Continuum Mech. Thermodyn. @ CrossMark
DOI 10.1007/s00161-016-0525-y

ORIGINAL ARTICLE

Alireza Mohammadzadeh - Henning Struchtrup

A moment model for phonon transport at room temperature

Received: 23 January 2016 / Accepted: 1 August 2016
© Springer-Verlag Berlin Heidelberg 2016

Abstract Heat transfer in solids is modeled by deriving the macroscopic equations for phonon transport
from the phonon-Boltzmann equation. In these equations, the Callaway model with frequency-dependent
relaxation time is considered to describe the Resistive and Normal processes in the phonon interactions. Also,
the Brillouin zone is considered to be a sphere, and its diameter depends on the temperature of the system.
A simple model to describe phonon interaction with crystal boundary is employed to obtain macroscopic
boundary conditions, where the reflection kernel is the superposition of diffusive reflection, specular reflection
and isotropic scattering. Macroscopic moments are defined using a polynomial of the frequency and wave
vector of phonons. As an example, a system of moment equations, consisting of three directional and seven
frequency moments, i.e., 63 moments in total, is used to study one-dimensional heat transfer, as well as
Poiseuille flow of phonons. Our results show the importance of frequency dependency in relaxation times and
macroscopic moments to predict rarefaction effects. Good agreement with data reported in the literature is
obtained.
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1 Introduction

Miniaturization of devices in the last 50 years has attracted the attention of many researchers [1]. The rapid
development of micro-/nano-electro-mechanical systems (MEMS/NEMS) requires a deeper understanding
of the flow characteristics and heat transfer mechanisms at micro-/nanoscales. Effects that are negligible at
macroscales can dominate at micro- and nanoscales. For example, the characteristic length of a flow can become
small enough that surface effects at interfaces dominate over the bulk properties of the flow, and subsequently
lead to a breakdown at the classical laws of continuum mechanics.

The Knudsen number [2] is defined as the ratio of the mean free path (1) to the characteristic length of flow
(L), Kn = %, and indicates the degrees of rarefaction. The classical assumptions in continuum mechanics [2]
start to break down as Kn becomes larger than 0.001.

One important area of research in nanotechnology is the study of heat transport. The tiny size of modern
electronic systems combined with the relative large power of lasers can lead to huge changes in temperature.
Therefore, we need accurate models for heat transfer that guarantee an effective long-lasting thermal design
of modern micro-/nanoscale systems [3].

Heat transport in solids is due to the exchange of energy between the particles that vibrate on the crystal
lattice, with respect to their mean position [4,5]. These vibrations lead to an energy wave inside the solid, that
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can be quantized into particles known as phonons. The macroscopic properties of a crystal, such as temperature,
internal energy and heat flux, can be obtained by taking suitable averages of phonons properties, such as energy
and momentum [4].

Phonons can interact among themselves, and with other particles, including photons, electrons and crystal
boundaries. In phonon—phonon collisions, phonons always conserve energy, but can lose momentum [4]. The
interactions in which phonons conserve both energy and momentum are called Normal processes. The phonon
processes in which the momentum does not remain conserved are called Resistive processes [4,5].

Based on the magnitude of the Knudsen numbers for Resistive and Normal processes, we distinguish three
modes of heat transfer in solids:

e The diffusive heat transfer that dominates the heat transfer mechanisms when the mean free path for
Resistive processes is much smaller than the characteristic length of the flow, A < L. In this mode,
phonons mainly undergo interactions that do not conserve momentum, and as a results, the energy waves
are damped in a very short length. In this regime, the Fourier law governs the heat transfer process [4].

e The second mechanism happens when the mean free path for the Resistive process is much larger than
the characteristic length of the flow Ar > L, while the mean free path for the Normal process is smaller
or comparable with the characteristic length of the flow, Ay < L. In this regime, Normal processes by
conserving the phonon momentum dominate the heat transfer mechanism and lead to a wave-like energy
transport known as second sound [6,7].

e The energy can also be transported in solids via ballistic phonons [8]. In this regime, the mean free path for
both Resistive and Normal processes is larger than the characteristic length of the flow, i.e., AR, AN > L .
In this Knudsen flow, phonons travel inside the crystal without any interactions.

