field (electric flux density) D with the
electric field E and the magnetizing field H with the magnetic field (magnetic flux density)
B trough material parameters. For a linear homogeneous isotropic medium the constitutive
relation is introduced by equation 2.6:

D = ¢E; H=/"'B (2.6)

here, € and i is the permittivity and the permeability of the material, respectively. A linear
material is considered for Mo, glass and air which means that € and p are scalar constants
throughout the volume for a given frequency.

The initial free charges pe; is assumed to be zero. By combining equation 2.6 with equa-
tion 2.3a and equation 2.3d and substituting equation 2.5 into equation 2.3d one gets:

V-E=0 (2.7a)
OE

V xB=jioa B+ e (2.7b)
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2.5.2. Wave equation

The well known wave equation can be derived by combining equation 2.7a and equation 2.7b
with equation 2.3c¢ and further taking its curl (see section A.1.1). For simplicity, only the
electric field is written. The magnetic field exhibits a similar expression:

PE  _  OE

2 =
V°E — [i€ o

One solution of the wave equation is a monochromatic linear polarized wave with a single
frequency of w propagating along the Z-direction:

E(Z,t) = Ey ei(kz_“’t)éy linear polarized wave in y-direction, (2.9)

w
here, k = —n is the wave vector. Z is the propagation direction, &, the unity vector for the

oscillation dlrectlon of the E-Field and c is the vacuum speed of light. The refractive index
n can be related to the pemittivity (dielectric function) € which are both complex valued
quantities: 76

2=n? -k +i2nk=¢=¢ + e
ee=n>—k*>=¢,
.o
€ =2nk=1— (2.10)

weg

€
here, € = o is the relative permittively as the real part of the dielectric function €; and €g

0
is the permittively of free space. Now, equation 2.9 can be rewritten by splitting the complex
refractive index into its real and imaginary part:

E(Z,t) = Ey ez(%"z_“t) e_(%kz> &, (2.11)

By doing so, the argument of the first exponential function in equation 2.11 is complex
and describes an oscillating E-field. The argument of the second exponential function is real
negative and results in an exponential decay of the E-field.

The propagation of the E-field inside a media is manly dominated by the value of k. In-
sulators have typically negligible values of k£ whereas in conductors like metals the value of k
are finite. The refractive index values of Mo is shown in table 2.5. The value for k of 4.34
will result in an immediately exponential decay of the E-field beneath the Mo-surface.

The E-field for near infrared laser light is not directly measurable due to its very fast
oscillations in the order of femtoseconds. To find a measurable quantity like the average
power, Pointing’s theorem is applied which states that the pointing vector S can be expressed
as:

w
z( nZ— wt)
S = —E xB=ceE:e . (2.12)
Ko
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Variable Symbol Value Unit

Real part of the refractive in- n(Mo) 233 1
dex for Mo @1053 nm

Imaginary part of the refrac- x(Mo) 4.34 1
tive index for Mo @1053 nm

Table 2.5.: Refrative index data of molybdenum™”

The peak intensity Iy of a monochromatic plane wave can be derived from the time average
over the pointing vector < S > and is determinable over the measurable mean laser power
P in combination the beam radius wy.

1 i r '(wz t) P

1| —nd—w CeEYN 9
<S> T/Sd /e d 0= 5 Lo (2.13)
0

0
This relationship further utilizes that the square average of any harmonic function is equal
to 1/2. It is assumed that k& of Mo is constant during the ablation process. This assumption
is widely used for metals under the normal skin approximation'® in contrast to a changing
refractive index in semiconductor and dielectrics that is for example used for phase change

materials”® 8 during the interaction of high intense laser pulse. Now, the light intensity inside
the Mo-layer can be written as:

1(Z) = Ioe_Q(Ekz). (2.14)

w
The therm —2 (—k) can be expressed as the optical absorption coefficient cvgp;.
c

Qopt = —2%k (2.15)

By substituting equation 2.15 into equation 2.14 the Beer-Lambert Law is obtained. This
approach is quite common for modelling ultra short laser pulse absorption in metals.6163

I(Z) = Iye~%ortZ (2.16)

A different approach of the Beer-Lambert Law is derived from its state that the differential

decay of the radiation intensity in an absorbing media is proportional to the differential

propagation length. Equation 2.17 shows this relationship in form of a first order ordinary
differential equation (ODE).

dl = —app [ (Z) dZ (2.17)

Here I(Z) is the Intensity of the laser beam at the depth Z inside the Mo-layer measured
from the Mo-glass interface of the incident laser beam.
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2.5.3. Reflectivity, transmittance and absorption

In general, light propagating through a media can experiences reflection, absorption, trans-
mission, scattering and re-emission. For the present study only the first three effects were
taken into account. The reflectivety R, transmittance T,,; and absorption A, (reflected,
transmitted and absorbed power) of an normal incident plane wave can be derived by equa-
tions 2.18. In the case of normal incidence for a plane wave, the polarization has no contri-
bution on the reflectivety, transmission and absorption.

2
Ropt = ’Topt‘ = (218&)

2 2 4dnyng
Topt = — |t =k 2.18b
o = |topt] Tt ( )
1-R for T=0
Aopt = ( ) or . (218C)
(1-R—-T) otherwise

where 74, and ., is the reflection and transmission coefficient, respectively. The absorption
value used in this model for a laser beam transmitted through the glass and absorbed by the
Mo-layer is 50 % and nearly identical with measurements of a compareable Mo-glass interface
reported by Heise et al.?> obtained with a spectral photometer and a laser source with a peak
fluence of 0.02 J/cm? in combination with a wavelength and pulse duration of 1064 nm and
10 ps, respectively (figure 2.8).
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Figure 2.8.: Reflectivity and absorption of a Mo-glass sample. The solid black line and the black
rectangle indicates reflectivtiy measurements with a spectral photometer and a laser source with a
wavelength and pulse duration of 1064 nm and 10 ps, respectively.'* The solid red line and red
circle are the corresponding calculated absorption values in the Mo-layer. The glass substrate was
assumed to be perfectly transparent.

No contributing interference effects were expected with the present layer system and the
transfer matrix method is not applied for the absorption calculation.®! All reflectivity values

18



Variable Symbol Value Unit
Reflectivity air-glass interface @1053 nm Raq 0.04%7 1
Reflectivity glass-Mo interface R 0.50 (photometer @1053 nm)** 1
oM 0.48 (laser @1064 nm)™
0.48 (photometer @1053 nm)**
Absorption Mo Acm 0.48 (laser @1064 nm)!* 1

0.50 (this study @1053 nm)

Table 2.6.: Reflectivtiy and absorption data of a Mo-glass sample

for each interface and the absorption values for Mo are summarized in in table 2.6. It is noted,
that the transient absorption of the Mo-layer with 660 fs could be higher. The transient
absorption of a high intens laser pulse may differ from the steady-state value depending on
the choice of material.82:#3 For metals, the heating of the electronic subsystem influences the
absorption behavior through electron-electron scattering and can increase and decrease the
absorption during the laser pulse interaction. For semiconductor and dielectrics the transient
absorption caused by an ultra short laser pulse can even be raised by magnitudes in comparison
to the steady-state absorption due to the generation of free carrier by excitation over the
fundamental band gab as well as avalanche or impact ionization. Due, to the lack of transient
absorption model data for Mo, a steady-state absorption value was used.

2.5.4. Laser source model: Spacial and time domain

For later comparison with experimental results, performed with a mode-locked laser source
with a transverse electromagnetic modes (TEMgg) Gaussian beam profile, the intensity dis-
tribution is assumed to be Gaussian in spacial radial direction:

(X2 +Y?) 2R?
IR =The W  —=Ie v (2.19)

here, wy is the focal beam radius at e~? intensity level and R is the radial spacial cylindrical
coordinate transformed from the polar coordinates X and Y .

For a precise description of the time domain a squared hyperbolic secant shaped (equa-
tion 2.20) was selected instead of a Gaussian distribution. The fixed phase relationship be-
tween the longitudinal modes in the frequency domain inside a mode-locked laser cavity, which
is used for ultra short pulsed lasers produces such a pulse shape:

(2.20)

I(t) = Iy sech? (1'76 (3075 — t)>

Tp
here, 7, is the pulse duration at full width half maximum (FWHM) value and ¢ is the time
parameter. The laser pulse intensity maximum is centered at 30 ps to include its rising slope.

The intensity distribution in the spacial radial direction and in the time domain is illustrated
in figure 2.9. It is worth mentioning that the Guassian shape function and the Hyperbolic
secant square shape function are similar, due to their relation with the Euler function (see
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section A.1.2). The produced distribution in space and time differ by the fact that the
Gaussian shape has a narrower slope.
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Figure 2.9.: Normalized intensity distribution of a mode-locked laser pulse with a TEMgg in the
spacial radial I(R) and time I(t) and domain, respectively. The height of the surface is normalized
to one and the color is set for better visibility.

Despite a real laser beam with a finite divergence even for a perfect Gaussian beam, the
intensity distribution in spacial axial direction (towards the beam propagation) is assumed
to be perfectly parallel. This assumption is carefully chosen, such that it is valid for a very
small length. The beam radius distribution along the spacial Z coordinate can be calculated
by equation 2.21:

< Z )2 _ T}
w(z) =wo |1+ | = with Zp = — (2.21)
ZR A

with the Rayleigh length Zi which is defined by the propagation distance along the spacial
Z coordinate from the focal beam radius wg to the point where the beam radius w has
expanded by a factor of V2. The beam waist is illustrated in figure 2.10. For the current
value of wp and A (table 2.2) the Rayleigh length Zr was calculated to ~1.3 mm, which is a
factor of thousand higher than the Mo-layer thickness and thus the consideration of a parallel
beam is an excellent assumption.

For further comparison with experimental data, Iy needs to be expressed in terms of mea-
surable quantities. That is to say, the peak fluence ®y and the pulse duration 7, according
to equation 2.22. The first can be derived from the mean optical laser power P calculated in
section A.1.3.

(e 9] o0

<I>0:IO/I(t)dt:IO/sech2(

—0o0 —0o0

1.76 ¢ 27 1.76 @
T ) °1.76 0 27,

(2.22)
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Figure 2.10.: Illustration of the beam waist along the beam propagation and inside the Mo-layer. The
dimension of the Mo-layer is stretched for better visibility.

Equation 2.19, 2.20 and 2.22 can be combined to the complete laser intensity distribution,
that is absorbed by the Mo at the Mo-glass interface:

2R
1760y ~ 2 1. 2107125 — ¢t
LR ) = (1= Ropy) 100 a0 sech2< 76(30- 107 s )> (2.23)
N — 2Tp Tp

Aopt

here, the total optical reflectivity R,y of the Mo-glass sample is included with the therm
— Ropt) as the absorbed fraction of the laser intensity.
1 - Ryp the absorbed fracti f the 1 intensit

2.5.5. Finite element formulation

One way to initialize the finite element formulation for the Beer-Lambert law intensity dis-
tribution from Equation 2.17 is achieved by the so-called strong form of the stationary
convection-diffusion equation according to equation 2.24:

V - (VI + aguI) =0, (2.24)

with the optial absorption tensor aept = [8 0 } .
Qopt

The advantage of this general form is the possibility to consider also intensity dependent
absorption processes, even though it was not the scope of this work. A common approach
for the finite element method implementation is utilized by the so-called weak formulation.54
The word "weak" in weak form arises from the weak requirement such that the the first
derivative of I is integrable and I is continuous in contrast to the strong form where the
second derivative of I has to be continuous. Equation 2.24 is transformed to its weak form
according to equation 2.25. For this purpose equation 2.24 is multiplied by a arbitrary test
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function v = v(R, Z) which has to satisfy the requirement of continuously differentiable and
is integrated over the hole domain 3. The test function v is part of the Hilbert space. It
is indicated that in general equation 2.25 is a stationary equation and the time parameter ¢
only appears in the boundary condition of 0€4.

/VV (VI+4 OzoptI) dVp =0 (2.25)
Qo

Then, the divergence theorem is applied to equation 2.25:

/VV (VI+ o) dVp = / v(VI+ aoptI)T ndAg — /(VV)T (VI+ agul) dVp = 0.

Qo 0Qo Qo
(2.26)

This volume integral expansion is explained in section A.1.4. The volume and the surface
integral is equal to the integral over the coordinate components. For a axial symmetric
geometry it yields to:

/() dVy = ///() RdR dZ d© for the volume (2.27a)
Qo R Z ©
/ (1) dAo = ///() R dR dO for the surface (2.27b)
Qo R Z ©

2.5.6. Optical boundary conditions and initial values

The optical boundary conditions were axisymmetric in the case of 921 and "zero flux" for all
other boundaries (see figure 2.11). In addition, the intensity distribution in spacial radial di-
rection and in the time domain was defined on 9€)4 according to equation 2.23. The boundary
conditions are summarize in table 2.7. The boundary conditions 9y, 923 and 04 ensures
the conversation of the flux —n - VI = 0 which is equal to the absence of a heat source inside
the domain.

zero flux +

; pointwise constrained
| a0,

axisymmetric zero flux
00, molybdenum 00,
a0,
zero flux

Figure 2.11.: Boundary condition for the optical absorption model.
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B.C. Intensity

o Axisymmetric
082 —n - (VI+ ampuI) =0
03 —n - (VI+ampI) =0

90 Li(R,t)—I=0 (eq2.23)
4 —n - (VI+ apul) =0

Table 2.7.: Optical boundary conditions (b.c.)

The initial values were set as follows. The Intensity at time zero had a negligible but
infinite value of one for convergence reasons. The initial intensity time derivative was zero
(see equation 2.28).

I(t =0) =1; Z(t=0)=0 (2.28)

2.5.7. Analytic formulation

Basically, an ultra short laser pulse are able to provide photon densities which are sufficient for
nonlinear (multi-photon) absorption and thus the absorption may depends on the intensity.
Multi-photon absorption occurs typically in semiconductor and insulators where the band gab
is greater than the photon energy of the laser beam. If an electron is excited from the valence
to the conduction band a hole is produced in the valence band. Equation 2.29 describes the
intensity decay during the absorption from the surface into the material.

I (Z) = I (e—aoptZ + e—ﬁopt Z1 4 e Yort ZI? + ) (229)

Metals, initially provides a very high free-like electron density in the conduction band.
These electrons are able to absorb photons by linear absorption (single-photon) resulting in
higher electron energies and subsequent higher electron temperature. Only single photon ab-
sorption is considered in this study. The absorption is considered to be linear and independent
from the intensity. For this special case equation 2.17 can be further solved to its analytic
solution:

I(z)=1Iye @, (2.30)

Equation 2.23 and equation 2.30 can be combined to the complete laser intensity distribu-
tion inside the Mo-layer:

23



2R

176 (I)O efaoptZ e_wig Sech2 (

27y

1. 125 ¢
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2.6. Thermal heat diffusion and phase change model

2.6.1. Thermal heat transfer

In the present subsection the heat transfer initiated by the laser intensity distribution (equa-
tion 2.31) is described. Heat transfer in a solid matter can occurs in form of radiation and
diffusion. At first a calculation is introduced to estimate the contribution from each of the
both physical mechanisms. In case of heat transfer by radiation the heat flux can be described
by the Stefan-Boltzmann equation.

q = enoun (T} — Trey) (2.32)

where ¢; is the heat flux, T and T,.y is the actual temperature and the ambient temper-
ature, respectively, €, is the emissivity and oy, is the Stefan—Boltzmann constant. With an
estimated temperature difference of AT = 5000 K (above Mo evaporation) the heat flux in
the radiation case is in the order of 35 MW /m?. In case of heat transfer by diffusion in solid
matter the heat flux can be described by Fourier’s law:

oT; AT,
=kVT=k— ~k— 2.33
q A YA N ( )
here k; is the thermal conductivity and VT; is the temperature gradient which can be
written in cylinder coordinates as:
o7, 1 0T; oT;
VI, = —=E ——FE —E 2.34
‘TR T Roe T 977 (2:34)
Here, ERr g 7 is the unity vector in the radial, azimuthal and axial direction, respectively.
With the same estimated temperature difference of AT = 5000 K (above Mo evaporation) as
in the radiation case and the Mo-layer thickness as the length difference Az the heat flux by
diffusion is in the order of 1.5 TW/m?. This value for the heat flux is five orders of magnitude
higher than in the radiation case. Thanks to the result of this estimation it was possible to
take only heat transfer by conduction into account and neglect the contribution for the heat
transfer by radiation.
The heat transfer by conduction in solid matter can be described by the heat equation in
form of a second order parabolic partial differential equation (PDE):

e (%?) V(YT - Q=0 (2.35)

here, p is the mass density, C; is the heat capacity, 1; is the Temperature, t is the time
parameter, k; is the thermal conductivity and @ is a volumetric heat source.
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The divergence of the temperature gradient in cylindrical coordinates is introduced in sec-
tion A.2.1.

2.6.2. Two temperature model

By optically exiting a metal with an ultra-short laser pulse, the electrons are initially in
non-equilibrium distribution for a very short time duration. This time duration is in the
order of a few fs as illustrated in figure 2.12 (a),® the electron transport is considered as
ballistic. Subsequent, electron-electron equilibrium is achieved by thermalization and a Fermi
distribution is formed (see figure 2.12 (b)®). At this time an electron temperature can be
defined and the heat diffusion inside the electron sub-system is ascribed.6':62,64,85-90

{}laser
surface
i v~ 10°% mfs

nonequilibrium electrons ballistic electron motion

(a) DOSs
t=0 |

surface

& v<10% m/ss

E; E z

electrons in thermal equilibrium hot electron diffusion

DosS surface
(C) T | /
t="1..

e-ph ¥ v<10'ms

=T, z
Ee E
electrons and lattice in thermal equilibrium thermal diffusion

Figure 2.12.: Relaxation phases of optical excited electron in metals. (a) nonequilibrium electron
distribution which may results in ballistic electron motion. (b) Electons are relaxed to thermal
equilibrium and a Fermi distribution. The electron diffusion is driven by a temperature gradient.
(c) Electrons and lattice are in equilibrium.(Picture and caption obtained from Hohlfeld et. al.?%)

The effect of ballistic electron distribution for different metals are still under debate.6!>74,91-93
Thus, in this study only the thermalized electrons with a defined Fermi distributed temper-
ature was taken into account, which is a common approach for laser material processing
simulation.