In general, the energy transport in solids is a combination of the above mechanisms. Depending on the
temperature range and the crystal properties, each of the above transport regimes can dominate.

The phonon-Boltzmann equation, first formulated by Peierls [9], describes the transport of phonons in the
crystal lattice. This equation relates the time evolution of the phonon distribution function to phonon convection
and collisions with other phonons, as well as other particles. While the phonon-Boltzmann equation is valid
for all degrees of rarefaction, its direct solution, due to the complexity in the phase space dimension as well as
the nonlinearity in the collision term, is a formidable task [10].

As an alternative to the direct solution, one can use discrete particle methods to track each individual
phonon in the crystal and use the deterministic approach (a branch of molecular dynamics) to study the
phonon transport [11]. Another approach, known as direct simulation Monte Carlo (DSMC), is using sta-
tistical assumptions to group a cloud of phonons and study their behavior [2]. Employing the stochastic
assumptions in the DSMC method compared to the deterministic nature of molecular dynamics significantly
reduces the computational costs. However, DSMC still suffers from expensive computational overheads [12].
More recently, a variance-reduction formulation has been proposed to improve the traditional Monte Carlo
method, when the temperature difference is small [13]. In this method, the stochastic particle description is
only solved for the deviation from a nearby equilibrium, that leads to significant speed up compared to stan-
dard DSMC. Peraud and Hadjiconstantinou [14] also showed that in the case where the governing deviational
formulation for solving phonon-Boltzmann equation can be linearized, additional speed up will be obtained,
which provides a suitable algorithm for using DSMC in three-dimensional geometries.

Due to the complexity of the collision term in the phonon-Boltzmann equation, the well-known Callaway
model [15] was proposed to provide an approximation for this term. In this model, the collision is described
as a process that relaxes the distribution function of phonons to the appropriate equilibrium state for collision
type, with the relaxation time t that needs to be provided.

When the mean free path for the Resistive process is very smaller than the length scale of the flow, i.e.,
Knr < 1, by performing the Chapman—Enskog expansion [16] on the phonon-Boltzmann equation equipped
with the Callaway model, one can obtain the Fourier law as the heat flux equation. The Fourier law provides
an explicit expression for the heat conductivity, which can be determined by experimental measurements.
However, since the second sound and ballistic phonons are not included in the Fourier law, it cannot provide
satisfactory results when diffusion does not dominate the heat transport process [17-20].

By considering certain ratios between Resistive and Normal relaxation times, researchers derived macro-
scopic equations to extend the validity of classical hydrodynamics beyond the Fourier regime. Guyer and
Krumhansl [8,21,22] solved the linearized form of the phonon-Boltzmann equation in terms of eigenvectors
of the Normal process when the ratio of Resistive and Normal processes are very small or very large. They
showed that this condition leads to the Fourier law in the former, while a set of equations that can capture the
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second sound was obtained in the latter. Although these equations predicted the second sound effect, they were
only valid at low temperature where the employed assumptions held.

Another approach to obtain a system of macroscopic equations with extended validity beyond the Fourier’s
regime is using higher-order moments of the distribution function. This method, known as moment method, has
been successful in rarefied gas dynamics and shown to be capable of predicting and explaining the flow behavior
up to mid-transition regime (Kn < 0.5). In the seminal work of Grad, a generic form of macroscopic moments
was considered, and a set of transport equations were derived by taking integral moments of the Boltzmann
equation [23,24]. This approach provides an infinite number of transport equations for macroscopic moments,
where in theory, its solution is equivalent to the solution of Boltzmann equation. However, in order to make
this system of infinite number of equations practical, we need to truncate it at some point. Using Grad-type
distribution function to provide closure for the system of moments is a common approach; however, this
closure brings approximation to the system [23,25]. In this method, the Knudsen number determines degrees
of rarefaction in the flow, and subsequently, the required extra terms and equations to capture non-equilibrium.
A big advantage of accessing to macroscopic equations compared to particle methods is the opportunity to relate
non-equilibrium phenomena to macroscopic terms. These macroscopic terms in the system of moments can be
simply switched on and off so that we study their effect to help us explain the non-equilibrium phenomena. So
far, we had a great success in capturing and explaining thermal-driven flows by system of moments in rarefied
gas dynamics [26-28].

Struchtrup and co-workers [6,29] followed Grad’s moments method and presented a simple model for
the phonon transport in solids. Although this model described the interplay between Normal and Resistive
processes, and included the second sound and ballistic phonon effects, due to its simplifying assumptions, it
could not provide good agreement with experimental data. The main simplifications considered in their model
were (a) linear dispersion relation between phonon energy and momentum, (b) extension of the Brillouin
zone to infinity and (c) considering a constant relaxation time for the Callaway model. These simplifications
provided fast access to a system of moments that could describe the rarefied phonon gas in principle, but fail
to give accurate results at room temperature.

By aiming to access to a system of moments that can indeed capture the phonon transport at room temper-
ature, we replace the simplifying assumptions employed in Ref. [29] with a more realistic model. We consider
a quadratic dispersion relation to accurately describe the dependency of frequency on wavevector at room
temperature. Moreover, the Brillouin zone is considered to be a sphere with finite radius, which depends on
the working temperature of the system. Most importantly, the dependency of relaxation time on frequency is
considered in the Callaway model, to account for phonon interactions at low and high frequencies.

Macroscopic moments are defined using a polynomial of frequency and wavevector of phonons. Using
the aforementioned assumptions, the resulting transport equations for macroscopic moments are derived and
presented. The finite size of Brillouin zone as well as the frequency dependency in relaxation time makes
the derivation of the transport equations more complicated compared to Ref. [29]. In particular, providing a
closed form of integration at room temperature becomes a formidable task, and most integrations have to be
numerically calculated.

In order to describe the phonon—surface interactions, we used an extension to the boundary condition
model presented in Ref. [29]. In this model, three types of interactions are considered: thermalization, specular
reflection and isotropic scattering. Based on the proportions of these three types, the free parameters in the
reflection model can be altered to fit to the experimental data.

In order to fix the free parameters in our model, we use the experimental data for specific heat and thermal
conductivity. We use the specific heat to fix the dispersion relation, and then, by employing this relation, we
use the thermal conductivity to fix the relaxation time in the production term. Then, the resulting equations
are used to analytically solve the heat transfer problem in two simple geometries.

As the first application, we model the thermal grating experiment [30], considering infinite width for the
silicon specimen to neglect the effects of boundary conditions. This assumption leads to a one-dimensional
flow problem, that can be solved using eigenvalue—eigenvector analysis. We compare the predicted results of
our system with the reported data in Ref. [30]. The results show the importance of considering low-frequency
phonons as well as high-frequency phonons in the relaxation time model, to get a good agreement with the
reported data in Ref. [30]. Then, we use the system of moments to solve Poiseuille flow of phonons in a heat
conductor with adiabatic boundaries. In this problem, the effect of boundary conditions on the heat transfer
is studied. Moreover, we show the deviation of our results from the Fourier’s solution and discuss the role of
relaxation time model on this deviation.
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The remainder of the paper is organized as follows: in Sect. 2 we recall the kinetic theory of phonons and
introduce the dispersion relation as well as the specific heat. Then, we do a quick review on the Callaway model
and introduce the relaxation times considered in this study. Macroscopic moments are presented in Sect. 3, and
the system of moment equations are derived from the phonon-Boltzmann equation. This system is then closed
using the Grad distribution function in Sect. 3.2. The details of phonon—-boundary interactions are presented
in Sect. 4. Then, the closed system of moment equations as well as their boundary conditions, and the thermal
conductivity predicted by this system are presented in Sect. 5. In Sect. 6, the system of moments are used in
two simple geometries to solve heat transfer problems. The paper closes with conclusion is Sect. 7.