For ultra-short pulse laser heating the heating rate 75, is comparable to or shorter than
the electron-phonon collision frequency Tep (75 < 7ep).5%889479 In the present case with a
heating rate of about 10'° K /s the classical one temperature Fourier law needs to be extended
to a two temperature approach, where the electron and lattice subsystem are described by

two coupled heat diffusion equations:%4
oT,
pce(Te) ot - V(ke(TeaTl)VTe) - G(Te - Tl) -Q=0 (2.36&)
o1,
pCi(T1) 5 = V(ki VT}) + G(T. = T}) = 0. (2.36b)
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where, T' is the temperature, p is the mass density, C' are the heat capacity at constant
pressure, k are the specific thermal conductivity and G is the electron—phonon coupling con-
stant. The subscripts e and [ label electron and lattice, respectively. The electron and lattice
temperature are typically attain equilibrium on a time scale of tens of picoseconds (see fig-
ure 2.12(c)).8

Heating of the Mo-layer was initiated by a volumetric heat source ), which is exclusively
introduced in the electron subsystem. The implementation of ) can be achieved by taking
the derivative of I (equation 2.31) with respect to Z:

OI (R, Z,t)

(2.37)

Finally, the heat source exhibits the following form:

2R

1.76 By ~ 2

1.76 (30 - 107125 — ¢
e Y0 aup et gech? < ( s )
2Tp

Tp

Q(R,Z,t) = (1 — Ropt)
A

> . (2:38)

2.6.3. Phase change model

During laser pulse heating a material can undergo phase changes if the melting and evapo-
ration point is exceeded. A phase change model was applied to the tow-temperature model
(see equation system 2.36) which is exclusively implemented into the lattice subsystem equa-
tion 2.36b by the lattice heat capacity with the heat of melting and evaporation:

(an). e

All included parameters are described in table 2.3. Two Gaussian functions of finite width
ATy were centered around the melting temperature Ths and the evaporation temperature Ty .
This approach is an approximation in contrast to a delta function which gives the mathemati-
cal exact solution but it was unavoidable to make the model numerically solvable. Figure 2.13
illustrates the function of the lattice heat capacity in dependence on the lattice temperature.
The enthalphy is also plotted in this figure to demonstrate the rise in internal energy during
the phase transitions. The heat of evaporation for molybdenum AHy is approximately 16
times higher than the heat of melting AH);. For the liquid specific heat the same value is
chosen than for the solid material.

[SIES
VI

(Tl —Tn

2
CiT) = a+AHy be -\ AT >+AHVce_

2.6.4. Finite element formulation

The implementation of the heat diffusion equation into the FEM formulation leads to a non-
linear problem, since the heat capacity Cp..; and the thermal conductivity k. depends on the
Temperature T¢ ;. The equation system 2.36 is converted to its weak form with an arbitrary
test function v, like in the intensity case:
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Figure 2.13.: Heat capacity and enthalpy vs. temperature. The latent heat for melting and evapora-
tion is modelled by a Gaussian distribution.

qe(Te,T))

/v p Cpe(Te) Te dVy — /vv (=ke(Te, T))VT,) dVy — /v (Q-G(T.—Ty) dVy =0
Qo Qo Qo

(2.40a)

/v p Cpa(Ty) Ty dVy — /vv (=K VT dVp — /v (G (T, —Ty)) dVp = 0.
N——
Q0 Qo a:(Ty) Q0
(2.40D)

The thermal conductivity matrix for the electron and lattice sub-system, respectively is
defined by

0

— _ QR;E,Z _ kRR;eJ 0 @
Qe = ket V Te,l = |:QZ;e,l:| = [ 0 kZZ;e,l:| 5 T, (2.41)

2z

For an isotropic material krp.e; = kzz.e; can be assumed.

The divergence theorem is applied to the second therm of equation 2.40a and 2.40b. For
simplicity only one equation is used for the formulation with subscripts denoting the electron
or lattice heat equation.

/ VvV - (ko (Te ) VT,y) dVp = / V (ke y(Te)VTey)  ndAg — / (V) ke y(Te)) VT dVp

Qo 0o Qo
(2.42)

By inserting equation 2.42 into equation 2.40a and 2.40b it yields to:
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/ V p Cpee(Te) T dVp + / (Vv) Tk (T, T)) VT, dV =

Qo Q0
/v (Q—-G(T.—Ty)) dVp — / v (ke(Te, T)VT.)" n dA4
Qo Q0 CIe(Te,Tl)

/V 1% Cp;l(Tl) Tl dV() + /(VV)TleTl d‘/b =

Qo QO
/v(G (Te—T)) dVp — / v (kVT)" n dAg.
N —
Qo 00 qe(Ty)

(2.43a)

(2.43b)

By rearranging equation 2.43a and 2.43b the electron and lattice temperature can be sep-

arated in each therm of the equations:

/v p Cpe(Te) T dVp + /(Vv)Tke(Te, T,)VT, -G T, dV;
Qo Q0

/v G T, dVp = /v QT dVp + / v (ke(Te, T))VT,) " n dA,
Qo Qo Qo CIe(Tele)

/V P Cp;l(Tl) Tl dVp + /(VV)TleTl — G T dV

Qo Q0
+/V G T, d‘/() = / V(k]VT[)Tn dAO
N————
Qo 0 qe(Ty)

2.6.5. Thermal boundary conditions and initial values

(2.44a)

(2.44D)

For the electron heat diffusion subsystem, all boundaries were modeled as thermally insulated,
such that the heat is completely transferred to the lattice inside the domain. For the lattice
heat diffusion sub-equation, figure 2.14 and table 2.8 gives an overview of the selected thermal

boundary conditions.

heat cooling glass
. (infinity half space)
09,

axisymmetric newton b.c.
90, molybdenum 00,

aQ,
thermal isolation

Figure 2.14.: Boundary conditions for the thermal model.
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The boundary condition 9€); was modeled as axisymmetric. The boundary towards the
air side 0€)y are treated as insulated. The boundary conditions for the interface to the
continuous Mo 93 and towards the glass substrate 914, however, were carefully selected to
model the temperature evolution precisely, after the large temperature inhomogeneity within
the film thickness has decreased. Then, after about a nanosecond, the radial temperature
distribution in the layer and the resulting forces depend predominately on the heat losses
to the outside region. 023 to the radially continuing metal layer was modeled as a Newton
boundary condition. This is sufficient because the radial extension of the simulation domain
is sufficiently large, such that the major fraction of the heat loss is to the glass. 04 to
the glass substrate is derived from the Green function of the heat equation with heat loss to
an infinite half space defined by the thermal conductivity kg and heat capacity Cj.q of the
glass. The thermal state of the half space was implemented in the temperature gradient along
the boundary. Additionally, a gap of width u between the bulging metal and the glass had
been taken into account in the effective conductivity A.rr. The accuracy of this boundary
condition has been confirmed with a variety of test calculations containing the glass substrate
in an extended domain instead of the boundary condition.

B.C. Lattice temperature Electron temperature
oy Axisymmetric Axisymmetric
0 —n(kVT) =0

083

{ —n(kVT)) = qo —n(kVT,) =0

qo = h(T’l;ext - T’l)

PCpgt | ATy [ pCpigit
[}9] —n(kVT) = —Xerp | Ty |55 + — | ———
! n(k V1) ff( N\ ognt T @V kn

Table 2.8.: Boundary conditions (B.C.) for the lattice and electron heat diffusion sub-equation.

Variable Symbol  Value Unit
0.5-107% —u

Effective heat conductivity ~ Acfs 0.5-107% —u —u W/(mK)
1.4 0.03

Heat transfer coefficient q 70 10° W/m?

Table 2.9.: Parameters for the boundary condition models

The initial values are set as follows. The electron and lattice temperature at time zero was
set to room temperature, respectively.

Te (t=0) =273.14 K (2.45)
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2.7. Thermal expansion model

The lattice temperature T; calculated in the previous section 2.6 is able to initiate a thermal
expansion in the Mo-layer. This thermal expansion may causes mechanical motion of the
Mo-layer which is subjected to inertia forces, thermal and deformation stress in the volume,
pressure and adhesion forces at the boundary. It may leads to large and possibly nonlinear
deformation. Moreover, plastic deformation can occur and damping effects are introduced on
oscillatory motion. For large displacements, tow coordinate systems are required. The first
is the reference material frame which is the fixed in space and the second is the so called
current spacial frame which is fixed to the moving and deformed body. The implementation
of the equations in structural mechanics were based on the principle of virtual work. A total
Lagrangian description was used exclusively for the structural analysis. In this description
all variables from the equations of virtual work are used in the material configuration. The
description for solid mechanics presented here can be found in many textbooks e.g.%7 100 All
materials were assumed to be isotropic. This assumption provides a sufficient good represen-
tation of the poly-crystalline Mo and the amorphous glass substrate.

2.7.1. Kinematics

Initially the body (a cylindrical disc) is in a stress free un-deformed reference configuration
and its geometry is described by cylindrical coordinated R, © and Z:

0SR<A; 0<O0<2m 0<Z<B (2.46)

here, A and B is the radius and the height of the cylinder, respectively. During deformation
the geometry in the un-deformed material configuration is mapped to the spacial configuration
which can be described by a nonlinear mapping function ¢. The domain g and the boundary
0 were defined in the reference domain, while 2 and 9 were implemented in the current
domain, respectively. All domains and boundaries are a subset of the three dimensional real
number space R®. Figure 2.15 illustrates a mapping of a point P to a point p via ¢.

30



2, Z t=0 -
v: X —x(X,1) b=t
Q
X
€z, EZ
€y, E@ e, ER T, R
0,0
Figure 2.15.: Mapping from the material to the spacial frame.
©0: Qo — Q 0, Q CR3
v: X = x(X,1) (2.47)
X = [R’ o, Z]T are points in the material coordinate system which are mapped via ¢ to

points x = [73 0, Z]T in the spacial coordinate system. The basis vectors of the un-deformed

material geometry are written in upper case letters Er, Eg and Ez while its spacial geometry
are written in lower case letters e,, ey and e,.

X = RE, + OEq + ZE, (2.48a)
x =re, + ey + ze, (2.48b)

The displacement of the points from the material configuration to points in the spacial
configurations is described by:

u(X,t) =x(X,t) — X, (2.49)
(2.50)

with the displacement vector u which is a function of space and time. For the present
axisymmetric geometry u is presented in cylindrical coordinates and only depends spatially
on the R and Z coordinate, while the © coordinate vanishes due to the rotational symmetry:

u(X,t) =u(R, Z,)E, + w(R, Z,t)E, = [w (2.51)
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u
The radial displacement coordinate u was replaced by a new dependent variable uor = — to

,
avoid singularities for inverse values near the rotation axis.!?%10? It is worth mentioning that

the displacement field u is the solution vector which need to be solved by the finite element
method.

Two forms of the gradient-operators are introduced. One is the spacial gradient for the
current frame and the other is the material gradient for the reference frame.

_ 0. 0() a() a() :

V() = x ETW + EQW + EZE for the spacial frame (2.52a)
_ 0 0() a() a() :

V()= xR + Eo 56 +Ey 37 for the material frame, (2.52b)

here, (-) represents an arbitrary diffentiable variable.

The deformation gradient

The deformation gradient F is introduced with the general property of mapping tensors form
the reference configuration to the current configuration. It has the from of a non symmetric
second-order tensor. For body changes of a line, the deformation gradient F has the property
to map a infinitesimal line element dX from the initial configuration to a infinitesimal line
element dzx in the current configuration: F := dX — dx

Cox(X,t)  9(X +u)

F = :I+M

oxX X X

—1+ VX, (2.53)

with T as the second order identity tensor (see section A.2.2). A complete description of
the deformation gradient in cylindrical coordinates can be found in section A.3.1.

The determinant of the deformation gradient is called the Jacobian-determinant J of the
deformation. It has to be non-singular and positive, to preserve the orientation.

J = detF >0 (2.54)

The Jacobi-determinant can map a infinitesimal surface element dA from the current con-
figuration to the reference configuration dAg and vice versa:

dAn = dx x dy = (FdX) x (FdY) = ((J F 1)(dX xdY) = (JF 1)dA¢ng,  (2.55)

detF
dx x d dX x dY
here, n = m and ng = m are the unit normal vector pointing from a

surface element A and Ag in outward direction from its surface for the spacial and material
version, respectively and || - || is the L? — norm.

The Jacobian-determinant can be further used for mapping a volume element dV from the
current to the reference configuration dVy and vice versa:
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dV = (dx x dy) - dz = (FdX) x (FdY) - FdZ = J (dX x dY) - dZ
| S ——
dVyo

dV.— po
— =0 = F) = 2.
:>dV0 p det(F)=J (2.56)

In the case of J =1 the deformation state can be considered as incompressible.

Polar decomposition

By spliting F into a rotational part R and stretch part U and V for material and spatial
frame respectively, it yields to:

F =RU = VR. (2.57)

This splinting is called the polar decomposition of the deformation gradient. R performs a
rotation, while U and V lead to a stretch of the geometry.

The stretch is in general defined as the ratio of the current length and the initial length:

The stretches A; in principle directions is defined as the ratio of a length element dl; in the
spacial frame with a length element dL; in the material frame:

dl;

A =
dL;

(2.59)

This formulation can be extended to a change in volume by the ratio of the current volume
and the initial volume:

v

— = A1\ 2.60

Vo 1A2A3 ( )
A1, A2 and Az are the three eigenvalues of U and introduced as principal stretches.

The right Cauchy-Green deformation tensor C is defined by:

C=FTF (2.61)

A fully description of C in cylindrical coordinates is found in section A.3.2. One useful
property of the right Cauchy-Green deformation tensor is the determination of the deformation
in the material frame without knowing the rotation. This is can be very helpful for stress
determination in which only the deformation is required and not the rotation.
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C=UTRTRU=UU =U? (2.62)
I

U” = U since U is a symmetric matrix. Further C and U can be expressed as:

3
C=) NN oN; U=> uN;®N; (2.63)
; =1

=1

with, the eigenvectors N1, No and N3 of C in the principle directions and their corresponding
eigenvalues A1, Ao and As, respectively. The tensor product ® is expalined in section A.3.7.

The left Cauchy-Green deformation tensor B can be used for the determination of the
deformation in the spacial frame without knowing the rotation.

B = FFT (2.64)
B=VRI'RVI =vV =V? (2.65)

I

as in the case of U also VT = V since V is a symmetric matrix. Finally, B and V can be
expressed as:

3 3 3
B = Z 5\12 n; ® n;; V= Z 5\2 n;, n; = Z >\i (RNZ) & (RNZ) (266)
1=1 =1 =1

with, the eigenvectors ny,no and n3 of B in the principle directions and their corresponding
eigenvalues A1, Ag and As, respectively. The eigenvectors and eigenvalues exhibit the following
relation:

Ai = A n; = RN;; with i=1,2,3 (2.67)

The rotational part R rotates N1, Na and N3 into ny, ne and ns, respectively.

The strain tensor

The engineering strain (Cauchy strain) in general is defined as relative change in length L of
a body:

AL

€:L70.

(2.68)

Here, the AL is used for an absolute change in the length L — Ly and Ly is the initial
length. The true strain € can be defined with the stretch A:
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L
€true = lOg 7 = log A. (2.69)

For a three dimensional disc, as used in the present model, the strain becomes a second
order tensor with cylindrical coordinates.

€= |egr €99 €9zl - (2.70)

€ar €20 €zz
The components €,9 and €9 are zero due to the axisymmetry and equation 2.70 reduces to:
€&r 0 €z

e=10 €p 0. (2.71)

€ 0 €

With v, = €, + €2 = 2¢,, the stress tensor can be further reduced to a vector by Voigt’s
notation (see section A.3.3):

T
€= [Err €22 €00 ’er] (272)
The Green-Lagrange strain tensor for material configuration is defined by:
1 1 1 1
T 2 2
Egr =5 (F'F-I) = (C-I) = (U’ 1) :Z; - N;®N;
1=
1
=3 (V! +Vu+(Vu)! Vu. (2.73)
For small stains the Green-Lagrange strain Egy, relaxes to the engineering strain e:
lim Egp i=¢= 1 [(Vu)? +V u (2.74)
Vu—0 ’ 2 ’ '
The variation of the Green-Lagrange strain tensor reads
1 1
0Bqy = 50 (FTF -1) = 5 (0F'F — F14F). (2.75)
The Euler-Almansi strain tensor is defined in the spacial configuration:
1 1 1 1
T\~ - - -2
Ega =3 (I— (FF7) ) = JI-BT =CI-V2=3 (1A men.  (270)

i=1

The thermal strain is defined by:
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Eth = atnbi (2.77)

with 0y, = (T} — T}cf) is the difference between the current temperature 7; and the initial
reference Temperature T, and oyp is the thermal expansion tensor which is defined by:

Qthrr  Othyrz  Oth;re
Qth = | Quhor  Qthioz  Cthi90 (2.78)
Qthszr  Othizz  Oth;z0,

or in Voigt’s notation:
]T

Oéch[OéR Q7 Qo QRz (2.79)

For a linear isotropic material the thermal strain can be written with the scalar thermal
expansion coefficient ayp:

Em = ambn [ 1 1 0], (2.80)

The volume change due to the thermal expansion can be calculated by:

Vi = (14 an(T — Trep))?. (2.81)

Velocity, acceleration and rate of deformation

The velocity and acceleration can be derived from the first and second time derivative of the
displacement field u(X,t) at the position x.

V(X ) = a(X, 1) = a“gj’t) _ 8“(8);”5) (2.82a)
2U 2u
a(X,t) = v(X,1) = 2 gtf’t) _9 ;fjt) (2.82b)

The rate of the materiel deformation can be expressed through the velocity gradient. The
material velocity gradient can be written as the first time derivative of the deformation gra-
dient.

. OF 0x Ou

And the spacial velocity gradient has the form:
ALC DA (2.84)
ox
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with its decomposed form of the symmetric tensor Lp = sym(L) (rate of stretching tensor)
and the skew-symmetric tensor Ly = skew(L) (rate of rotation):

L=Lp+Ly = (L+LT)+%(L—LT) (2.85)

N

The Green-Lagrange strain rate can be expressed as:

Eq,=F'LpF (2.86)

The stress tensor

The Cauchy stress (true stress) in general can be considered as the internal resistance forces of
a body resulting from a deformation. For a three dimensional disc, the stress can be expressed
as a second order tensor in cylindrical coordinates. The first index is subjected to the force
direction and the second index is subjected to the surface normal on which the force acts
(figure 2.16).

Orr Org Opz
g = |0¢gr 0g9 06 (2.87)
Ozr 0z Ozz

Figure 2.16.: Axisymmetric element for the illustration of the Cauchy stress components.

The components o,¢, 0, 0,9 and oy, are zero due to the axisymmetry and equation 2.87
reduces to:
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Orr 0 Orz
co=|0 ogp O (2.88)

Ozr 0 Ozz

with o,, = 0., the stress tensor has only four independent components (see figure 2.16)
and can be further reduced to a vector, according to Voigt’s notation (see section A.3.3):

T
o= [O'Tr 0., Ogg O'TZ] (2.89)
The traction vector t and T for the material and spacial frame can be defined as an

infinitesimal force df and dF per infinitesimal area dA and dA( where the force is acting in
the current configuration or initial configuration, respectively.

df

t - — 2.

(r.0.2m.0) = 5 (2.900)
dF

T(R,@,Z,no,t) = m (290b)

here, n and ng is the surface normal vector in the spacial and material configuration,
respectively. Cauchy’s theorem states a relation between the Cauchy stress tensor and the
traction vector in the current configuration.

n-o(r,0,z,t) =t(r,0,z,1t) (2.91)

Subsequently, a formulation for the initial configuration can be established with the first
Piola-Kirchhoff stress P (PK1).

ny-P(R,0©,Z,t) = T(R,©,Z,1) (2.92)

The Kirchhoff stress and the first and second Piola-Kirchhoff stress are introduced by:

T=Jo Kirchhoff stress (2.93a)
P = JoFT 1% Piola-Kirchhoff stress (nominal stress, PK1) (2.93b)
S = JF16FT 2% Piola-Kirchhoff stress (material stress, PK2) (2.93¢)

The Cauchy stress tensor can be easily transformed into the first and second Piola-Kirhoff
stress by:

o=J1P=J"1FSFT. (2.94)
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For a chosen stress measure, a particular strain measure has to be selected. These pairs are
called energy-conjugated stress-strain pair and are listen in table 2.10.