2 Phonons
2.1 Phonon model

The energy is transported in solids when atoms vibrate around their mean positions on the crystal lattice.
The particle representative of the resulting energy wave due to these vibrations is called phonon. Phonons
have energy and momentum; they can interact among themselves and with other particles, including photons,
electrons, and crystal boundaries. They can also interact with crystal impurities and dislocations and lose
momentum [4]. The thermal properties of the crystal, such as temperature and heat flux, can be obtained by
taking appropriate averages of microscopic properties of the phonon gas.

In the phonon model, the crystal is replaced by a box containing the gas of phonons, such that the energy
transport can be treated analogous to the transport processes in gases [31,32]. The eigenvibration of the lattice
with the frequency w and the wave vector k in the crystal correspond to phonons with the energy fw and the
momentum 7k, where 7 is Planck’s constant. The dispersion relation w (k) determines the relationship between
the frequency and the wave vector, which follows from the quantum mechanics equation of motion for atoms
in the crystal [4]. This relation is periodic in nature, with a full period equal to the Brillouin zone. Phonons
travel with the group velocity, ¢ = g—‘ﬁ.

In contrast to the transport process for gas molecules, phonons do not follow the law of number conservation;
they can be created or destroyed during interactions. The energy, on the other hand, is always conserved in the
phonon—phonon interaction [9],

ho' + ho' = ke’ or ho' = ho'" + o',

In this process, two phonons with frequencies o’ and @ interact and create a phonon with the frequency
", or a phonon with frequency o’ splits into two phonons with frequencies »” and «’”’. Phonon momentum
is generally not conserved, but obeys

1k + hk” = 1k"” + hG or Tk =ik’ + k" + hG,

where G is the reciprocal lattice vector. The phonon momentum is conserved when the reciprocal lattice vector
is zero. This interaction is called Normal process. If the interaction between phonons leads to a momentum
vector outside the Brillouin zone, the nonzero reciprocal vector G brings back the momentum vector to the
Brillouin zone. This type of process is called Umklapp (flip over). The phonons can also interact with the
lattice imperfections and boundaries, and lose momentum while conserving energy. All processes that do not
conserve momentum are called Resistive processes [4,5].

We distinguish two different types of phonons: optical phonons and acoustic phonons. Optical phonons
appear in crystals with more than one atom in the smallest unit cell, and only have high frequencies. Therefore,
they can be neglected in single element crystals and at moderate temperatures range [4]. Acoustic phonons,
on the other hand, can have very low to high frequencies. Acoustic phonons have three polarizations, two
transversals and one longitudinal. In the current study, we only consider acoustic phonons and group their
three polarizations into a single mode with a single velocity and single deformation potential [31].

2.2 Kinetic theory of phonons

In kinetic theory, the state of the phonon gas is described by the distribution function, f(x, k, ¢), defined such
that the number of phonons in a phase space element, dkdx at time ¢ is given by

dN = f(x, k, 1)dkdx.
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where X is the three-dimensional space vector. The phonon-Boltzmann equation reads [6,9]

af af
- iz =SR()+Sv(), (1)
Jat 0x;

where ¢; = 37“; is the group velocity of phonons, and S(f) is the collision operator including the Resistive

Sr (f) and the Normal process Sx(f)-
Moments of the distribution function provide the macroscopic properties of phonon system. The energy
density, energy flux and momentum density in the phonon gas are obtained as

e(t,x) = /ﬁwf(x, k, r)dk (2a)
BZ

gi(t,x) = /ha)c,-f(x, k, r)dk (2b)
BZ

pi(t,x) = /hkif (x,k, r)dk (2¢)
BZ

where BZ denotes the Brillouin zone of the lattice. We assume that the dispersion relation only depends on the
absolute value of the wave vector. This assumption leads to a spherical Brillouin zone [4] with the boundaries
of

IS

<k =<

IS

: 3

where a is the lattice spacing.
Phonons are Bose particles [4], and their entropy density reads

s=—kB/ (fln(i)—y(l+£)ln(1+£))dk, “4)
BZ y y y

where kg is the Boltzmann’s constant, and y = % is the density of states [4]. Note that the factor 3 in this
constant is related to the three phonon polarizations, with two branches for transversal and one branch for
longitudinal modes. In the equilibrium state, phonons follow the Bose distribution function [4],

fo=— )

exp (k'l—“’T) -1

2.3 Dispersion relation and specific heat

In order to relate the microscopic properties of phonons to the macroscopic properties of lattice, we need to
express the dependency of frequency on the wave vector. We use an isotropic quadratic function, as suggested
in Ref. [33], to approximate the dispersion relation as

w(k) = vik+vok?, (©)
where vy and v; are constants. The group velocity is obtained by

Jw
8_ki = (v1 + 2v2k)n;, @)

Ci =

where

n; =

’

ki
k

is the phonon direction vector.
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Fig. 1 Specific heat for Silicon predicted with the quadratic dispersion relation

Specific heat is obtained by taking the temperature derivative of the energy moment in equilibrium, where

f is the Bose distribution function
| | hofedk
C— de BZ

= — = 8
oT oT ®)
We set v; to the Debye speed cq, and choose v, such that we get the best fit to the experimental values for
specific heat at room temperature. The Debye speed cg is defined as

which is an appropriate average in the three polarizations for phonons [4]. Using literature [4] to set co = 5883
%1, we choose v; = —1.0103 x 10710 mTZ to fit to the experimental values for specific heat. Figure 1
shows the variation of specific heat with temperature obtained from the considered model, compared with the
experimental data in Ref. [4]. The deviation that occurs around 7" >~ 100K is due to the value of v, employed
in the dispersion relation that we chose to, specifically, fit to the values around room temperature. Note that
we can extend the comparison to higher temperatures; however, in the current study we are interested in the

room temperature comparison.

2.4 Callaway model

We use the Callaway model [15] to describe the production term in the phonon-Boltzmann equation. This
model is analogous to the BGK model in the kinetic theory of classical gases [34]. In this model, the phonon
distribution function, f, relaxes to the reference distribution functions, fr and fy, with the relaxation times tR
and ty for the Resistive (R) and Normal (N) processes, respectively. The idea behind this model comes from the
concept of maximum entropy at the equilibrium state. All phonon interactions are supposed to increase entropy
and drive the distribution function toward the equilibrium state corresponding to their type of interactions. The
relaxation time relates to the phonon mean free path and shows the rate of this increase in the flow. The
Callaway model reads

1 1
SH=—-——" =R ——F= =M. C))

R (W) ™N(w)

The equilibrium distributions fr and fx must be chosen to satisfy the conservation conditions for energy and
momentum. In all R-processes the energy is conserved, hence

hw
/B (f — fR)Ak =0, (10)

z R(®)
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and in all N-processes both energy and momentum are conserved,

ho hk;
/ (f — fn)dk =0 and / (f — Nndk =0. (1)
BZ IN(®) Bz TN(®)

In order to obtain the appropriate expressions for the equilibrium distributions fr and fy, we maximize
the entropy density Eq. (4), under the constraints of Eqgs. (10) and (11), respectively. This leads to

y y
R=—— and fx= T ; (12)
2y ho o/ E] J
el — 1 Q(EV"— kg )_1

where y, y’ and &; are the Lagrange multipliers. We assume that the phonon gas is not very far from the
local equilibrium, so that the above distribution functions deviate only slightly from the local equilibrium
distribution functions. This allows us to linearize these distribution functions in Lagrange multipliers to get

0
ﬁzzfﬁﬁ\ v -7,

(V —)/1::) +%‘E($j —&E)-

Note that by comparing Eq. (12) with the Bose distribution function, we have

(13)
N=fE+

1
)/E=)/1é=? and &g =0.