Stress Strain  Volume integration

o e, Epa Spacial
T e, Ep4a Matrial
P F Matrial
S Eqr Matrial

Table 2.10.: Energy-conjugated stress-strain pairs

2.7.2. Balance equations and equilibrium

The balance relation used in coniuum mechnics are the balance laws for mass, linear and
angular momentum, energy and entropy.'’® The spacial form can be expressed as:

p+pVu=0 Conservation of mass
pu(x,t) — V-o(x,t) — fy(x,t) =0 Conservation of linear momentum
o=o0ol Conservation of angular momentum
OW;
Ttmt =oc:Lp—-V-q+pQ Conservation of energy. (2.95)

The material form then reads:

po=20 Conservation of mass
pou(X,t) -V -P(X,t) - Fy(X,t) =0 Conservation of linear momentum
S =sT Conservation of angular momentum
OW int : :
PO = S:Eqr — V- -qo+p0Q Conservation of energy. (2.96)

For an elasto-plastic material, the deformation state is irreversible due to energy dissipation
and the Clausius-Duhem inequality is introduced:

O'ZLD—p<1/.)+T’I7> —%VTZO, (2.97)

here, 1 is the specific entropy per unit mass and ¢ is the Helmholtz free energy. Equa-
tion 2.97 can also be written in a purely mechanical form by
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o:Lp—pth>0. (2.98)

The balance law for linear momentum was used to derive the master equation for the FEM
formulation. It can be derived from Newton’s second law with the material time derivative
L which is equal to all external forces Fo,; acting onto a body. These external forces are the
sum of the volume and surface forces.

d
- /pou(x,t) Vi :/FV(X,t) dVy + / T(X,t) dAy. (2.99)
Qo Qo Qo
3 L i Fezt
=1 =1

According to equation 2.92, the last therm is equal to the product of the the first Piola-
Kirchhoff stress and the normal material vector P -ng. Then, the divergence theorem is
applied:

/T(X,t) dAy — /P(X,t) no dAg —/V-P(X,t) avp. (2.100)
Qo Qo Qo

Now, the global formulation of the Cauchy equation of equilibrium can be derived:

/pou(x, t) dVy —/V-P(X, t) dVp — /FV(X,t) dVy = 0. (2.101)
———
Qo Qo T(X,t) Qo

Equation 2.101 must hold for any arbitrary dVy. Thus, a local material form can be obtained
together with a spacial form which can be derived in the same way:

poit(X,t) = V- P(X,t) - Fy(X,t) =0 (2.102a)
pii(x,t) — V- o(x,t) — fiy(x, 1) = 0. (2.102b)

2.7.3. Damping

A Rayleight damping model is introduced that is characterized by a velocity-dependent friction
which was chosen to damp oscillations on the nanosecond time scale.!® This model can be
introduced by the equation of motion with a single degree of freedom:

mi + (agym + Bax k) o+ ku = f(t), (2.103)

C

here, m ist the mass, u is the displacement, k is the stiffness, f(t) is a time dependent
external force and c is the damping coefficient. The so-called damping parameter agps and
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Bax was set to zero and 10'2 1/s, respectively. The relative damping &(w) is introduced to
illustrate the effect on frequency damping:

{(w) = ! (%TM + @mw) : (2.104)

Figure 2.17 shows the relative damping in dependence on the angular frequency w for agay,
Bax and the sum of both. The relative damping for oy is characterized by high damping for
low frequencies while the relative damping for 83k predominantly affects higher frequencies. A
superposition of both would lead to a damped frequency range in between. The present choice
of parameters provides an efficient damping model for high frequencies, while low frequencies
are able to occur. This allows a very realistic model of the material where the computational
time consuming high frequencies vanishes within a certain time scale while the Mo-layer can
still develop low frequency modes during the expansion as it is expected.

&(w)

o [THz]

Figure 2.17.: Tllustration of the relative damping in dependence on the angular frequency w for agyy,
Bax and the sum of both.

2.7.4. Thermal expansion at the phase transition

At the phase transition from solid to liquid, the molybdenum gets an additional volume
change of ~5 %, according to data of Hixson and Winkler.”' This volume change occurs in
a small temperature interval around the melting temperature. The direct implementation of
this effect into a numerical model leads to volume expansion in a small spatial interval around
the melt front. To avoid numerical instability and convergence problems the thermal strain
is implemented in Comsol Multiphysics™ effectively by using a volume force model in which
the expansion is smeared out over the whole melting zone. The melting zone is divided into
two segments (rectangular in the axisymmetric projection). In the upper segment the force
is adjusted in the direction to the glass and in the bottom segment the force is directed in
the opposite direction. Equation 2.105 gives the magnitude of the volume forces, which cause
a change of 5 % in the length and figure 2.18 shows the corresponding geometry. E is the
Young’s modulus of molybdenum and z,,/2 is the height of each segment.
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Figure 2.18.: The liquid area is divided in two segments, in which positive and negative volume forces
are generated by the phase transition from solid to liquid.

2.7.5. Constitutive model

Equation 2.102a and 2.102b holds for any arbitrary material. Thus, a constitutive law has
to be included which relates physical quantities with material parameters. Finally, the con-
stitutive equations in combination with the kinematic relations and balance laws can give a
complete desrciption of the mechanical motion and the deformation of the body. To finally
solve equation 2.102a and 2.102b the stress has to be computed. For linear materials Hook’s
law as a tensor equation can be applied which relates the stress with the strain in a linear
dependency through the 4" order linear elastic material tensor C;.

g = Cel C€el = Cel : (6 - 6z'nel)
(2.106)
here, (:) is the double dot tensor product (see section A.3.5). C; exhibits the following
symmetry property:
Cetsijkt = Cetzjikt = Celkiij (2.107)

which yields to a reduction of maximum components from 81 to 21. For axisymmetric
geometry Hook’s law can be defined in the following form:

Orr Err
g €
= Ceal = (2.108)
J09 €90
Trz Vrz

The Lamé constants A and p are introduced as material parameters to define the stiffness
tensor C,y:
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Cou=A®1+2ul (2.109)

Here, 1 is the second-order identity tensor and I is the fourth-order identity tensor (see
section A.2.2 and A.3.6).

The Lamé constants A and p can be expressed in terms of the Young’s modulus E and the
Poisson ratio v and vice versa:

\ Ev ] _ E
T Arvd-2) M oatu)
p(3\ +2p) A
B : - 2.110
A i YT o0 ) (2.110)

Further, the shear modulus G' and the bulk modulus K can be written as a function of
and v:

E E
K=-—"__ (2.111)

= sas) 31— 20)

For an isotropic material with an axisymmetric geometry, C,; can be reduced to a 4-by-4
matrix and the constitutive equation has the following form:

Orp 1-—v 1 v 8 8 Err
Ozz E v v €2z
= _ 2.112
099 [(1+V)(1_2V)] 0 0 d-ov 1_021/ €00 ( )
Trz 0 0 0 Yrz
—— 2 ——
o c., €

The linear elastic material tensor Cg; can be further decomposed into a deviatoric part Dy
(volume preserving) and a volumetric part D, (volume changing):
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- 4 9 ;
§G+K —§G+K 0 0
2 4
—-—-G+K -G+K 0 0
Cy= |37 37 A
0 0 gG—i—K 0
i 0 0 0 2G + K |
_1 -
- — 0 0
3 3
1 92 0 0 K 0 0 0]
_ 3 3 0 K 0 0
=2G , + 0 0 K 0 (2.113)
0 0 3 0 0 0 0 0]
D,
| 0 0 0 1]
Dy
which yields to:
1
C. =2G (I — 51 ® 1) +K(1®1). (2.114)

The material form (total Lagrangian formulation) of the constitutive equation can be writ-
ten with the PK2 and the Green-Lagrange strain as corresponding conjugate stress-strain
o 104
pairs.

S=C.:EcL (2.115)

The thermal stress in the material frame can be written as:

Sth = Cei : Eup, (2.116)

The Young’s modulus E and the Poisson ratio v are modeled as temperature dependent
which is shown in figure 2.19. E decreases while v increases from room temperature to the
melting region. Thus, the bulk modulus is at a nearly constant value. Above the melting
point, the Young’s modulus becomes small, while the Poisson ratio approaches nearly 0.5. This
approximation transforms the solid Mo into a liquid phase in the framework of continuum
mechanics.

2.7.6. Plasticity

Uniaxial plasticity

The theroy for the plastic model used here can be found in many textbooks by e.g.?% 100

The data for a plasticity model are normally obtained from the uniaxial tension experiment.
In this experiment, typically a force is applied to the ends of a rod, while the change in length
is measured. For plastic materials like ductile metals, this results in a stress strain curve with
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Figure 2.19.: Temperature-dependent Young’s modulus and the Poisson ratio.'%
an elastic and a plastic part (see figure 2.20). Uniaxial tension plasticity is described by an

one dimensional model. The total strain € can be obtained by the additive decomposition of
the elastic strain €. and the plastic strain €.

€= €+ €p & €l = €— €p (2.117)

The constitutive law for the uniaxial stress can be defined as

o=FEeq=FE(e—¢p). (2.118)

The yield function @ is introduced to define the elasic domain &:

£ ={o|®(0,04) <0} with ®(o,0ys) = |o] — oys. (2.119)

The plastic flow rule determines whether the plastic strain rate é, indicates stretching (pos-
itive) or compression (negative) which is the case under tensile stress (positive) or compressive
stress (negative), respectively.

ép = ysgn(o) (2.120)

Here sgn is the signum function which is basically defined as +1 if the argument is greater or
equal than zero and —1 if the argument is smaller than zero. The plastic multiplier is defined
as a non negative scalar value 4 > 0 with the so-called complementary condition ® 4 = 0.

If the yield function @ is smaller than zero, a purely elastic deformation state is considered.
If the yield function is zero, then the yield stress level is reached and the deformation is
considered as either elastic unloading or plastic loading. Stress values above the yield stress
level are not admissible and the yield function do not exceed values greater than zero.
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Figure 2.20.: A typical stress strain curve is illustrated with elastoplastic material behaviour. (Picture
and caption obtained from Neto et. al.10?)

<0 = ¥ =0 = ¢ =0 elastic

N = €, =0 for elastic unloading
(o, 045)§ =0 { = 4 >0 = ¢ #0 for plastic loading (2.121)
>0 not admissible

The loading/ unloading conditions for the occurence of platic flow (Karush-Kuhn-Tucker
conditions)!% are defined by:

P (0, 0ys) < 0; 4> 05 ®(0,0ys)7 = 0. (2.122)

The hardening law implies that the yield stress level o, in equation 2.119 is a function of
the accumulated axial plastic strain €,. The yield stress level oy is the sum of an initial yield
stress level oys0 and the isotropic hardening modulus oy.

Oys = Oys(€p) = Tys0 + on(Ep)- (2.123)
The accumulated axial plastic strain €, is defined by:

t

_ . de, . .
6p=/|'6p|dt; o = =lal; & =1. (2.124)
0

During plastic flow % # 0 the consistency condition can be established:
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d=0, = DPy=0 = D=0 (2.125)

The time derivative of the yield function in equation 2.119 can be derived from:

doys

® = sgn(o)o — Hrép, with  Hy = Hy(&) = —2*. (2.126)
€p
The stress rate in case of plastic yielding can be deduced with equation 2.125:
sgn(o)é = Hré, (2.127)
The plastic multiplier can now be derived from 2.118 and equation 2.127:
= e sgn(o)é = el (2128)
= sgn(o)é = € :
T ExHY E + Hy

The slope of the plastic regime in figure 2.20 can be expressed by the following stress strain
relation ship:

& = Egpe. (2.129)

The elastoplastic tangent modulus F¢, and hardening modulus Hr can be defined by com-
bining equation 2.118, 2.120, 2.128 and 2.129.

EHr E.,
*~ B+ Hy A o (2.130)
E

Three dimensional plasticity

For the three dimensional or multiaxial strained case the same additive decomposition was
assumed than in the uniaxial case. This is a good assumption for small strains like in the
present case. The stresses and strains are now replaced by tensors.

€ =€t €
E=¢€+¢6 (2.131)

The free energy potential ¢ is introduced as a function of the strain tensor e, the plastic
strain component €, and an internal hardening variable a = {€,}.

(e, €p, ) (2.132)
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The free energy can be splitted into an elastic component 1, which is the contribution to
the elastic strain and a plastic component 1, which is dedicated to the hardening.

(e, €p, ) = e (€ — €) +0p() (2.133)
——

€el

The purely mechanical Clausius-Duhem inequality 2.98 can than be splitted into an elastic
and a plastic part.

0 0
<0—p0 we) téetoiep—Ad >0 with AEpOﬂ (2.134)
863 ~—_—— oo
~~ plastic
elastic

A is a set of hardening thermodynamic forces. The so-called dissipation function Y, is
formulated as:
Tp(o, A ép, &) =0: €, —Aa > 0. (2.135)

In the case of an isotropic linear elastic material, the elastic contribution to the free energy
e can be written based on the mechanical kinetic energy as:

1 1
pote(ce) = 5ee: Cer s e = G €t € + 5K(ee;v)2 (2.136)

where €..q and €., are the deviatoric and volumetric part of the elastic strain. Now, the
general stress strain law can be formulated by considering that the plastic contribution of
equation 2.134 vanishes and the elastic contribution is set to zero.

e
OE.

o= po =Cgiee=2G¢€q+ K e 1 (2.137)

In the three dimensional case the plastic flow is initiated when the yield function @ is zero.

D(0,A) =0 (2.138)

The elastic domain £ can then be defined such that the yield function is smaller than zero.

E={o|®(c,A) <0) Elastic domain. (2.139)

A yield surface ) can be defined when the yield function is zero:

Y ={o|®(c,A) =0) Yield surfac (2.140)

The internal parameter for the plastic flow rule and the hardening law need to be defined:
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& =4 N; N =N(,A)
& =4 H; H =H(, A), (2.141)

with the flow vector N and the generalised hardening modulus H. The loading/ unloading
conditions for the occurence of platic flow (Karush-Kuhn-Tucker conditions)!'%® are defined
identical to the uniaxial case:

d < 0; 4> 0; 4 = 0. (2.142)

The plastic flow rule can also be defined by a so-called flow potential W:

¥ =U¥(0,A); (2.143)

both, the flow vector N and the hardening modulus H may than be derived from this
potential:

ov =Y (2.144)

N=5. A

To satisfy the dissipation inequality 2.135, the requirements for the flow potential ¥ are
that it is a non-negative convex function of o and A with zero values at the origin:

W(c=0A=0)=0 (2.145)

For the present model the same yield function ® and flow potential ¥ can be assumed:

v=23 (2.146)

The determination of the plastic multiplier can be achieved by the so-called additional
complementarity equation and the consistency condition:

P 4 = 0; d=0. (2.147)

In case of plastic yielding (4 # 0) the time derivative of the yield function can be written
as:

o0 09

q):a—a.a—Fa—A:A. (2.148)

By insertin the stress-strain rate relationship,
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6=Cq:(¢—éy) =Cq: (¢ —4N) (2.149)

into equation 2.148 the time derivative of the the yield function reads:

. 9D . 0P o*v,
@:%:Cel:(e—ep)—&—a—A*poaa2p>x<a

0P . 0P 0%V,

=355 Co:(€—4N)+ A P * H. (2.150)

The plastic multiplier can be established by rearranging the above equation:

?I):Cel:é

Y — g 2.151

T Y, R
do - A 52

During purely elastic deformation, the stress rate can be computed with the elastoplastic
stiffness tensor Cg;:

6 =Cg:¢ (2.152)
During plastic flow, the stress rate can be computed with the elastoplastic stiffness tensor
Cep:
06=Cg:(€—¢) =Cgp:é, (2.153)
which can be written as:

0D
(Cq:N)® (Cel : )
OJo

0P 0P 0%
- N — — =
95 - Cd A " 52

C.p = Cy — (2.154)

+H

here ¢, is substituted with equation 2.141 and with the plastic multiplier of equation 2.151.

Von Mises plasticity with kinematic hardening

In the present model von Mises plasticity with kinematic hardening was applied to the elasto-
plastic material model. In the plastic regime, o depends linearly on €, but the strain freezes
with an isotropic hardening model. Since o increases only weakly in the plastic regime, the
strain is considered as the quantity to monitor shearing. This kinematic, plastic material
model is a compromise between the need to have stress in the vertical direction and the need
to have stress relaxation in the radial direction.

The von Mises yield criterion is defines when plastic yielding is initiated by a critical value
of the so-called Jy stress deviator invariant:197
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Qo) = /3 Ja(s(0)) — oys. (2.155)

Kinematic hardening is characterized by a resistance to plastic yielding in the opposite
direction to prior loading. The yield function for kinematic hardening is defined by the
relative stress tensor n which is defined by the difference of the stress deviator s and the
so-called back-stress tensor f3:

(0, 8) = /3 J2(n(o, B)) —oys; with n(e, ) =s(o) — f; s(o0) =0 — %tral
e (2.156)

here, oy, is the yield stress level. The plastic flow rule for kinematic hardening is defined
by the flow vector and the plastic strain rate:

N=9®_ /31

do 2 |Inl|
€ —AN=4y/o (2.157a)
R A |

The back stress in linear kinematic hardening can be assumed as:'%®

.2 2 n
B = Hre, = "y\[HT (2.158)
3 37 [nll

A plastic deformation model was used when the von Mises stress o,;ses initially exceeded a
yield stress level oy50. The yield stress level was set to 300 MPa only for the solid molybdenum.
No plasticity appeared in the liquid phase. The yield stress function oy is defined by the sum
of the initial yield stress function 0,5 and the kinematic hardening function oy,.

Hr

2 B
oys(€p) = oyso + 3 % €p for ®(o,0ys) =0 (2.159)
1—
E

on(ep)

The plasitc strain variable €, is not directly accessible and the computation requires an
iterative elastic predictor/plastic corrector return mapping algorithm.!%% 19 All conditions
for the rate independent associative linear kinematic hardening model with von Mises-yield
criteria are summarized in table 2.11.

2.7.7. Stress-strain computation

An additive decomposition of the strain tensor was assumed which was proposed by Green and
Naghdi.''! For small strain but large deformation study, the Green-Lagrange strain tensor is
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Condition Function

1. Linear elastic law: 0=C¢ €1 =Cg:(€—€pl)
[0)) — +\/ _
2. Yield function: (0,5) 3 J2(1(0, B)) — oys
n(o,B) = s(o) = B8
3. Plastic flow rule: ép =y N =4 2
3 Il
. . 2 2 n
4. Hardening law: B ==Hrpe, = ;Y\/>HT
37 3 nll
5. Kuhn-Tucker conditions: O (0, 0ys) < 0; i > 0; ®(0,045)7 =0

Table 2.11.: Conditions for the rate independent associative linear kinematic hardening model with
von Mises-yield criteria

applied and splitted into the sum of an elastic and an inelastic component which is the sum
of the plastic and the thermal strain, respectively.

Eqr = Eq + Ey + Ey
—_———
Ev’,nsl
E.,; =Eq;r, — Ey, — Epl (2.160)
—_———

E'Lnel

For extension of finite strain elastoplasticity the interested reader is referred to further
literature.''?- 113 This approach is based on multiplicative decomposition of the deformation
gradient:

F=F, F,Fy (2.161)

Since in the present work large displacements and small strains are expected, the engineering
stress o and strain € were substituted by the energy conjugated second Piola-Kirchhoff stress
S and the Green-Lagrange strain Egy, respectively. As mentioned in section ¢ the Mo liquifies
above the melting point. The liquid phase is implemented through the elastic constants in
the mechanical constivitive model in section 2.7.5. Part of the domain is formed into a liquid
like Mo-phase by modifying the Poisson’s ratio to values close to 0.5. This may results in
numerical instabilities because the trace of the strain in the liquid Mo-phase vanishes. A
nearly incompresible approach was necessary to avoid numerical instabilities. The software
Comsol Multiphysics™ uses a mixed formulation for the nearly incompressible approach, where
the pressure is implemented as a new dependent variable.!%" The final stress strain relation
for a nearly incompressible material reads:'%!
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S=Dy: (Eq, —E, — Ey) — D, : pl

1
S = Dd . (EGL — Ep — Eth) — <3tT(DU . EGL — Eth)) I (2.162)

As mentioned before, the implementation of the plasticity model is may obtained by an
Euler time discretization of the plastic strain rate and a solution scheme of a elastic predic-
tor/plastic corrector algorithm with a return mapping algorithm. For more details on this
method the interested reader is referred to e.g.!%

2.7.8. Finite element formulation

In this section the equation for solving the deformation is presented with the necessary bound-
ary conditions. The three forms of boundary conditions are called Dirichlet, Neumann and
mixed boundary condition. The Dirichlet boundary condition prescribes the displacement,
while the Neumann boundary condition specifies the traction vector. All equations are pre-
sented in the strong form first as a so-called boundary value problem:

pu=V.-0+Fy on ) (2.163a)
u=n1u on 0Qp (Dirichlet B.C.) (2.163b)
t=on=t on 0Qy (Neumann B.C.) (2.163c)

Equation 2.163a is a hyperbolic PDE known as the balacne of linear momentum (equa-
tion 2.102a). Equation 2.163b and 2.163c are the Dirichlet and Neumann boundary condition,
respectively.

The weak form of equation 2.163a is obtained by appling the principle of virtual work.?" 14
In a first step the spacial description is introduced:

W (u,du) = / (poii —V -0 —Fy)dul dVp=0 (2.164)
Qo

here, du is the test function v which is the so-called virtual displacement. This function has
to be smooth and zero at the boundary surfaces 0€2. The final weak form can be derived from
equations 2.164 by using integration by parts and the divergence theorem (see section A.3.8):
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/(puauT—v-aau—Fvau) AV =0
Q

/(pﬁéu —V-(oéu)+o0:Vou—Fyou) dV =0

Q
/pﬁdudV+/J:V&udV—/Fv(SudV—/aéu-ndA:O
Q Q Q o
/pﬁéudV+/o:VéudV—/FvéudV—/’Eéu~ndA:0
Q Q Q 5Q
/pﬁéudV—i—/a:(5edV—/Fv(5udV—/55u-ndA—0. (2.165)
Q Q Q 6Q
5Wkin OWint Wezt

The equation for virtual work can be divided into three sub-equations. It consists of a
kinetic part 0Wp;, and internal part 0Wj,; and an external part dW,..;. The kinetic part
consists of virtual work done by inertia forces, the internal part consists of work done by
internal forces and the external part consists of work done by volume and boundary forces.
The internal virtual work is now transformed from the spacial to the material domain by

/a:wudvz/(Ja):vauF—ldV:/PzéFdV
Q Q Q

= / P:VudV = / FS: Vudl,. (2.166)
Q Qo

Similar, the inertia and the external vital work is transformed from the spacial into the
material domain by:

/ fyoudV + / toudS = [ Fyoudlp + / Fou dSp (2.167a)
Q Qo
0820

/ pidV = / po it dVp (2.167b)
Q Qo

with the relation of the body force fiy = J~!Fy, the volume change dV = JdVj and p = J~*pp.
Consequently, the material form of equation 2.165 reads:

/po i du dVp +/s 0Eqr dVp — /Fvau dvp — / Téu dSy =0 (2.168)
Qo Qo Qo 6o
6Wk'Lr’L 6Wint 5Wezt
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with dEqgr as the the variation of the Green-Lagrange strain tensor which is obtained by
equation 2.75.

To compute the solid and the liquid Mo-phase in the framework of continuum mechanics
a mixed formulation is assumed for the nearly incompressible material.'®1»'1% This mixed
formulation consists of two weak form equations. Besides the originally only independent
displacement variable u with the virtual displacement du, the pressure p is now introduced
as a second new independent variable with the virtual pressure dp.

/poiiéudVo+/Sd:5EdV0+/Ip:5ETdVb/FvéudVO /Taudsozo

Qo Qo Qo Qo 6Qo
Whin Wint IWeat
(2.169a)
/ Sp [ITE - % AV =0 (2.169b)
Qo
IWint

2.7.9. Mechanical boundary conditions and initial values

The mechanical boundary conditions (figure 2.21) are a crucial point of the model since it con-
tains the interaction between the expanding Mo-layer and the glass substrate, in other words,
the recoil pressure. It introduces the dependence of the ablation process on the substrate’s
elastic properties.

spring foundation for
, glass
a0,

axisymmetric spring foundation
00, [NUEVEERITIIIN 90, for glass
free (air side)

Figure 2.21.: Boundary conditions for the elasto-mechanical model.

Since the Young’s modulus of the glass substrate is smaller than of the metal layer, the
substrate can not be modeled as a rigid boundary condition and a shock-wave will not be
reflected completely. The counteraction back from the substrate to the layer may be weak.
The substrate in the boundary condition 0€)4 was chosen with a spring model where the
parameters of mass, spring constant and damping constant were calibrated carefully. The
spring model describes the response of the substrate to the layer material moving in substrate
direction. The spring continuum obtains a value for deformation and velocity in every point
along the boundary. A second spring model was used to describe the adhesion force of the layer
outside the melt region. No further spring modeling was applied inside the melt region; the
layer is allowed to move away, when the velocity is sufficient to overcome a possible potential
energy barrier in the stressed layer.
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B.c. Displacement

0  Axisymmetric

0y  Free
003 on=—kp, (u—ug)

ou
894 on = _kgl(zss(u - U—O) - dglassa

Table 2.12.: Elasto-mechanical boundary conditions (b.c.)

The accuracy of the boundary condition 024 had been confirmed by a variety of test
calculations. Therefor 94 was replaced by an extended domain which represented the glass
substrate. Figure 2.22 illustrates the result from this prior simulations. The temperature
rises with a step function from 0 to ~4000 K in a time interval of about 50 ps which was
very similar to the final simulation conditions. By comparing the displacement from point 1
and 2 of the spring boundary with the glass domain it turns out, that the deviations are very
small. Thus, the spring boundary represent an excellent substitution for the glass domain in
the thermal expansion model.

_ 4 &
E
£ //’:'\\.\ 8
E // ‘\\\ PRty \9
: V, N T
© ’ g
; o
é, ——————— Point 1 Glass q%
P Point 2 Glass ~
Y Point 1 Springf ' 8
% - Point 2 Spring| £
©
e ] Terpperatur 0 -
100 150 200

Time [ps]

Figure 2.22.: Displacement of point 1 and 2 initiated by a temperature step function. The displace-
ment is shown with a spring foundation boundary condition in comparison with an adjacent glass
domain.

The mechanical boundary 90€)3 to the radial outside was also described by a spring model
with the purpose to tolerate some radial deformation. 9€2; and 022 were modeled as axisym-
metric and free, respectively. Table 2.12 summarizes all boundary conditions with the used
values of table 2.13.

The complete boundary value problem requires the initial values of u and its first time
derivative 1 at time zero.

u(t =0) = ug; u(t=0) =1y (2.170)
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Variable Symbol Value Unit

Spring constant glass Eglass 1.6107% N/m
Damping factor glass dglass 1.5107  Ns/(mm?)
Spring constant molybdenum &y, 1018 Ns/(mm?)
External temperature Text 293.14 K

Table 2.13.: Parameters for the boundary condition models

2.8. Space and time discretization

The FEM-equation 2.26, 2.43 and 2.169 are continuous in space and time. To make
them numerically solvable a discretization is necessary. The following subsections show the
space and time discretization, including the assembly, equation coupling and the numerical
integration method.

2.8.1. Space discretisation

FEM is based on the concept to approximate a continuous solution of a PDE on a domain
by an approximated discrete solution. For this reason, the complete material domain g
is divided into non overlapping subdomains §2o.. which consists of finite elements forming a
mesh:

el
Qo ~ Q= [ Qe (2.171)

e=1

here, €o.;, is the approximated discrete version of g, ne is the number of mesh elements
in the domain €y and ., is a set of element domains. The solution is computed only at
discrete points, the so-called nodes on the finite elements by a set of algebraic finite element
equations for a steady state problem and a set of ordinary differential equations for a transient
problem. The discretization is explained in many FEM textbooks e.g.97> 1157117

Thanks to the rectangular geometry of the cross section for the Mo-disc, the complete
domain could be represented by a 2 dimensional mesh. All mesh elements were chosen to be
rectangular. The advantage of rectangular elements is that they may improves convergence
for a deformed mesh since the angle during deformation gets not such acute in comparison
to triangular elements.!'® The mesh element size was decreased towards the center point to
precisely resolve the strong physical gradients. For a fluence of 0.40 J/cm? the mesh consists
of 2500 elements with an element ratio growth rate of 0.1 in axial and radial direction, shown
in figure 2.23. For higher fluence of 0.50 J/cm? and 0.55 J/cm?, the mesh was refined to
10,000 elements with the same element ratio.

Shape functions

Any dependent variable u(R, Z,t) and the weight function v(R, Z,t) can be approximated
by a linear combination of functions ®(R,Z) and V(R,Z) with coefficients a;(t) and bj,
respectively within one elements with n,.4es number of nodes, by
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Figure 2.23.: The mesh for a fluence of 0.40 J/cm? with 2500 elements and an element ration growth
rate of 0.1 in axial and radial direction, respectively. The aspect ratio is not preserved for better
visibility such that it has equal length in vertical and horizontal direction.

Nnodes
U(R, Z7 t) ~ llh(R, Z? t) = Z q)z(R7 Z) az(t)
i=1
Nnodes
V(R,Z) = vp(R,Z) = Y W;(R,Z)bj. (2.172)
j=1

A local coordinate system (R, Z’) is introduced for each finite element of the mesh. The
coordinate transformation can be achieved by:

R' = R — Ry; 7' =7 — Z, (2.173)

here, the coordinate origin is located at the center of the element (Rp, Zy) as shown in
figure 2.24.

Accroding to the Galerkin method, the same function for the discretization may be used
for the dependent variable u(R, Z,t) and the weight function v(R, Z).

®(R,Z) = V(R, Z) (2.174)

A new coordinate system which is called the natural coordinate system (£,7) in the so
called parent domain is introduced for the shape function. This approach has the advantage
to map a shape function with triangular or quadratic shape to any arbitrary shape in the
original coordinate system within the so called global domain where the geometry is defined.
The coordinates X(&,n) and the dependent variable u(€,n) as well as the weight function
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R/

Z
Ny (—a,b) N3 (a,b)
Z/
(Ro, Zo)
N1 (—CL, —b) NQ (CL, —b)
R

Figure 2.24.: Picture of linear quadrilateral element in the R-Z-plane. The coordinate R’ and Z’ are
the local element coordinates, respectively. The four nodes are at the edges of the rectangle at node
one (-a,-b), node two (a,-b), node three (a,b) and node four (-a,b).

v(£,n) may be transformed by a shape function within one finite element. If the same shape
function N(&,n) is used for the coordinate and the field variable, the approach is called
isoparametric.''? If the shape functions are different than it is known as sub- or super-
parametric formulation, depending on the order of interpolation function. The coordinate
X(&,7n), the displacement field u(€,n,t) and the weight function v(&,n,t) are defined within
an arbitrary point of one finite element as a linear combination of shape functions N;.. at the

node 7 with coefficients (R;, Z;), (ui;, us;z) and (0., 05;2), respectively.

xen = [pE0 =S 2 Noten (2,175
R I D Sl | R (2170

~ Nnodes [~
0] 0j, (t)]
v(é,nt) = | . = T N.. (&, 2177
(&;m,t) |:U(£, ,t):| |: (t) J,e(f n) ( )
The shape functions were chosen as Lagrangian and are defined in the form of polynomials:
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n

Ni;6(€7 77) = Z

1

(1+&&) (1 +mmi); 4-node linear (2.178)

e

i

Ni;e(fvn) = Z

i=1

S

(L4+&&) (L +nms) (& +nin — 1) 9-node quadratic, (2.179)

> =

with (&;, 7;) denotes the natural coordinates at the node i which are defined in the range
(£1, £1) . The linear and quadratic shape functions are listed in details in table 2.14.

In the present case, the form of isoparametric quadrilateral elements is always square with
an edge length of two and the coordinate origin is in the center (see figure 2.25). Isoparametric
mapping between the global and the natural coordinate system within one finite element is
achieved by:

Nnodes

R = R(f,?’]) = Z Rz Ni;e(gan)
i=1

Nnodes

Z = Z(fﬂ?) = Z Zi Ni;e(&vn)' (2180)
=1

Then, an arbitrary function f(R,Z) can be mapped from the global and the natural coor-
dinate system by:

F(R,Z) = [ (R(&n), Z(&m) = f(&,m). (2.181)
n

Ny (R3, Z3)

R| _ [R(&n) _

[Z] — [2(5,2)} Ny (—1,1) N3 (1,1)

N7 (0,1)
Isoparametric mapping
R/
Ng (_170) Ny (070) Ng (07 1)
No (RQ, ZQ) N5 (O) _1)
Ny (Ry, 2y) Vs (B3, Z5) Ny (—1,-1) Na (1,-1)

Figure 2.25.: Picture of a quadrilateral isoparametric Lagrangian element in the R’-Z’-plane which
is isoparametrically mapped into the n-£-plane.

For the intensity and the temperature computation, the element-type was selected as
second-order quadrilateral Lagrangian which consisted of nine nodes per element. The nodes
are located at the element-vertexes, the midpoints of the edges and in the center. For the
thermal expansion computation, the element-type was selected as first-order quadrilateral
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linear

Nl(fﬂ]) =
N2(§777) =
N3(£777) =

N4(€7 77) =

(1=8 @1 —-n)
1+ (1 —mn)
(1+8) 1 +n)

(1=8 @ +n)

N N S I SN

quadratic
Ni(&,m) = i (1=8 @ —=n)én
NoE ) = { (148 (~1+m)&n
N(Em) = (-1 +6) (1 +men
Ny(&,m) = i (1+8) 1 +n)én
NofEn) = —5 (-1 46 (146 (-1 +n)n
NofEm) = —5 (<146 (<1 +0) (1 +m)¢
NoEm) = —3 (146) (1 +m) (1 n) €
NofEm) = 5 (~1+8) (1+8) (1 4+ )

No(&,m) = (=148 (1 +&) (=1+n) (1 +n)

[N(&,7) =N Ny N3 Ny

N(&n)=[N1 Na N3 Ny N5 Ng N; Ng Ny

Table 2.14.: First and second order Lagrangian shape function with four and nine nodes.

Lagrangian which comnsisted of four nodes per element. The nodes are only located at the
element-vertexes. Figure 2.26(a) sketches the 4 linear and Figure 2.26(b) to 2.26(d) the 9
quadratic shape functions in the natural coordinate system, respectively.

The complete FEM computation is conducted in the natural coordinate system. Thus,
the computation of the semi-discrete weak form requires the computation of derivatives with
respect to the natural coordinates & and 1. The Jacobian matrix J and its inverse J~! can be
used to transform derivative quantities from the the natural to the global coordinate system

and reverse:

rJin J12 7]
P
o) OR  9Z | ro()
o | |o€ o ||or
() OR 97 | 5()
on on  on| Loz
— —~~
L J21 Joz
J

a(-) 0z 027 [9()
R| 1 | on 95| | o
| o)| detd | R OR | o
07 on o on
Jfl

with detJ = |J| = Ji1Ja2 — JarJ12.

(2.182)

(2.183)

The Jacobian matrix elements (here, e.g. first-order square quadrilateral Lagrangian) can

be computed as follows:
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Figure 2.26.: Illustration of the first-order (a) and second-order (b)-(d) square quadrilateral Lagrange
elements. The shape functions have a value one at the associated node and zero at all other nodes.

MNnodes 8N7,e
)

Nnodes aN’i;e R
e I S T )3
J = | Mnodes N MNnodes N
Z 0 ;e Zi;e 0 ise
=1 On =1 On

7 ON1 ONy; ON3 0N,
e 0& o0& o€ 0&
P = |ON, 9N, ON; 0N,

e on dn  on  On

Rl;e
R2;e

R3;e

Zl;e
Z2;e

Z?)'e

)

Z4;e_
(2.184)

The derivatives of the shape function in the entries of the stiffness matrix and the boundary
vector are defined with respect to the global coordinates R and Z. The Jacobian matrix J
can be used to express these derivatives with respect to the natural coordinates i and &:
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ONise OR  DZ7 [ONie ON;.e 8Z  DZ7 [ONie

o | |oc || or | OR | 1 | on 0E|| o
ONie | |OR 9Z| |ONie | ONio| detI | OR  OR | | 0N
on on  On 0Z o7z o O¢ on
J Jtl
(2.185)

For a 2d-axisymmetric element, the area ratio between the global element (global coordi-
nates) and the natural element (natural coordinates) equals the value of the Jacobin deter-
minant.

It is noted, that for the volume and surface integration a transformation to the natural
coordinates system is necessary. The integral can be converted via (see also section A.4.1):

1

1
/Qo;e(-) dVp = 2w /ﬂo;e(.) RdR dZ = 27r//(.) R(&,m)|J| A€ dn (2.186)

-1-1

1
: =27 . — 9 . (8R)2 (82)2
/<990;e()dA0_2 /8%;6()Rdso_2 /()R(S’")\/a(f,n)+a(g,n) d(g,n)  (2.187)

here, (-) denotes an arbitrary function and d(&,n) is either a line integration over the
coordinate d§ or dn.

Now, a semi-discrete formulation for a finite element can be derived. First, the matrices
for each element will determined separately and then assembly to the global matrices is
constructed.

Intensity space discretization

As described in the previous section (section 2.8.1), FEM is based essentially on weighted
residual methods where the solution of a PDE is approached by the sum of weighted basis
function. The variables can be approximated by a linear combination of basis function.
Equation 2.188a and 2.188b show the discretization for the intensity and the trail function as
a linear combination of basis function weighted by the coefficients IN of the solution vector ug
and v, respectively, for one element.