The relaxation times in the Callaway model play a very important role in predicting the phonon transport
characteristics. The relaxation time for the R-processes reads [35]

11 11

R@ @ @ @

where ty denotes the relaxation time for the Umklapp processes, g denotes the relaxation time for the
phonon-boundary interaction and tx takes the effects of impurities into account. The effects of phonon—
surface interactions will be considered in the boundary condition model in Sect. 4. Moreover, we consider a
pure crystal without any imperfection, i.e., #(w) =

For the relaxation time in the Umklapp processes, we use the results reported in Ref. [36]. Ward and
Broido [36] employed the first principle approach to obtain the relaxation times and observed that at low
frequency Ty o« -5, while at high frequencies this dependency is stronger, Ty & —¢

Considering that at low frequency this relation is in accordance with the weﬁ known Klemenss expres-
sion [35,37] | |

) = e Dy (14)

with By = 1.73 x 10’19% and D = 137.39K, we used Eq. (14) for the relaxation time at low frequency in
U-processes.

Considering that the relaxation time has a stronger frequency dependency at higher frequencies [36], we
employed a similar expression to the well-known Eq. (14), but with larger powers of frequencies to express
the relaxation time at higher frequencies. We considered that the relaxation time follows

1

; 15)

wC’
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The crossover frequency, wc, is then chosen to fit to the experimental data for thermal conductivity.
For the N-process, we follow Ref. [38] and assume that the relaxation time is approximated as

1
w(w) = m, (16)

where By can be used to adjust to the experimental data.

3 System of moments
3.1 Moment equations

Following Grad’s moment method [23], we derive a set of macroscopic transport equations that can approximate
the phonon-Boltzmann equation. For this means, we define the general macroscopic moment

.....

u‘(x,-l i) = /Bz wa”(il...n,-,,)f(x’ k, 1)dk, (17)

to relate the phonon properties to the macroscopic properties of the crystal. The indices in the angular brack-
ets denote the trace-free and symmetrical part of the tensor. Our moment definition contains the powers of
. . . . . ki ..in
frequencies w® witha = 0, 1,2, ..., and the wave vector in the form of direction vectors, n;,. i) = %
Following Eq. (17), the energy density is obtained by

e(’;’ D _whx, ).

The energy density flux and the momentum density of phonons will be related to the vectorial moments u',
by using the constitutive relations in the sequel.

In order to get a hierarchy of balance equations for the moments, we multiply the phonon-Boltzmann
equation with the generic term

o

i1yeendy wa”il...”i,,, (18)

and perform an integration over the k-space in the Brillouin zone. This leads to a system of moment equations
of the generic form
oFY .,
Lyeestnlng o
+ _p (19)

or 0x, oo’

with the fluxes
o _ . o, .
F‘i|,...,ini,,+1 _/BZCanrlw nllmnlnfdk’

and the productions

Pi?-,..-,i,, = / ®%nj, . n;, S(fHdk.
BZ
For the scalar moments u(, we separate the equilibrium part from the non-equilibrium part and define
vy = ug — M&E. (20)

Here, the equilibrium part of the scalar moment is defined as
UG g = / o® fgdk.
BZ
Note that Fl.‘)l‘ _____ ; has been defined as a rank n tensor. It is helpful in the further calculation to decouple the

n
trace and trace-free parts of tensors, and indicates the trace-free tensor by angled brackets around the indices.
For example, for the second-order tensor we can write