Mnodes
Ie(R, Z) = Nj(R, Z) uI;j = NuI (2188&)
7=0
Mnodes
ve(R, Z) = Ni(R, Z) tildev; = NV (2.188b)
=0

The shape function type was chosen as Lagrangian and the element order was quadratic
in the material frame. According to the Galerkin approximation method the same function
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may be used for the basis- and the trail function N;(R, Z) = Nj(R, Z). The space discretized
FEM-intensity equation 2.26 fro one element then reads:

/ (VNV)T (VNuz + aoptNuy) dVp = — / Nv [(VNuI + aoptNuI)T n] dAy. (2.189)
QO;e 890;5

A common substitution is used to replace the gradient of the shape function by a so-called
B-matrix B = VN. Further v vanishes in equation 2.189.

/ BT (B + aoptN) dVp ur = — / NT [(Bul + aoptNuI)Tn dAy (2.190)

QO;e 8QO;e

q

The integral of the right and left hand side in equation 2.190 can be rewritten in a compact
form:

I<I;e = / BT (B + aoptN) dVp (2.191&)
QO;e
fr. = / NT ¢ dAg (2.191b)
00.c

here, Kr.. is the stiffness matrix and fr.. is the force vector. The force vector is non zero
only if a element boundary contributes to the surface. The finial equation system can be
expressed as:

KI;e Ur,e = fI;e (2.192)

Equation 2.191a mapped to the natural coordinate system can be found in section A.4.2.
For the square quadrilateral Lagrange elements a local ne X ne stiffness matrix is produced.
The solution vector ur,. for a nine node element is defined by:

up, =[N Np - Ny (2.193)

For the 9 node finite element the stiffness matrix has a dimension of 9 x 9 and the solution
and the force vector are both of dimension 9. The complete equation system for one finite
element reads:
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Ky ... Kor| |ura Fy
K12 K29 UI;Q FQ
. . =1 (2.194)

Klg Kgg U];g Fg

Thermal heat transfer space discretization

The Temperature T, and 7; and the weight function v can be approximated by a linear
combination of shape functions N;(R,Z) = N;(R, Z) according to Galerkin’s approach. In
addition, the time derivative of T, and 7; may be approximated in the same way:

Nnode

Tepe(R,Z) = Z Nejij(R, Z) UT, 135 (t) = NuTe,z(t) (2.195a)
=0

i Nnode

Te,l;e(R, Z) = Z Nejvlj(R7 Z) uTe,l;j (t) = N‘:]'Te,l(t) (2195b)
§=0
Nnode

Ve,l;e(Ra Z) = Nz(R, Z)’F}z = N{Ie,l- (21950)
1=0

In odrder to formulate the semi-discrete non-linear heat transfere equations, the temper-

autre depenency of the heat capacity and the heat conduction may be approximated simi-
lar:120-122

20 / (Neve)! Cpe(Noup,) Neug, dVp + / (Neve) ke(Neur,, Njur, ) VN dVp ug, =
QO

2 Ose

/ N.ve (Q — G (Nour, — Njur,)) dVy + / NV, (ko(N¢ ur,, N; ur,) VN ur, )’ nd4g
Q0

‘e 008 Qe

(2.196a)
P0 / (Nvi)" Cpa(Nyur,) Ny, dVp + / (Nevy)" &y VN, dVp ur, =
Ose Qo;e
/ N.v; G (Neour, — Njug,) dVp + / N.v; (k VNjur,)" n d4o.
Qo;e 690;8 q;
(2.196b)

The trail function v.; vanishes in the equation system 2.196. The gradient of the shape
function can be replaced by the B-matrix B, ; = VIN,; and the expression (ke,lVNe,luTe.l)T n
can be considered as the spacial discretized heat flux q.:
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pQ/N Cpe(NeuTe) N U—Te dVo—i-/B k (NeuTE,NluTl)B dV()uTe =

—/NZ (Q —G (Neur, — Njur,))dV +/ TqTndAg

o o0
(2.197a)
0 / N7 Cy(Nur,) Ny, dV + / BYk; By dVpur, =
/Nl N.ur, — Njur,)dVp + / Nl qj ndAo
0§
(2.197b)

By rearranging the equation system 2.197 the spacial discretized electron and lattice tem-
perature ur, and ur, can be separated, respectively and the final spacial discretized weak
form of the two coupled heat equations can be derived:

Ce Kee

00 / N? C,..(N.ur,) N dVp i, — / B!'ke(N.ur,, Njur,)B. + G N, dVur, —

Q5
/GNldVbuTl /NQdVb—i—/NeqendAo
Q5 Qg
S——— ~~
Kel fe
(2.198a)
C, Ky
0 / N/ Cpu(Nur,) N; dVpar,— / B/k B, — G N; dVp ur, +
e QE
/G N, dVpur, = / Nl q T'ndA,. (2.198Db)
Q¢ 908
—_—
Kle fl
The equation system 2.198 can be rewritten in a more compact form:
Ce(uTs) ﬁTe — Kee(uTe,uTl) ur, — K, ur, + f. (uTe,uTZ) =0 (2199&)
Ce(ur,) ur, — Ky ur, — Kie ur, +1f; (uy) =0 (2.199b)

It is worth noting, that besides the temperature dependency of the equation system 2.198
the lattice force vector f; depends on the displacement uy, due to the boundary condition from
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table 2.8 and 2.9. Thanks to the thermal isolation of the electron sub system, the electron
force vector f. is equal to zero. Now, the equation system 2.199 can be written in a matrix
form:

C.(ur,,ur,) 0 } l:ilTe:| n [Kee<uTe>uTz) Kel:| |:uTe:| _ [f( 0 )} -0
!

0 Ci(ur,)| |uT, K. Kj | |uT, ur,, Uy
' ~—_—— ~—
CT(UTE,UTZ) urT KT(uTevuTl) ur fT(uTl ,Llu)

(2.200)

Because of the time dependency of the equation system 2.198 a spacial semi-discrete first
order ordinary differential equation in time is produced:'7>123

CTilT + KTuT = fT. (2.201)

Thermal expansion space discrtization

The displacement u and the virtual displacement du may approximated by a linear combi-
nation of the same shape functions N;(R,Z) = N;(R, Z) according to Galerkin’s approach.
In addition, the first and second time derivative of u may be approximated in the same way.
According to the equation system 2.169 a mixed formulation was applied with the pressure
as a new independent variable. Consequently, the pressure p and its variation dp has to be
discretized by up and vp, respectively.

u(R,7) ~ ZNj(R, Z) Uy (t) = Nug(t);

j=0
u(R, Z) ~ ZNj(Ra Z) () = Nug(t); P(R,Z) ~ ZNP;j(R7 Z) pu;(t) = Npup(t)
j=0 J=0

(R, Z) ~ Y Nj(R. Z) it (t) = Nita(t);  0p(R, Z) = Y Npi(R. Z) pusi = Np¥,
7=0 =0

Su(R,Z) = > Ni(R, Z)buy; = N¥
(RV Z) =0

The gradient of N can be express as the B-matrix B and the strain E and its variation 0E as
the product of the B-matrix B and the displacement u and the variation of the displacement
du, respectively.

B = VN; B, = VN,; E = Bu; SE = Béu. (2.202)

Equation 2.168 can now be spatially discretized by:
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po/(N{/)T ﬁﬁNd%—i—/S:VNfzd%—/NGdeVO— / Nvt-ndAy=0.
Q

QO;e 0;e O;e 890‘,6

(2.203)

By applying the substitution S = C,; B ug, equation 2.203 yields to:

pO/NTNdVOiiﬁ—i—/BTCeZBdVOuﬁ—/NFVdVO— / Nt-ndAy=0.
Q Q Q

Ose Ose Ose 890;6

5Wkin 6Wint 5Wea:t
(2.204)

The discretization of the mixed formulation (equation 2.169) then may reads:

A B C

pO/NTNdVO ﬁﬁ+/BT:Dd:BdV0 uﬁ+/(NpI):de0 u, —

QO;e QO;e QO;e
finer f:’;t
/NTFVdVO / NTt-nddg=0
QO;E aQO;e
fezt
(2.205a)
C D
——
T Npu, T 71
Nyvy [I'Buy - =222 | dVp = [ NJIBdVp ug— | Nj =N, dVo u, =0,
QO;e Qo?e QO;e
fint
(2.205b)

1
here, the substitution S =Dp : E; — D, : pI =Dy : (Egr, — E, — Ey,) — <3tr(Dv :Eqr — Eth)> I

is included.
The equation system 2.205 can now be written in a matrix form:

A 0f [ug B C| |ug _ fert
o ol ler ol =[] 220

here, u, appears as a so-called Lagrange multiplier. The Rayleigh damping model (see
section 2.7.3) is may spatially discretized within a damping matrix C, which is a linear
combination of the mass matrix M, and the stiffness matrix K. f.;: is the vector of external
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forces and uy as the spatially discretized displacement vector. The superimposed single and
double dots of uy features its first and second time derivative which is the spatially discretized
velocity and acceleration. The final semi-discretized thermal expansion equation (discretized
in space and continuous in time) reads:

Muyiiy + Culty + Kully = fu; with Cyu = gy My + Bax K. (2.207)

2.8.2. Numerical integration

The determination of the integral equations which arises in the spatially discretized weak
forms was performed in the parent coordinate system. The integrals are solved by numerical
integration in the framework of the Gauss quadrature.'!'> The integrals are computed at
discrete points, the so-called Gauss points which are not concentrically positioned with the
mesh points. Figure 2.27 shows the position for a number of 4 (black solid circle) and 9 (red
dashed circle) Gauss points n. For an arbitrary function f(£,n) the volume integration in the
axisymmetric case yields to:

1
/f (R, 2) dVo—/fRZQWRdeZ—/ F(&m)2m R(En)|J| A dn =
-1 -

3 ,_.\“_‘

D> f(&m) 2w REn)|T] wi wy, (2.208)

i=1 j=1
here, w;,; are the so-called weights.
n
Ny (_Ll) N3 (171)
) b )
O @)
) G = §
e, _ @)
(_) (_) )
Ny (_17_1) Noy (15_1)

Figure 2.27.: Positions of the Gauss points in the (£, n)-plane within a finite element for a number of
4 (black solid circle) and 9 (red dashed circle). The Gauss points do not coincide with the position
of the nodes.

The Gauss points position with respect to & and 7; in combination with the weights w;.;
for a number of 4 and 9 are summarized in table 2.15.
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Numbers of Gauss points Gauss quadrature point & ul Wy

No.1 -1/vV3 —1/vV3 1
No.2 1/V3 —1/vV3 1
4 No.3 ~1/V/3 131
No.4 1/V3  1/V3 1

No.1 —/3/5 —+/3/5 25/81
No.2 0 —\/3/5 40/81
No.3 3/5 —/3/5 25/81
No.4 —/3/5 0 40/81
No.5 0 0 64,/81
No.6 —/3/5 0 40/81
9 No.7 —/3/5 —/3/5 25/81

No.8 0 3/5  40/81

No.9 V3/5  \/3/5  25/81

Table 2.15.: Gauss quadrature points (&;,7;) and weights w;,; for quadrilateral element.

2.8.3. Assembly

In the previous chapter 2.8.1 the discretized mass, damping, stiffness matrix and force vector
were introduced for one local finite element. To obtain a solution for the complete FEM
domain a assembly procedure is necessary which contains all element contributions. In the
one dimensional case, the governing integral equations of the weak form can be obtained by
integration over each element and subsequent summation of the element integration:

/(-) Vo= > / (-) dVp | - (2.209)

n
Qo element QO;e

"nodes
2w
=1
For two and three dimensions the sum has to be replaced by the so-called element assembly
operator A.; which produces a matrix with elements of each nodal integration. Finally, the
global assembly operator A, forms the global matrix from each element contribution:
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Nel Nnodes

Joan=i 55 oo || (2.210)

Qo I g
N——

"nodes "nodes

, 2 (Jwi wy

1=1 Jj=1 _

here, the volume integral is achieved by two sums for the Gauss quadrature in the ax-
isymmetric case. The global assembly operator A, finally merges the local element matrices
formed by A, to the global matrices:

el Nel

M= A, M, K= A, K,
e=1 e=1
Mel Nel

C=A,C. f— A, f (2.211)
e=1 e=1

The dimension of the global FEM matrices depends on the number of nodes in each spacial
direction. The assembly operators A, and A, are implemented in the FEM code by an
algorithm. 84 117,124,125

2.8.4. Equation coupling

By combing all spatially discretized finite element equation of intensity (equation 2.192), heat
conduction of the electron and lattice subsystem (equation 2.201) and the mechanical motion
due to thermal expansion (equation 2.207) within a fully coupled approach the following
matrix system is produced:!2

r M i Cu(u) u
—~ - — —
r; 000 O ur 0 0 0 0 uy
| o 0 0 O 0 ﬁTe + 0 Ce(uTe) 0 0 l',lTe
| ~lo0oo0 oflian,| 0 0  Cur) 0 U,
ro] |00 0 My | 0 0 0 Cu(un)| | ta
-KI 0 0 0 ufr fI
0 Kee(uT uT) Kel 0 ur 0
+ 1 UT, el — 2.212
0 Kle Kll 0 uTl le(uu) ( )
| 0 0 Kriu(u,) Ky(uy,ur,) Uy fu
~—_——
K(u) u f(u)

The thermal expansion is implemented in the elastic stiffness matrix Ky(uy, ut,) and the
thermal lattice load vector fr,(u,) depends on the displacement vector u, due to the bound-
ary condition described in table 2.9. The coupled transient FEM formulation finally relaxes
to a second order ordinary differential equation. It has the form of an equation of motion
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with includes inertia, damping, a restoring force and an external force. The coupled equa-
tion system 2.212 with its initial condition can be finally expressed as:

r =Miu+ C(u)u+ K(u)u — F(u); up = u(t =0); up = u(t =0), (2.213)

with r;, M, C, and K as the global residual, mass, damping and stiffness matrix, respectively.
f, is the global load vector. C, K, and f are functions of the global unknown solution vectors
u. This equation is still a semi-discrete equation, which means it is discretized in space and
continuous in time.

2.8.5. Time discretization

Particular attention had been payed to the section of time discretization since it determines
the accuracy of the transient numerical solution. A common approach to discretize the time
domain in the framework of FEM are achieved by the finite difference approximation. It is
based on the assumption that the time derivatives of an arbritary variable u can approximated
by its difference quotient:%7

@ — iy AT W WepAr T W

ot  At—0 At At
OPu L wgong — 2upponr + U Wgoar — 2o + Wy
—— = lim R~ (2.214)
0%t At—0 At? At?

These methods can be distinguished between explicit and implicit. Explicit methods are
characterized by a computation where the solution can be computed directly from the solution
at time ¢ while implicit methods are attributed by an implicit solution via ¢t + At. Implicit
methods have the advatnge that they are more stable than in the explicit case and large time
step sizes can be realized. As showed earlyer in figure 2.2 the timescale of physical processes
initiated by the interaction of a ultra short laser pulse with matter ranges up to ten orders of
magnited from the femtoseonds to microseconds.’® Thus, an implicit time integration scheme
with an adaptive time step was the method of choice for the present study. To meet the
accuracy criterion, the time step has to be around 107! s in the initial phase where large
gradients of intensity, temperature and displacement appears that may initiates shock waves.
Because the temperature gradients are smoothed out and the shock waves are damped with
the Rayleigh damping model, the time step increases up to 10™? s during the calculation which
make the computational costs of the simulation acceptable. Fluences larger than 0.55 J/cm?
may requires more mesh elements and smaller time steps to achieve convergence and were not
conducted in this investigation.

The software Comsol multiphysics™ enables the selection of three different time-dependent
solvers: The implicite backward differentiation formulas (BDF),'?® the generalized-a method!2??
which is a umbrella therm for the HHT-o,"° the WBZ-a° and CH-a'?? method and the
explicite Runge-Kutta method.!?"133 Each method has its unique advantages and disadvan-
tages depending on the particular numerical problem. In this study, an implicite generalized-a
method,'?® was applied which is based on Newmarks’s method.!'3 The major advantage of
this time integration scheme is that it is assumed to be more stable for large time step than
the BDF.
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2.8.6. Newmark’'s method

First, Newmark’s method is introduced which is based on the constant average acceleration
scheme. This means that the acceleration changes linearly within a time step. The method
is unconditionally stable for linear structural mechanics.

In the following sections, the time steps are denoted by the subscript n for the current time
step (*)n := (-)(tn) and n+ 1 for the subsequent time step (+)n4+1 = (+)(tn+1), respectively.
Further, m are the total number of time steps n € [0,1,...,m — 1]. The second order ODE
space discretizes equation 7?7 is now also discetrized in time by the time approximations:

U1 ~ dpyg; Up 1 R Vil Upq1 R apgl. (2.215)

With this consideration equation 2.207 yields to:

Man+1 + CVn+1 + Kdn+1 — Fn+1 = 0. (2216)

For the time integration, this equation is only solved at discrete time steps n. The basic
idea is to determine the solution of dp11, Vn+1 and an41 from the known values of dy, vn
and a,.

The Newmark’s method is formulated by a time approximation of dy4+1 and vpi1:

1
dypy =d, + v, AL+ 5 (1-28)a, +2 Ba, ) At? (2.217a)
Vo (dng1) = v, + ((1 —v)a, + ’Van+1) At. (2.217b)
The value for § € [0,0.5] and v € [0, 1] has to be initialized carefully for accuracy and

stabilization. Table 2.16 summarizes values for 8 and ~ for different Newmark’s method. By
rearranging equation 2.217a and 2.217b they can be expressed in terms of vy11 and api1:

1
P o P
Vi1 (1) = ,BAt(d”“ d,) (5 1)v, + At 5 )an, (2.218a)
1
1 1 -3
an+1(dn+1) = W<dn+1 — dn> — /BAZL/V” — B Ap. (2218]3)

The initial condition for the first time step are defined as:
dy=u(t=0); vo=v({t=0); ag=M YF(t=0)-C(dy)vo—K(dg)dg)). (2.219)

Equation 2.218a and 2.218b can now be inserted into equation 7?7 and ?7, respectively.
This yields to the following nonlinear algebraic equation:
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Method v I6] Type

Linear acceleration 1/2 1/6 Implicit
Constant-average acceleration (Trapezoidal rule) 1/2 1/4 Implicit

Central difference 1/2 0  Explicit

Table 2.16.: Different Newmark’s methods which are characterized by the values of « and

M%(H»l
1
gl 1 -3
Mi dn - dn - n - n
sag (At —dn) = Zov 3 &
1
— 37
+ cﬁ(dn+1 —d,) - (% —1)vp + At(T?)an +Kdpi1 = Fpi (2.220)
Cvn+1

The only remaining unknown variable in equation 2.220 is d,, 41 and a solution can now be
achieved.

The time dsicretization for a first order ODE can be written similar to equation 2.218a by

canceling v and last therm with a,,:'3%
(1) = 5 (dnn —do) = (5 — 1) (2221)
\% = — — — (= = Dvy,. i
n+1\Un+1 BAt n+1 n ,8 n
This again yields to a nonlinear algebraic equation:
1 1
C@(dn+1 — dn) — (B — ]-)Vn —|—Kdn+1 = Fn+1 (2222)

Cvn+1

With this approach, the temperature time discretization can be obtained by approximate
the variable dy,;,41 and vy, 41 with the temperature ur.;.,41 and the first time derivative of
the temperature ur,p;n41, respectively.