1
Fij = Fiijy + 3 K0 4.
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where §;; is the Kronecker delta function. Using similar tensorial calculation [25], we can decouple the trace
and trace-free parts of a rank n tensor. Therefore, the hierarchy of moment equations, using the trace-free
symmetrical tensors, can be written as

1 1
g O _
ot 0x;
vy duyp dF  IF”
_0_ O\IE 1+ l:PSt 0(20,#1,
ot dugy  0x; 0x;
ou® oFY. 1 9F
_ (i) 2770 Pia’ @1
dt ax]' 3 0x;
Wy  OFim | 29FG _ e
at 0x, 5 9xj) (ij)
au%]iz”'i’ﬂ aFﬁliz"'i"i"+l> n 8F((;lliz-.-infl =P%. .. n>2
ot 0Xp41 2n+1 3xin> (iri2...in) :

Note that based on the definition of moments, we have u; i, i kk = Ui,i,..i,- Moreover, « is the number of
frequency powers in the non-equilibrium moments. The first equation in this hierarchy is the conservation of
energy, where production term is zero in the right-hand side.

3.2 Closure for system of moments

Taking moments of the phonon-Boltzmann equation generates a large system, consisting of an infinite number
of balance equations (21). This system includes flux terms F 8{1 in.inins1)? A8 well as production terms P(‘}‘I inoin)?
that need to be determined to get a closed system of equations. The solution to this closure problem in kinetic
theory was first proposed by Grad [23] and then extended to the phonon kinetic theory in Refs. [6,29]. Since
flux and production terms are expressed through the distribution function, the closure problem is solved when
we find the distribution function, that indeed depends on the moments. For this means, we follow the Grad’s
[23] idea to express the distribution function as a function of moments in “Appendix A.” Here, we present the

final result as

3 n _.n
a (Zm + D! A1 ®tejm) ~ Wt i) E
= + — E = Upnx! AL AAMELL NG M) 22
fe = fe 307 _ m! M wﬁd T jm) (22)

where oM = 2;—0 is the reference frequency, and Xy = Z‘;"—I\T’I is the non-dimensional inverse of temperature.
For the detailed derivation of the distribution function, as well as the expressions for @ see “Appendix A.”
3.2.1 Flux terms

Using the Grad distribution function, we can determine the fluxes as functions of moments. The fluxes have
the general form

Fliinininen) = /BZ Cipyy @ Ny fodk. (23)

Substituting Eq. (22), and rearranging the equations gives

ul an v
coopy | AG o + 20 AT n=0
- M
o —
Flivio. i) = e ’ (24)
u,. .
Cowyy (Z:FO Ay O';,‘n“"")) , n#0
M

The detailed derivation of this relation, as well as the expressions for A, and A%, can be found in “Appendix
B'77
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3.2.2 Production terms

Similar to the flux terms, we use the Grad distribution function to express the production terms as functions
of moments. The production terms have the general form

Pgliz..‘iw :/ w“n<i1‘,.nin>S(fg)dk, (25)
BZ

where S( fg) is obtained by using the Callaway model in Eq. (9). It is worth noting that by using the moment
method, R and N-processes can be treated completely independently

PGriyiny = Pliigecin). R T Pliyin.in) N (26)

(a) Resistive process Considering the conservation of energy in the R-process Eq. (10), and expressing fr as
a function of the non-equilibrium moments, we obtain the production moments for R-processes as

o a,n vp
M ng J J’[_O n = O
o Tl(z) Z;7=10 O.R a){\’,[
Pliipigr =19 , 27
_w_l(\)/[ ng o, Tiy,niy) n ;ﬁ 0

-0 “n,R n
R n=0 s (V]

where rRO is the reference relaxation time for R-process that depends on the crystal and will be discussed in the
sequel. Note that we have J(}’}Z = 0, which implies zero production in the case of energy moment, i.e., n = 0

and o = 1. The detailed derivation of the above production matrix, as well as the expression for J: ’1;7 can be
found in “Appendix C.”