For zero-order ODEs or algebraic equations no time integration algorithm is necessary and
equation 2.222 relaxes to:

Kd,y1 = Foy1. (2.223)

From this solution, the time and space discrete intensity equation arises by approximate
the intensity dn.n41 With Urnpm1.
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Method Qm Qg

Newmark 0 0
Hilber-Hughes-Taylor (HHT) 0
Chung-Hulbert scheme (CH) >0 #0
Wood-Bossak-Zienkiewicz scheme (WBZ) 0

Table 2.17.: Conditions of o, and oy for common time integration methods.

2.8.7. Generalized a-method

However, although Newmark’s method has shown to be A-stable (unconditionally stable)
for linear structural dynamics its behavior for non-linear structural dynamics may become
unstable.!36: 137 An extended improved version of Newmark’s method is established by the
so called general-a method or CH-a method.'?? The main idea of the generalized-a method
is instead of determining a solution strict at the end points ,11, to determine a solution at
intermediate points tn41-q,,, ; within the time step interval At = ¢,,41 — t,,. The value of the
weighting parameters ., and oy define the method solution algorithm (see table 2.17). The
big advantage of this procedure is that high frequency damping can occurs while low frequency
damping is supressed. Thus, nummerical convergence is supported and an accurate sulutions
can be achieved. Even with high time step sizes, like it was nessesery for the solution of the
present model, with a time scale range of approx. 10 orders of magnited, this algorythm is the
mehtod of choise.®®The general-a method can now be applied to the initial value problem
for non-linear structural dynamics of equation 2.207. First, the general trapezoid rule is may
applied to d, v and a:

dn+1_af = (1 — O[f)dn+]_ =+ afdn (2224&)
Vitl-a; = (1 —ap)vpp +apvy, (2.224D)
Aptl-a, = (1 —ap)apt1 + apay (2.224c¢)

The general trapezoid rule is may also applied to the internal and external forces.

Kpt1-a; = (1 - ap)K(dni) + asKd, (2.225a)
Fotioa; = (1 — ap)F(dut1) + asFd, (2.225b)

The internal forces may also approximated by the generalized mid-point-rule (MR) or the

generalized energy-momentum rule (GEMR).'” The parameter a,,, /f, B and ~ are defined
136
as:

:21000_1 Poo 1 ) _13_Poo.

« - ay = ) = 7T\ - 35 )
" Poo+1 J 1 + Poo ﬁ (1 + poo)2 7 21 + Poo

(2.226)

with the maximum spectral radius ps € [0,1] which is a key factor since it controls the
numerical dissipation. The spectral radius is in general defined as the maximum absolute
eigenvalue of a square matrix or a bounded linear operator. With the case of poo, = 0 asymp-
totic annihilation of the high-frequency response is achieved and poo = 1 corresponds to the
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case of no algorithmic dissipation. In the present study po was set to 0.75 to achieve a good
balance between high-frequency response and algorithmic dissipation.

The complete space and time disctretized equation for a second-order ODE according to
the general-a method can be written as:

]~v—[an—§—1—o¢"L + Cvn+1—af + Kdn+1—af = Intl—ay; (2227)

By inserting equations 2.224 into equation 2.227, it yields to:

(1 — am)May 11 + o, Ma,,+
(1 = ap)C(dnt1)Vnt1 + apC(dn)vn + (1 — ay)K(dpt1) + afK(dy) — (1 — ap)F +afF =0
(2.228)

For a first-order ODE equation 2.227 and equation 2.228 relaxes to:

Cvn+1,am + Kdn+17af = fn+1,af, (2229)

and to:

(1 — ap)C(dnt1)Vnt1 + 0, C(dp) v + (1 — ap)K(dpt1) + afK(dy) — (1 — af)F 4+ ofF = 0.
(2.230)

The general-a method applied to a zero-order ODE or algebraic equation like the time
disretized intensity equation it may expands to:

Kdot1-an = fatia, (2.231)

The generalized-a method applied to the fully coupled equation 2.212 finally yields to:

r M a C(v) v
~ = ~ —N —N
r; 00 0 O ar 0 0 0 0 Vi
| . 0 0 O 0 arT, + 0 Ce(dTe) 0 0 vT, +
;| [0 0 0 O ar, 0 0 C;(dr,) 0 VT,
r, 0 0 0 M, ay 0 0 0 Cu(dy) Vu
K 0 0 0 dp fy
0 Kee(dy,,dT,) K 0 dr 0
€ 2.232
0 Kie Ky 0 dr, fr,(du) ( )
L 0 0 KT1 u(du) Ku(du) dy fu(de)
—_
K(d) d £(d)
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2.9. Solution algorithm: Newton-Raphson method

The Newton-Raphson method is a fundamental FEM algorithm for finding the roots of a
real valued function f(x).'3? This function is linearized at a certain point x’ by its tangent.
According to Taylor’s theorem, this tangent t(x) can be expressed by neglecting second and
higher order derivative therms denoted by O:

t(x) = £(x) + f’(Xi)‘i(X —x%) —i—\(’Z/ (2.233)
=0

The iteration steps are denoted by the superscript i for the current iteration step (-)° = (-)(i)
and i + 1 for the subsequent iteration step (-)"™! = (-)(i + 1), respectively. The iterations are
performed within each time step ¢,;t,+1. Several iteration steps may has to be performed
until convergence is reached. If a start value x° is given, the function f(x°) and its derivative
f'(x)| o (with respect to x) can be evaluated at this point. The iteration scheme is performed
by finding the root of the tangent t(x) and using the corresponding x for the subsequent
iteration step ¢ + 1. This can be achieved by setting t(x) =0 and x = x'T1. Tt is important
to emphasis that the Newton-Raphson method only converges if the solution is differentiable
and continuous. The iteration scheme then becomes:

i1 _ i ) (2.234)

Exemplary, the first six Newton-Rapshon iterations are illustrated in figure 2.28 for an
arbitrary one-dimensional function f(z) = —xze® + 3. With each increasing iteration step the
root of the function converges.

10 T T ™ '
e - b\‘
, - ..................... S
-10 + ]
f(x)=-xe*+3
E 20p 0O ]
,,,,,,, 1% Iteration step
---- 2" |teration step
-30 - 3 Iteration step ]
4" Iteration step
-40 + 5™ Iteration step 1
----- 6! |teration step
-50 ' '

-1 0 1

Figure 2.28.: Visualization of the Newton Raphson algorithm for a single degree of freedom system.
An arbitrary chosen function f(z) = —ze* + 3 is used to show six iteration steps.
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The Newton-Raphson method is also applicable to multi-variable functions. Thus, the fully
discretized nonlinear algebraic coupled equation system 2.232 was solved by this method. The
global residual r(d;, ;) has the following form:

The solution vector can be expanded in the following way:

T

i+l [ il di+1 Git1 di+1
d;;ln—%l - dI;n;n+1 dTe;n;n+1 dTl;n;nJrl du;n;n+1 (2236)
The tangent t(d,, ;) of equation 2.235 is defined as:
- or(d, )| .
t(dyy1) =r(dpy) + Wn:l (dy1 — dpgr) (2.237)
n

Now, the tangent is set to zero t(dilH) = 0 and corresponding solution vector diH—l is set

as the value for the subsequent iteration di:_ll. Equation 2.237 than becomes the well known
Newton-Raphson iteration algorithm for multi-variable equations:

. . d:
ditl =di,, - r( ZM) (2.238)
8r(dn+1) K dz’
— t(djg1)
adn-&-l

The derivative of r(d,,, ;) with respect to d,,,; at i is the so called global tangent stiffness
matrix K¢, which is defined as:

i or(d, )Z
Kildha) = a7 | =

aMaiH—l—am ac(dfwrlfaf)v?i%klfaf aK(d’fl+1fOéf)df’L+lfaf _ 8f(dil+1fo¢f)

. . 4 . (2.239)
8d:l+1 8d$b+1 adz"ﬂrl 8dil+1faf
—_—
Kwm Kc Kk K¢

By applying the chain rule, the complete global tangent stiffness matrix expands to:
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Kt( iz+1) =

Ory(dp)n41 |’ ory(dr)ns1 |’ ory(dy)ns1 |’ ory(dpns1| ]
8dI;n+1 adTe;nJrl 8dTl;n—i—l 8du;n-i—l

ory, (dre,dr)nt1 | Orr,(dre,dri)ns1 | Orpy(dre, di)nsi|” Orr. (dre, dri)ni |’
8dI;n+1 adTe;nJrl 8dTl;n—i—l adu;n—f—l

ore, (dry, dre)ns1 |© Orp, (drr, dre)nst " Orm, (dry, dre)nrt | Orp, (dor, de)nst |
adI;n+1 adTe;nJrl adTl;nJrl adu;n—i—l

Ory(dy, dr)ns | Ory(dy, dpy)pi |’ Ory(du, dry)ni1 |’ Ory(dy, dr)ns |
L ddr;n 11 Odrent1 Odr1n41 Odu;ni1 i

(2.240)

Some entries of the global stiffness matrix relaxes to zero due to the missing variable de-
pendency within its function:

Kt( 21+1) =
[Orr(dr)ns1 |’ 0 9 0 1
8dI;n—i—l
0 ory, (dre, dr)ns1 | o, (dre, drr)nss | 0
adTe;n—i—l ' 8dTl;n-&-l ‘ . (2.241)
0 orr,(dr1,dre)n+1|” Orr,(dri, dre)nt1 | 0
8dTe;n—l-l adTl;n-&-l
0 0 8ru(duadTl>n+1 ' 8ru(duadTl)nJrl ’
L 8dTl;n—H adu;n+1

The Newton-Raphson algortythm requires to compute the inverse of the global stiffness
matrix K; according to equation 2.238. This is commonly achieved in the FEM framework
by the method LU decomposition.!'*® With equation 2.238 a linear equation system can be
produced.

Kt(dfwrl) Adi:i = —( fz+1)
N——

i+1 i
d, i —dj

(2.242)

The solution vector dﬁ:rll can be computed from the sum of its previous iteration step dfl 11
and the incremental solution vector Ad;tllz

dift =dl + AdY (2.243)
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This linear equation system 2.242 was computed by the so-called parallel sparse direct lin-
ear solver MUMPS (MUltifrontal Massively Parallel sparse direct Solver).'! This solver
supports multithreading and worked excellent for the present large DOF systems. Actu-
ally, the software Comsol Multiphysics™ uses an additional damping factor A € [0,1] if
the absolute value of a global residual solution is greater than those of the previous step
(}r(d;':;ll)‘ > ’r(diﬁl)}). The advantage of this procedure is, that the computational costs
are reduced by decreasing the iteration steps.!#?!43 The damped solution vector is computed

by:

damped __ qi i+1
d,y =dp FAAD,

(2.244)

If ‘r(di‘f}p Ed)‘ > |r(d}, )| then the damping factor A is reduced and dfbi”fp °d is recomputed
until |r(di‘fﬁp6d)‘ < |r(di4,)|- Then, the iteration procedure is restated by setting the final

damped solution as the new starting point dzrflw = di‘ﬁp ed,

dfh = a7+ Ad, (2.245)

For the convergence criteria, the estimated error E; is defined by the absolute value of the

incremental solution vector ‘Adi:rll‘ in the following way:
i+1 i+1 i
E; = [Ad;MY | = |dbf —d) | (2.246)

The convergence is reached and the iteration steps for a specific time step are completed if
the relative error err is smaller or equal than the relative tolerance €40

N . 2
1 E! . . ‘
err = N E (W) < €rstol; with Wp,, =maz(|d |, Sh1)  (2.247)
i=1 n+1

here, N is the number for the degree of freedom and S’, 41 1s a scale factor. The subsequent
time steps can be performed by the same procedure as described in this section until the last
time step m is computed and the complete solution is obtain. The explanation of the adaptive
time stepping method for the generalized-a method is beyond the scope of this work and the
interssting reader is refered to e.g.'44
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3. Results

3.1. Analytic model of confined laser ablation

Figure 3.1 shows a confocal microscopy image of the confined Mo-thin fim ablation on glass
substarte with a picosecond laser sorce by Heise et al.'#®> The bulging of the Mo-thin film is
clearly visible by a stable blisters below the ablation threshold fluence. Above the ablation
threshold fluence the ablated blisters can be recollected as intact domes. In the bottom of
the trench, the damage free glass substrate is visible.

Figure 3.1.: Confocal microscopy images of a confined laser ablation of a Mo layer coated on glass
subtrate with a laser pulse duration of 10 ps and a wavelength of 1064 nm. (Picture and caption
obtained from Heise et. al'*®).

In previous works, laser lift-off or confined laser ablation with short and ultra-short laser
pulses is reported as a gas expansion or "bubble blow up".?%3%36 Figure 3.2 shows a schematic
of the energy conversation model developed by Heise et al.?> This model is based on the
assumption that the laser energy is absorbed homogeneously in the Mo-layer within a depth
in the order of the optical absorption length (few tens of nm), as shown in figure 3.2a. A part
of this depth is then instantaneously evaporated to an ideal gas which occupies a cylindrical
volume Vj with a diameter of the ablated hole. The energy Ey needed for the evaporation of
the Volume V; is determined by:

Ey = Vip(Cyp x (Ty — To) + AHy) (3.1)

with (), as the heat capacity, p as the density and AHy as the total evaporation enthalpy
of Mo. Ty and Tj are the evaporation temperature of Mo and the room temperature, respec-
tively.

An arising gas pressure p; inside the evaporated volume Vj initiates an adiabatic expansion
of the Mo-layer as shown in figure 3.2b and results in a hydrostatic pressure ps within a volume
V5 as shown in figure 3.2¢. This describs the formation process of the blister in the scope of the
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(a) Irradiation b)Absorption and evaporation

Mo Mo Vi, ps
Glass - Glass
(c) Bulging (d) Lift-off
a

P — -
Mo CVop d| (Mo | [
Glass ?\ Glass

Figure 3.2.: "Model for the ablation mechanism of induced laser ablation. (a) A molybdenum layer is
irradiated from the glass side at a defined pulse energy E0. (b) The pulse energy is absorbed within
a thin interface layer of the molybdenum, whereupon instantaneous evaporation of the molybdenum
interface initiates an ideal gas phase with volume V1 of bulk molybdenum (supercritical Mo state).
(c) The molybdenum layer is bulged by an adiabatic expansion of the ideal gas up to volume V2,
while the maximum of V2 is defined by the tensile stress limit. (d) If the deformation of the cap
exceeds the stress limit, the molybdenum cap shears off and subsequently lifts off. No melting effects
can be detected at the substrate and remaining side walls." (Figure and caption optained from Heise
et. al.?%).

model. The pressure p; is calculated by the ideal gas law in equation 3.2a and the pressure ps
with means of the so-called hoop formula in equation 3.2b.'#6 The volume V5 in equation 3.2c
is obtained by geometric considerations with data from profilometry measurements of the
dome.

p

= T 2
D1 Mir Ry Tv (3.2a)
2d
P2 = Oshear — (32b)
a
Vi = (pl> V. (3.2¢)
b2

Here, Mjs, is the molar mass of Mo, Rjys is the molar gas constant and s is the adia-
batic exponent; d and «a is the film thickness and the dome radius, respectively according to
figure 3.2c.

The criteria for ablation is defined when a shear stress limit ogpeq 0f 1 GPa is exceeded at
the edged of the dome (see figure 3.2d). In the framework of this model, an energy of 0.25 uJ
for the exceeding of this shear stress limit is predicted. The Energy FEjy is finally obtained
by inserting the Volume Vj in equation 3.1. By comparing the value of 0.25 uJ obtained
from this model with the pulse energy threshold needed for a punched out dome of 1 uJ it
turns out that the model underestimates the needed energy, however the values are in the
same order of magnitude. In the introduced model thermal expansion was not implicated
and it was not possible to include transient effects. In the present work the contribution of
time-dependent effects including phase transitions and thermal expansions are explored by
the means of numerical simulation.
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3.2. Simulation model of confined laser ablation

As described in section 2.3, a multitime-scale simulation was necessary to take transient
contributing effects into account. The complete simulation was done with three different laser
peak fluences of 0.40, 0.50 and 0.55 J/cm?. The center of the laser pulse was shifted to 30 ps
in the time domain to implement the full contribution of its rising slope. The results are
presented according to figure 2.3 with 4 different points of interests in the spacial domain:
Point 1 is located at the Mo-glass interface and in the spacial center of the laser pulse. Point
2 is then vertically shifted of 435 nin to the Mo-bottom surface. Point 3 and 4 are each
horizontally shifted with a distance of 30 pm with respect to point 1 and 2, respectively. The
laser pulse had a beam radius of 21 um (1/e? intensity level).

3.3. Absorption, electron heating, electron-phonon scattering,
and phase transitions

Figure 3.3(a) contains data of the laser pulse intensity at the center point 1 in dependence on
time. The shown intensity is plotted for three different laser peak fluences of 0.40, 0.50 and
0.55 J/cm?. The solid lines represent the data from the calculation referring to equation 2.20
and the included symbols are data points obtained from the simulated intensity. The data
of the calculation and the simulation matches perfectly which indicates the validity of the
simulated intensity. It is worth mentioning that the intensity at point 3 drops down to 1.8 %
of the initial maximum intensity at point 1.

400 r T 20000 T T T T T
350 »  —=—0.40 Jicm? 5 /Electron Temperature
f»%  --v- 0.50 Jiem? u ——0.40 J/cm? Point 1
300 7Y e 055 Jem® 15000 -~~~ 050 J/cm? Point 1
S sl = B A\ 0.55 Jcm? Point 1
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(a) (b)

Figure 3.3.: (a) Intensity of the laser pulse at the center point 10 for a peak fluences are 0.40, 0.50
and 0.55 J/cm?, the pulse duration is 660 fs and the wavelength 1053 nm. (b) Electron and lattice
temperature at the center point 1. Both temperatures have reached equilibrium after about 80 ps
for all fluences.

Figure 3.3(b) shows the electron and lattice temperature in dependence on time during
and after the laser pulse irradiation of the sample for a fluence of 0.40, 0.50 and 0.55 J/cm?
at point 1. The photons of the laser pulse are absorbed by the nearly free electrons through
inverse bemsstrahlung and increasing their energy level by interbandabsorption.? Here, a fully
thermalized electron system was considered with a defined temperature distribution. The
temperature of the electron subsystem increases rapidly during the laser pulse absorption to
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a peak temperature of ~19,000 K. The lattice subsystem is heated nearly instantaniously
through electorn-phonon coupling. The electron and lattice subsystem reaches equilibrium at
a time of 80 to 100 ps for all simulated fluences. At about 35 ps the rising latice temperature
remains at a constant level for 3 to 5 ps. During this time period, the melting process is
expected®® and the thermal energy is used for the latent heat of melting during the phase
transition while the temperature remains constant. A second range with no rise in temperature
can be observed at about 50 ps'*"11® for a fluence of 0.50 and 0.55 J/cm? which originates
from the latent heat of vaporization.

Figure 3.4(a) contains the lattice temperature at the points 1 to 4 versus the complete time
scale of up to 10 us for the simulation. The entire layer is resolidified after around 400 ps.
This is indicated after a third time intervall of nearly constant temperature. At 1 ns the
Mo-layer is almost in thermal equilibrium in the vertical direction between point 1 and 2.
The resolidified Mo cools further down to the initial room temperature in the time frame of
1 ns to 10 ps. The points 3 and 4 are only slightly heated to 500 K during the hole process
because of the spacial distance from the laser absorption center. This only slightly heating
at the top of the dome is supported by previous works from Heise et al.?® Here, a Mo-coated
glass substrate was irradiated through the glass side with a flunece of 0.15 J/cm? by an ultra
short laser pulse with 10 ps pulse duration and 1064 nm wavelength. A dome was produced
and studied by means of atomic force microscopy (AFM). The measured mean grain size was
around 40 nm, both on top of the dome and on the outer area (see Figure 3.4(b)).25 This
indicates that no thermal structure changes has occurred on top of the Mo-layer during the
laser processing, like it is predicted in the present simulation results.

5000 . . . . ;
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(a) (b)

Figure 3.4.: (a) Lattice temperature at the monitor points 1 to 4 at a fluence of 0.40, 0.50 and
0.55 J/cm?. After around 400 ps the layer is solidifiedat point 1; this is indicated by the end of the
temperature plateau. Time to reach a homogeneous temperature in vertical direction is about 1 ns.
Outer points 3 and 4 are only slightly heated up to 500 K. Room temperature is reached after about
10 ps. (b) AFM-image of a Mo-dome produced with a fluence of 0.15 J/cm?, 10 ps pulse duration
and 1064 nm wavelength (Figure and caption optained from Heise et. al?®). No deviations of the
mean grain size of about 40 nm at the top of the dome (top right) and the outer area (bottom right)
are observed which indicates no thermal structure changes.
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3.4. Acceleration of the molybdenum layer and shock wave
observation

The lattice temperature reaches the vaporization temperature at approx. 50 ps (see Fig-
ure 3.4(a), point 1 at 0.55 J/cm?), and thus 20 ps after the intensity maximum of the laser
pulse. If the vapor temperature is exceeded inside a certain Mo volume, a vapor pressure
are able to arise. Figure 3.5 compares between the resulting vapor pressure, determined at
the temperature of point 1 (left y-axis) by equation 2.2 in section d and the simulated mean
vertical pressure, averaged over boundary 9€4 inside the molybdenum film (right y-axis), for
a fluence of 0.55 J/cm?. The maximum vapor pressure of 75 kPa is reached at about 54 ps
and nearly vanishes completely after about 150 ps due to recondensation. In contrast, at
40 ps the mean vertical pressure already reaches a minimum of -2 GPa, which is related to
compressive stress, caused by the confined thermal expansion of the Mo near the Mo-glass
interface during ultra-fast heating and melting. The heating rate is in the order of 10'° K/s
and thus the thermal expansion occurs also on a ultra fast time scale, which evidently initiates
a shock wave.

Figure 3.6 contains the average acceleration (averaged over the vertical direction from point
1 to 2) of the entire film thickness in dependence on time. The maximum acceleration was
calculated to be 1.2:10'2 m/s? which corresponds to an acceleration of 10! multiple of g
(gravity of earth) at 40 ps. This results from thermal expansion during heating and from the
phase transition during melting.
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Figure 3.5.: Vapour pressure (determined at the temperature of point 1) and mean vertical stress
component (averaged over the vertical direction from point 1 to 2) for a fluence of 0.55 J/cm?.
Vapor pressure does not exceed 75 kPa and has nearly vanished after 100 ps. The average vertical
stress component is initially compressive (negative) and then reaches values up to 8 GPa. After
the layer has detached from the substrate, the sign is alternating and is related to the thickness
oscillation of the layer triggered by the expansion shock

The physical mechanisms that lead to the acceleration of the Mo-film are revealed in detail
in Figure 3.7. The displacement of points 1 and 2 relative to its initial position is plotted
versus the time. The Mo at point 1 is initially heated by the laser pulse at the center of the
Mo-glass interface and starts to expand thermally. After about 100 ps, point 1 has propagated
10 nm into the glass substrate while point 2 is still at its initial position. The spring model
at the mechanical boundary condition 04 (see Figure 2.21 and table 2.12) which represents
the adjacent glass domain creates a reset force due to the thermal expansion which results in
an acceleration of point 1 in the opposite direction away from the substrate. As a result, the
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Figure 3.6.: Average acceleration (averaged over the vertical direction from point 1 to 2) in the centre
for fluence of 0.40, 0.50 and 0.55 J/cm?. First the layer accelerates by thermal expansion and the
following backward impulse of the substrate in the order of 10! multiple of g for all values of fluence.
If the Mo layer is uncoupled from the glass substrate at 130 ps, the acceleration and therefore the
external force is nearly zero.!®

mean vertical pressure in Figure 3.5 indicates high compressive strain that increases up to
8 GPa. At ~130 ps the Mo-layer is no longer coupled to the glass substrate in an area defined
by the maximum melting radius. Simultaneously, the high heating rate with a magnitude of
10% K /s and the resulting rapid thermal expansion initiates a shock wave which propagates
with the speed of sound of about 5800 m/s through the entire molybdenum layer and displaces
point 2 by about 10 nm towards the surrounded air. The shock wave is then reflected at the
bottom side of the Mo and get back to point 1 at about 230 ps. It seems that point 1 shows
no displacement for about 100 ps. As a matter of fact, the acceleration of the center of mass
and thus of the entire Mo-layer was already finished after the detachment at around 130 ps
and the entire layer was set in motion.

In the following, the oscillations of the moving layer are damped. The parameter of the
damping, however, was chosen without affecting the initial acceleration and was not deduced
from the parameter for plastic deformation. After about 1 ns points 1 and 2 have equal
velocities for each fluence, which means the Mo layer is propagating nearly free at a constant
speed.

The described shock wave is also shown in former simulation of ultra short laser mate-
rial processing in dielectrics!#% !5 and metals.'*?>151:152 The evolution of the shock wave
is described by a rapid decay in pressure in the order of 10! Pa to 10° Pa within a few
nanoseconds.

3.5. Ultrafast heating and melting as driving forces

As described before, the "lift-off" is initiated by ultra-fast heating and melting. The contri-
bution of each effects to the bulging velocity of the dome can be analytically estimated. The
initial velocity Awvs that is caused by ultra-fast heating can be calculated from the change in

length oy, ATs due to the linear thermal expansion divided by the time interval for heating
Aty
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Figure 3.7.: (a) The displacement of points 1 and 2. The glass is only in contact with the molybdenum
in the first 130 ps. Then the molybdenum is propagating free within the area of the melting diameter.
A shockwave travels between the upper and lower boundary with the speed of sound of about
5800 m/s. This leads to a period of approx. 200 ps. We assumed a damping of the oscillation after
the interaction with the substrate to model the observations and facilitate the multi-scale simulation.
After about 1 ns points 1 and 2 have equal slopes for each fluence, indicating a different velocity for
each fluence.

N lSOéthATS

A
Vs At,

(3.3)
here, the temperature difference ATy is 4,000 K, the heating time At is 20 ps, the heated
layer thickness [ is 100 nm and thermal expansion coefficient of Mo can be found in table 2.4.
An expansion velocity of the layer of about 100 m/s was calculated. In addition, ultrafast
melting causes a volume expansion at the phase transition from solid to a liquid, which has
been determined to be 5 %7 (Figure 2.4d). This expansion adds to the thermal expansion of
the solid and accelerates the molybdenum layer further in axial direction. The velocity Awv,,
due to melting can be determined by:

Alyy, - 0.05

Atm = — 5

(3.4)

For a melting depth Al,;, of 20 nm and a 5 % relative volume change with a melting time
At,, of 5 ps, the resulting velocity is 200 m/s. This is twice the velocity from linear thermal
expansion, caused by ultra-fast heating.

The sum of both thermal expansion effects is then 300 m/s in the direction towards the
glass. The magnitude of this basic estimation is in excellent agreement with the simulated
initial velocity of point 1 in the direction towards the glass, as shown in Figure 3.8. The
figure shows also the velocity in point 2 which is directed away from the glass in response
to the velocity in point 1. The relative velocity of point 1 in the direction towards the glass
reaches an absolute maximum at the end of the acceleration which is caused by the Rayleigh
damping.
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Figure 3.8.: Velocity over time in points 1 and 2 for fluence of 0.40, 0.50 and 0.55 J/cm?. Point 1
travels with maximum speed into the glass, because of the assumed Rayleigh damping. Then points
1 and 2 oscillate inversely phased around the mean velocity

3.6. The bulging process and dome formation at low fluence

The ultrafast acceleration causes the molybdenum to bulge and results in a dome formation
at low fluence, as shown in Figure 3.9. For the motion of the membrane itself, the averaged
velocity in axial direction over the layer thickness is the quantity of interest. The average
velocity (averaged over the vertical direction from point 1 to 2) is almost constant and directed
away from the substrate during the last contact with the glass at about 130 ps until the motion
slows down after 40 ns, as shown in Figure 3.10(a). The average velocity is much smaller than
the peak velocities in the shock wave and is the result of the damped back-reaction of the
substrate on the layer. The deviations of the average velocity from a constant value in the
center are related to an oscillating motion of the moving membrane excited in several modes
as well as membrane corrugation.
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Figure 3.9.: Membrane height for 0.55 J/cm? during motion at 52 ns, measured from the Mo surface.

Figure 3.10(b) shows the center dome height, measured from the Mo-air interface (see
Qo in figure 2.21) as a function of time. The maximum height of 2.2 pm for a fluence of
0.55 J/cm? coincides with the time of deceleration of the membrane motion at about 40 ns.
At the maximum height corrugation occurred, due to the strong initial shock-wave driven
acceleration. After 400 ns, the frequency of the membrane oscillation is about 11 MHz,
indicating a dynamic effect. The dome is shrinking with decreasing temperature. For a purely
elastic material, the dome would be assumed to shrink to intial zero height. Thanks to the
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Figure 3.10.: (a) Height of the dome for fluence of 0.40, 0.50 and 0.55 J/cm? | measured from the Mo
surface. The layer expands at constant bulging velocity and starts to oscillate after the maximum is
reached, due to inertial effects. At the end of the timescale the layer has an irreversible deformation,
although it cools down to room temperature. This is an effect of the plastic deformation. (b)
Average velocity (averaged over the vertical direction from point 1 to 2) for fluence of 0.40, 0.50 and
0.55 J/cm?. In the first hundreds of picoseconds the layer accelerates to a constant velocity. The
oscillations at around 10 ns are numerical discretization errors. The oscillation at 100 ns is observed
also in our height experiments and can be interpreted as corrugation. After 1us the mechanical
motion has terminated.

plastic material in the presented model, a residual deformation was obtained, which defines
the static height of the dome. As mentioned earlier in section g, the material properties
of the sputtered molybdenum are not well characterized. The used plastic material model
parameters have to be considered as estimates, which leads qualitatively to the observed
dome height by Domke et al.4!

The cooling of the film results in a shrinking of the layer. Hence, the thermal expansion in
radial direction has a significant contribution to bulging. Assuming a circular dome geome-
try, the maximum static dome height h caused by thermal expansion can be estimated (see
table 3.1).

The temperature is taken at the time of maximum dome height. However, this is only
a static consideration without plastic deformation and dynamic effects. By comparing the
dome height from the static estimation for a fluence of 0.55 J/cm? with the simulation result
it appears that the contributes from radial thermal expansion to the bulging of the dome is
only below 50 %. The remaining contribution is expected from plastic deformation and inertia
overshoot.

Fluence [J/cm?] A T |[K] Maximum static Dome height A [nm)]

0.40 1300 970
0.50 1490 1050
0.55 1585 1070

Table 3.1.: Estimated maximum static dome height by thermal expansion for a circular dome geom-
etry.
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3.7. Shearing from strain and threshold to ablation at high
fluence

During the motion of the membrane away from the substrate stresses and strains are created in
the layer. The implemented plastic deformation model causes stress relaxation with time. The
strain values, however, are not reduced from plastic deformation and are a perfect parameter
to identify the condition for fracture. Figure 3.11(a) and 3.11(b) presents the maximum
values of radial strain over the radial position for different times with fluences of 0.40 and
0.55 J/cm?. The maximum strain value is located at the melting radius and increases strongly
with increasing fluence. It can be expected, that a critical value is exceeded for some fluence
and that fracture of the layer occurs along the periphery, leading to the "lift-off" ablation
with a layer fragment in form of a disk. In addition, the strain at the centre (radius of zero)
also increases with increasing fluence. This could be a reasonable explanation for a crack on
top of an ablated dome, as described by Heise et al.® (see figure 3.1).
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Figure 3.11.: Maximum values for radial strain (a) for 0.40 J/cm2 and (b) for 0.55 J/cm2. The strain
maximum appears at the edges of the confined melting radius. The strain level rises with higher
fluence. Also a strain raise is visible at the centre, which can lead to a crack, as described by Heise
et al.?®

3.8. Front side irradiation

By using the material and method described before, results of a simulation for a front side
ablation were obtained by using the laser pulse absorption model and thermal heat diffusion
and phase change model, exclusively. A slightly modified laser wavelength of 1064 nm and a
beam radius of 20 um was applied for comparison with experimental results.*? Figure 3.12
illustrates that the pulse was now applied from the front side. The aim of this study was
to investigate the ablation efficiency in dependence on the pulse duration. For this purpose,
the maximum melting and vapor volume was simulated. The applied laser peak fluences was
set to 20 mJ/cm? while the pulse duration was varied over ranges from 5 fs to 100 ps. For
the simulation of the vapor volume an elevated fluence of 4.9 J/cm? was needed for vapor
generation of all pulse duration.

In figure 3.13(a) the comparison of the transient behavior of the electron temperature for
different pulse duration is plotted. The laser intensity maximum is set to 30 ps as previously
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Figure 3.12.: The thin-film molybdenum layer is irradiated by a laser (wavelength 1053 nm, pulse
duration 660 fs) through a transparent glass. Only the rectangular Mo-cross section is used in the
axisymmetric model. Important points at the boundary of the simulation domain are numbered from
1 to 4. The maximum irradiated intensity is reached in the center at point 1. The distance from 1
to 3 is 30 pum and from 1 to 2 is 435 nm.

described in section 3.2. The highest electron temperatures of 23,000 K appears for the
shortest pulse duration of 5 fs. As expected, the electron peak temperature decreases with
increasing pulse duration, due to the decreasing peak intensity. A temporal shift of the
maximum electron temperature for increasing pulse duration is visible.

Figure 3.13(b) shows the comparison of the lattice temperature for the different pulse
duration. The absolute maximum of the lattice temperature of each pulse duration increases
from 5 fs to a maximum at 10 ps and the drop then down to 100 ps. All pulse duration passes
the melting temperature. In addition, the vapor temperature is slightly reached for the pulse
duration of 10 ps which can be identified by a time interval with constant temperature.

Figure 3.13(c) illustrates the maximum melting volume as a function of the laser pulse
duration. A maximum value of the achieved melting volume with 25 pm3 appears at 10 ps.
Besides this pulse duration the melting volume is monotonically decreasing. This observation
can be explained as follows. In the case of shorter pulse duration, the electron heat capacity C.
is proportional to the electron temperature 7T, according to table 2.3. Thus, for high electron
temperatures more energy can be initially stored in the electron system. The initially locally
narrowed strong heated volume at point 2 creates a high temperature gradient inside the
Mo-layer which distributes the electron temperature very fast into the surrounded region and
outside the melting area. This effect is may additionally driven by the rising of the electron
conductivity k. in the condition of high electron temperature and low lattice temperature.
Thus the losses caused by electron heat diffusion are predominated. In the case of longer
pulse duration the lattice temperature gradient distributes most of the thermal energy in the
material such that is transferred outside the melting area.

A similar observation is shown in figure 3.13(d). Here, the vapor volume is plotted versus
the pulse duration. A fluence of 4.9 J/cm? initiates a region with a maximum vapor volume
of about 57 pum? between 10 to 50 ps. Due to the higher applied fluence the above described
mechanism is extended to longer pulse duration. The dependence of the threshold peak fluence
and thus the ablation efficiency for longer pulse duration is well known and is proportinal to
the square root of the pulse duration:?3
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Dot (p) ~ VT (3.5)

Summarized, the simulation results suggest that the maximum ablation efficiency for molyb-
denum can be achieved by a laser with a pulse duration of 10 to 50 ps.
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Figure 3.13.: (a) The electron temperature and (b) the lattice temperature for 5 fs to 100 ps laser
pulse duration versus the time. (¢) The maximum melting volume and (d) the maximum vapor
volume versus the pulse duration. A logariythm x-axis is applied for bettter resolution. The laser
wavelength is 1064 nm, the beam radius is 21 ym (@1/e?) and the peak fluence is 0.20 J/cm?; expect
for the peak fluence of the vapor volume which is 4.9 J/cm?. The maximum of the pulse is set to
30 ps. The lines are plottted as a guide to the eyes®*

A recent study reports that indeed there is evidence for an efficient pulse duration range
around 10 ps. Figure 3.14 shows data from Neuenschwander et. al.*” The ablation threshold
fluence of steel in dependence on the pulse duration which is measured after 256 pulses at
the same spacial point is illustrated for each pulse duration. The experimental data are
still under debate, but if the lowest threshold fluence is to be associated with the ablation
efficiency a similar trend for pulse duration below 10 ps in relation to the present simulation
results can be observed. It is further noted, that the front side ablation model is only a
thermal model and neglect mechanical effects like shock waves and thermal expansion, which
is likely to possible influence the results. This could be an explanation why the simulation
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results show the maximum vapor volume up to 50 ps while the experimental results show a
monotonic increase in the threshold fluence up to 50 ps. A very interesting observation can be
made by comparing the the maximum melting volume from the simulation in figure 3.13(c)
with the experimental results. Here, the trend of both curves are in much better agreement,
which is an indication that melting plays a much more impotent role than evaporation in the
mechanism for the front side ablation threshold process. This is supported by further results

from literautre.!®4:155
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Figure 3.14.: Ablation threshold fluence of steel in dependence of the pulse duration which is measured
after 256 pulses at the same spacial point on the probe surface for each measure point. (Picture and
caption obtained from Neuenschwander et. al*?).

93



94



4. Discussion

4.1. Analysis of the driving force for the initiation of the
"lift-off"

Former studies show a variety of explanations for the driving forces that initiate the laser "lift-
off" by confined ablation. Especially, the application of ultra-short pulse lasers suggest that
ultrafast effects might also have a contribution.?”#! Essentially four effects are considered in
this simulation study:

(1) Expansion of gas under confinement
(2) Thermal expansion in axial direction driven by ultra fast heating

(3) Thermal expansion in axial direction driven by ultra fast melting during the phase tran-
sition from solid to liquid

(4) Thermal expansion of the heterogeneously heated film in radial direction

Expansion of gas under confinement is explained as the driving force for nanosecond laser
ablation.?® In the present simulation study, however, with the use of ultra-short pulses, the
pressure generated by thermal expansion was 5 orders of magnitude above the pressure from
gas expansion under confinement. This implies that the contribution of the gas pressure is
negligible and there is a clear evidence that thermal expansion can be regarded as the driving
force.

Consequently, the simulation suggests that the acceleration of the film is mainly driven by
ultrafast heating and melting and not by partial evaporation and subsequent gas expansion, as
assumed in the earlier analitc model?® (see section 3.1). This implication is also supported by
experimental observations of shock waves during confined laser ablation, which are initiated
by ultrafast heating and melting.'%5

A shock wave is initiated by the ultra fast thermal expansion which propagates
from the Mo-glass interface 024 to the Mo-air interface 002 (Figure 3.12) and vice versa.
The arose recoil pressure induces the delamination process of the Mo-film from the substrate
within an area of the melting radius. During the time of the shock wave accelerated Mo-film,
there is no relevant contribution from the radial thermal stress. The accelerate of the film to
nearly constant velocity of about 30 to 50 m/s by a time of about 100 ps requires a value in the
order of 10™ multiple of g. Thus, ultra fast expansion in axial direction is the predominately
initial driving force. The results shows further that 1/3 of the impulse is generated by ultra
fast heating and 2/3 by ultra fast melting.!5® This implies that "lift-off" is initiated although
the layer is not molten completely. The simulation revealed that the maximum melting depth
is only about 1/4 of the complete layer thickness (Figure 4.1).

In contrast, in case of nanosecond laser ablation, a larger volume is heated with a lower
heating rate and thus a thermal expansion on a time scale 3 orders of magnitude lower occurs
than in the case of ultra-short pulse ablation. The back reaction of the substrate is therefore

10,41,157
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Figure 4.1.: Maximum melting depth of the Mo-layer by irradiation through the glass substrate with
peak fluences of 0.40, 0.50 and 0.55 J/cm?. The pulse duration was 660 fs and the wave length
1053 nm

too small to ablate the layer before melting and evaporation arises. FEvaporation may take
over the major role in confined nanosecond processing, because a larger fraction of the layer
is melted and because the vapor can absorb energy directly from the laser irradiation. Thus,
a high vapor pressure is may generated.

4.2. Comparison with experiment: ablation thresholds

The simulation has been conducted in accordance with the experimental parameters chosen
in Ref.*!' The first validation compares the simulated ablation area with the experimental
results, using the method of Liu et al.’® This method is based on the assumption that the
projection of the ablated area (A, = 7 Tﬁlb) of a sample with a perfect threshold property is
proportional to the logarithm of the irradiated peak fluence ®.

—27*2

P
B(r,t) =Ppe “i —=d>=2uwiin <Ii];r (4.1)

where, d? is the square diameter of the bulged or ablated area, wg is the effective beam
radius at 1/e?, @y, is the bulging or ablation threshold, defined at a fluence level at the
intersection of an extrapolated chart with the x-axis at zero diameter.

The experimental values for the bulged and ablated square diameter?! are plotted against
the logarithm of the fluence in figure 4.2 in comparison with the simulated data. It is apparent,
according to the experimental values, that for peak fluences between about 0.3 and 0.5 J/cm?
a bulging and therefore dome formation of the Mo-layer is discovered. For peak fluences
above 0.5 J/cm? a "lift-off" ablation is observed. For the data from the simulation model, the
calculated square of the melt diameter is plotted. As mentioned earlier in section ¢, within
this diameter the Mo-layer is assumed to have lost its adhesive force with the substrate in
such a way, that detachment is possible. The maximum strain values are found then at the
fixed edges.

The bulged and ablated diameter data from the experiment*! are in good agreement with
the simulation data in terms of the calculated melt diameter. Both data sets exhibits a nearly
perfect threshold characteristic. The main difference is a slightly systematic like deviation
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which can be explained as follows. First, The melt diameter is influenced by the electron
temperature model parameter, which are still under debate and not the scope of this study.
Second, the temperature dependence of the light absorption coefficient has not been taken
into account, due to the lack of unknown data. Indeed, the dielectric function also depends
on the electron temperature.8%:8% With a possible higher optical energy coupling into the
Mo-layer a larger slope of the melt diameter in the simulation results seems possible.'%0 A
strain value of 2 % for 0.55 J/cm? is exceeded in the simulation. This fluence value is the
experimental ablation threshold and is set as the criteria for fracture in the simulation model.

The present study can be considered as an attempt to explain the fundamental mechanism
of the confined laser ablation of thin films on transparent within the framework of ultra short
laser pulse processing.
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Figure 4.2.: Square diameter of the bulged or ablated area versus the laser peak fluence for the
directly induced laser ablation which is plotted by the method of Liu et al.'®® The plot shows the
experimental values from Domke et al.*! (red dots) in comparison to the the present simulation
study ( black squares).

4.3. Comparison with experiment: pump-probe microscopy

4.3.1. Height measurement

A transient height measurement from experimental pump-probe microscopy?! is presented
(see Figure 4.3) in comparison with the simulated height, which are both measured from
the center of the Mo-glass interface (Figure 3.12, point 1) to the center of the top of the
dome. The overall agreement is very good. A constant velocity after 1 ns is clear visible
due to the nearly straight line which indicates a direct proportionality of the height and the
time with barely no acceleration. This matches with the data of the average acceleration in
Figure 3.6. The experimental membrane velocity for 0.5 J/cm? has a value of 60 m/s and hence
a slightly deviation to the 40 m/s predicted by the simulation. It can be further seen, that
after the dome has exceeded its maximum height, a shrinking process appears. For fluences
above 0.50 J/cm? the dome is ablated and no further height measurement was possible. The
estimated maximum static dome height of 970 nm for 0.40 J/cm? (table 3.1) is consistent
with the simulation and experimental results. For 0.50 and 0.60 J/cm? the estimation still
fits to the experimental values, however the simulation height is lower, due to the imperfect
plastic model parameters. The dome shrinking is correlated to the cooling and stops until
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initial room temperature is achieved. Thanks to the plastic deformation model a stable dome
was produced.

The comparison further shows that the bulging membrane velocity is lower for all fluences
in the simulation case. The reason may be the simplification in the volume expansion model
during melting, where the effect is smeared out over the melt volume instead of being localized
and forming a shock front.

It seem plausible that the deviation in dome height at later times could be explained from
the unknown plastic behavior of the sputtered molybdenum layer. Like all refractive vacuum
coated metals, the material properties are not comparable with bulk and are probably very
anisotropic. The plastic parameters have been estimated for the present model only to demon-
strate qualitatively the mechanism of dome formation. A fitting for the exact reproduction
of the pump probe data was not the focus of this work.
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Figure 4.3.: Data of the dome height obtained from time resolved pump-probe investigations [32]
compared with simulated results.

Figure 4.4(a) illustrates a dome from the FEM simulation in comparison to a confocal
microscopy image from the experiment®! with a fluence of 0.50 J/cm?, respectively. The
values for the height and the radius of the produced dome show good agreement between the
simulation and the experiment.

4.3.2. Pressure waves

The evidence of pressure waves that is descibed in section 3.4 is supported by previous ex-
perimental work from Domke et al.'5? The same laser parameter of 660 fs pulse duration and
1053 nm wavelength in combination with nearly the same beam radius of 20 pum as well as
the same Mo-layer thickness of 435 nm coated on a 1 mm glass substrate is used. A pump
probe setup with a probe pulse of 532 nm wavelength is applied to time resolved pump-probe
microscopy of the laser irradiated sample. The complete setup is descirbed in a previous
work. 161

With means of this time resolved pump-probe microscopy setup, a transient reflectivity
model is introduced which considers the transient reflectivity signal R; of the probe beam
from the Mo-glass interface during its changes of states from solid to liquid and gas. A second
transient reflectivity model is included which take the reflectivity Rs of the probe beam from
a glass pressure wave into account (see figure 4.5(a)). Both transient reflectivity models are
combined to calculate the overall transient reflectivity signal obtained from the interference
of the two probe beams in figure 4.5(b).
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Figure 4.4.: (a) Simulated dome of a glass side irradiated Mo-film with a laser pulse duration of
660 fs and a fluence of 0.50 J/cm?,'® (b) Confocal microscopy image of an experimental result with
comparable parameters.*!

It is assumed that the generated pressure wave is initiated in a time frame of a few picosec-
onds. It is further concluded by comparison of the below bulging fluence and the above bulging
fluence, that the pressure wave is launched during heating and melting. In addition, pressure
waves are found below the bulging threshold in the fluence range where evaporation is insuf-
ficient. These findings are in very good agreement with the present simulation results when
a pressure wave towards the Mo-layer was initiated at about 5 ps during the melting process.
For fluences sufficient for evaporation, no deviations in the oscillations signal in figure 4.5(b)
are found in the time frame when evaporation was calculated in the present simulation model
and there is no indication of a contribution of a confined gas to the film bulging.'? Fur-
ther shock-wave observation is reported in literature by the lift-off of thin-Mo-films on glass
substrate irradiation with ultra short laser pulses.'®6
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Figure 4.5.: (a) The laser-induced ultrafast thermal expansion at the Mo-glass interface generates
pressure waves in the transparent and in the absorbing layers. The pressure wave can be regarded as
a moving interface with the reflectivity Ry that propagates towards the probe-pulse with a velocity
v. The distance of this interface determines the phase shift between the reflected wave fronts from
the pressure wave (Rz) and the laser-matter interaction zone (R;). The interference of both reflec-
tions lead to an oscillation in the time-resolved reflectivity signal. (b) Relative reflectivity from the
interference of the two probe laser pulses.(Figure and caption obtain from Domke et. al.l5?)
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5. Conclusion

Prior works have demonstrated a suggestion for the mechanism of "lift-off" with short3436
and ultra short?%3740 Jaser pulses. Although, these studies have shown reliable models of
"ift-off" for short pulse laser ablation, only simplified static model have been established
for the case of ultra short laser pulses. In this dissertation a multiphysics and multi-time
scale FEM simulation model was introduced for the description of the driving mechanisms
for confined ultra short laser ablation of metal thin film on a transparent substrate by the
example of a Mo-layer on a glass substrate. A "big-picture" of the whole ablation process was
created by combining multiphysics with multi-time scale modeling. Within the multiphysics
model, it was possible to implement the optical, thermal and mechanical physics. These
different physical aspects all appear on different time scales ranging from the femtosecond
to the microsecond scale and are interconnected to each other. Thanks to the additional
multi-time scale approach, this led to a very powerful simulation model.

It was demonstrated that the initial driving force for ultra short pulse laser ablation of
thin Mo films on glass substrate is identified as ultra fast thermal expansion in axial direction
caused by ultra fast heating and melting. The further dome formation is supported by heating
of the thin Mo-film in radial direction. A surprising outcome of this study is that these
mechanisms are fundamentally different from those which are found by short pulse laser
ablation with pulse duration in the nanosecond regime. The results were used for reliable
predictions which were comparable to those of related experimental work.*' The bulging
velocity and the dome height were able to be reproduced in a qualitative manner. The model
was further applied to the prediction for the mechanism of front side ablation of Mo with
ultra short laser pulses.

The presented model extend those from Heise et al.?> by investigating the vapor pressure
and the thermal expansion in a transient 3d axisymmetric model to identify a variety of
predominating effects that can have a contribution on the driving force. This simulation study
has further motivate studies in the field of ultrashort laser ablation at spacial confined of thin
films. 152, 162-179,179-189 Becayse the laser energy is deposited ultra fast in a localized region
near the interface, the Mo-layer expands thermally fast and produces a shock wave which
initiates the ablation process. The expansion of the Mo-layer into the substrate produces a
backward impulse and creates large enough forces and strain for film bulging and ablation.
Thermal expansion of both, heating and melting, must be assumed to get the right value
for the "lift-off". The gas pressure from evaporation is not sufficient to contribute to the
mechanism and is also only observed during a very short time period. The insight gained in
this investigation concerns the fundamental role of the backward impulse generated by the
substrate. This impulse produces a sufficiently high acceleration to set the layer in motion
in the opposite direction to the substrate. The effect is therefore purely mechanical and
the characterization is therefore a so-called "cold ablation". In this model, the process and
material parameters may be varied and investigated systematically as they are: The electronic
and optic parameter of the materials, the elastic parameter of layer and substrate. The model
assumptions can explain all observed phenomena and magnitudes. In such a way, the "directly
induced" laser ablation process could may be improved. At the same time, the experimental
validation could be improved using the discovered dependencies in the present investigation.
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In the present study, a deep insight had been made possible to increase the understanding
of "lift-off" with ultra short laser pulses and therefore contributes and benefits to the global
understanding in the field of laser matter interaction. To the author knowledge, this is the
first time that a simulation model was created which explains the dome formation with means
of confined ultra short laser ablation and gave a qualitative description of its driving force.
The results can deepen the understanding of ultra short laser material processing and are
capable to optimize industrial processes. The used layer system is preferred used as a back-
contact for copper indium gallium (di)selenide (CIGS) thin-film solar cell. The new know-how
is may beneficial for the improvement of laser processes for these solar cells in terms of energy
efficiency, product quality and production costs.

However, some imperfections are worth noting. Although the model was able to give a
excellent qualitative description, better known material parameter are necessary for accurate
quantitative results. These parameters are those for the absorption and the two-temperature
model which are virtually all temperature depended. In addition, the elasto-plastic material
parameters need to be derived for the thin film which may consists of anisotropies that differs
from the balk ones and may depends also on the fabrication method. The introduced model is
not limited to the present used materials of Mo and glass. Both, the thin film and the substrate
can be substituted by any materials where the material data are well-known. For the case
of non-metal thin films the absorption and two-temperature model need to be modified like
it is suggested in literature.!?% 1 Multi-pulse simulation could be performed too within the
framework of this model, however the simulation time consumption will growth with every
additional pulse. Tt is also concievable to add a crack analysis to focus on the shear of the

layer.'9?
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A. Appendix for Methodology

A.1. Appendix for the Laser pulse absorption model

A.1.1. Crul operator for the wave equation

Vx(VXxE)=V(V-E)-V’E=-V xB
V x B = iéE + jiogE
=V?E — i¢E — jicgE =0 (A1)

A.1.2. Squared hyperbolic secant

1 4 4 4e2®
h2(z) = = = = A2
sech”(z) cosh?(x)  (ev +e—o)? X fe 2 elr 4] (4.2)

A.1.3. Mean laser power

The peak laser power Py is obtained by taking the integral of the intensity over its area:

00 00 2(511 +y) 21 oo -2 R2
I
Po_/l(x,y)dA—/ Cow dwdy—;//e WS RdRdO
o 0 0 0
2
5 R=DTU (A.3)

The peak fluence @ is utilized by by taking the integral of the intensity over time and then
substituting the peak intensity Iy of equation A.3 with the peak laser power Py:

[e.9] oo

1.76¢ 2T
_ _ 2 _ _
(IDO—IO/I(t)dt—Io/sech( - )dt—101.76
2P0 2T
= A4
0= 7TU}0 1.76 (A4)

The peak laser power P, is related with the mean laser power P through the pulse duration
7p and the laser repetition rate f..,. Finally, the peak fluence ®y can be expressed in terms
of the mean laser power P with equation A .4.

Py2m, P P 1.76 2P
= — Py= = P9=—5—
1.76 frep 0 frep 27 0 ™ w(2) frep

(A.5)
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A.1.4. Intensity volume integral

ov ol Ov (81

— T — S — JRN—
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Q() Q0

A.2. Appendix for the Thermal heat diffusion and phase change
model

A.2.1. Divergence of the temperature gradient

_ 1 0 oT 1 0 (koT 0 oT
V- (k‘lVT) ~ RoR <Rkl8R> + R0 <R8@) + 27 (kﬁlaz> (A.7)

A.2.2. Second-order identity tensor

100
1= eiejéij =0 1 0 (AS)
0 01

here, e;;; are the two components of the second-order identity tensor.

A.3. Appendix for the Thermal expansion model

A.3.1. Deformation gradient in cylindrical coordinates

1 00 ou ou ou ou
- - 14+ — -
ok | o7 Yo ', oz
F=1010{+|0 — 0= 0 1+— 0 (A.9)
R R
ow g ow T L
001 OR 0z OR 07

A.3.2. The Cauchy-Green deformation tensor

The right Cauchy-Green deformation tensor in cylindrical coordinates can be written as:
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A.3.3. Voigt notation

In Voigt notation the symmetric second order stress tensor can be rewritten in the following
simplified way:

o1
022
o1l o122 013 o11 012 013 a3
o= |02 On Op|=| - On Op|=| " (A.11)
031 032 033 - 033 o1s
[013]
A.3.4. Divergence operator
A1 Ao A ]
X, X, X3
. Aqg Agz Aso
divA=V. - A= |——>F—>2- A.12
w X, Xy Xs (A.12)
Atz Azs Ass
L X7 Xo X3
A.3.5. Double dot product
A:B=) ) AyB;=
T
A11B11 + A12Boy + A13B31+
A21B12 + A2 Bog + A3 B3a+
A31B13 + A32 B3 + A33 B33 (A.13)

105




A.3.6. Fourth-order identity tensor

I= eiejéijéklekel = (A.14)

O OO OO O oo
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here, e;.;.1,; are the four components of the fourth-order identity tensor.

A.3.7. Tensor product

A®B=

[A11B11 AnnBia A11Big A1pBir ApeBio A1pBis A13Bir Ai3Bia Ai3Bis])
AnBa1 A11Boy A11Bs3 A12Ba1 A1aBoy A19B23 A13Ba1 Ai3Bay Ai3DBa3
A11B31 A11Bss An1Bsz A12B31 A12Bsa A12Bss A13Bs1 A13Bsa A13Bss
Ao1B11 A21Bia A21Biz AxoBii AgeBia AxBiz AxzBir AzzBia AzBis
A1 By A91Bay A1 Bag AxBoy AzeBay AxaBas AzzBa1 AzzBas  AzBos
Ag1B31 A91Bsy Ao1Bsz A2B31 AgaBss AxaBss AgzBs1 AssBsz  AzzBss
A31B11 A31Bi2 As1Biz AzBi AzeBia AsaBis3 AzzBii AssBiz AszBis
As31Ba1 A31Boy A31B23 AsaBa1 AzeBoy A3pBag AssBa1 AzzBay  AzzBas
A31B31 A31B3y As1B33 A3Bs1 AzaBss AsaB33 AzzBs1 Aszs3Bza  AzzBss)
(A1)

A.3.8. Partial integration

Two differentiable functions f(z) and g(x) can be partially integrated within the interval a
and b by:

b b b
/f(fc)’ g(x) = [f(z) g()] —/f(:v) g9(z)’ (A.16)

here, f(x) and g(z)" is the first derivative of f(x) and g(x), respectively.

A.4. Appendix for the Space and time discretization

A.4.1. Integral tranformation

The integral of a function g(z) within the interval ¢ and b can be transformed into the
normalized interval —1 and 1 with a function f(¢) in the following way:
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(A.17)

A.4.2. Inentsity discretization

The intensity stiffness matrix equation 2.191a mapped to the natural coordinate system can
be expressed as:

ON; s _1 ON; , _1 ON;(&, _, ON;(¢,

—1 aNi(faU)) <J—1 ON;(&,n) ON;(&,m)
le af

+ J22;e 877 21;6876 + JQ_Z%eT + aNj>:|

27 R(f,n)‘J’ d¢ dn
(A.18)
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