(b) Normal process Using Eq. (11), we express fy as a function of non-equilibrium moments and obtain the
N-production moment as

,

o=

Oy NIE o0 _
- ano ]OyN—ng n=0
#1
n
Pa .. = wg/[ ng Jaﬂ'] u; — (28)
—— — n=1"-
(i1i2...in),N 1'13 Zn=0 I’N‘”l,\]/l
Oy NN O 77"](71‘11'2 in)
, i
_“m ipi-in) -
. ano Ju N ol n>1

where 7:191 is the reference relaxation time for N-process that also depends on the crystal and will be discussed

in the sequel. The detailed derivation of the above production matrix and an expression for J:’Ig can be found
in “Appendix D.”

4 Boundary conditions

So far, we have derived the system of moments equations and provided expressions for the flux and production
terms to it. In this section, we will derive the appropriate boundary conditions for this system of equations.

4.1 Microscopic model for the phonon-Boltzmann equation

In order to describe the phonon—surface interactions, we need a microscopic boundary condition that can be
used to solve the phonon-Boltzmann equations. Later, this microscopic model will be utilized to obtain the
macroscopic boundary conditions for the moment equations.

We use a phonon—surface model similar to the Maxwell boundary condition in classical theory [39], where
the reflection kernel is a superposition of the kernels for diffusive reflection and specular reflection.

For phonons, we consider three possible scenarios when colliding with the surface [29,40]:
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e Thermalization This process occurs when the impacting phonon with the surface is absorbed at the wall,
and new phonons are emitted from the surface to the gas. The generated phonons will leave the surface
at the equilibrium Bose distribution (5), with the temperature of the surface. In this process, impacting
phonons exchange energy and momentum with the surface, which subsequently leads to an energy transfer
across the crystal boundary.

e Specular reflection In this process, the energy and tangential momentum of the impacting phonons with
the surface remain conserved and only their normal momentums become inverted. This interaction does
not lead to any energy transfer or drag (like) forces across the crystal boundary.

e Isotropic scattering This process accounts for the adiabatic interactions, while phonons transfer tangential
momentum to the surface. The incoming phonons are reflected in a random direction, while keeping their
impacting energy. This process is in analogy to the collision of a light gas particle to the heavy surface
particle for classical gasses [41].

In order to describe the phonon—surface behavior, we need the distribution function in an infinitesimal
neighborhood of the wall, that we write as

—-_ | ffx k), njv >0
f_ [f(x7ks t)v n;v; SO : (29)
where v; is the surface normal unit vector, and n; = "7 is the unit phonon direction vector. The distribution

function for phonons leaving the surface (n;v; > 0) is expressed by f* and is described by the reflection
model.

We define B as the portion of phonons that are scattered or specularly reflected from the wall. Noting that
the number of phonons are conserved in these two process, we assume that y of them are specularly reflected,
and (1 — y) are isotropically scattered. Moreover, « is the relative amount of thermalized phonons. Thus, the
distribution function for the particles leaving the surface reads

I-m1
T c

f*=afe (T, )+ By f (ki — 2k;vjv;) + B / c (=ngvr) f(kj)ds2. (30)
ngvr <0

where the first term in the right-hand side denotes the thermalized phonons, which will be emitted with the
equilibrium distribution function at the wall temperature, 7. The second term describes the specular reflection
of phonons, in which only the normal momentum will be inverted. The isotropic scattering of phonons, where
phonons are reflected with a random angle, is described in the third term of Eq. (30).

This relation must also hold in the equilibrium state, when both incoming and outgoing particles follow
the equilibrium distribution fg at T = T5. Substituting this condition in Eq. (30) gives

a=(—-B).

Therefore, based on the crystal properties, this model for boundary condition introduces 8 and y as the free
parameters to fit to experimental data.

4.2 Boundary conditions for moments

To obtain the macroscopic boundary conditions for moments, we follow the ideas of Grad as outlined in
[23,42]. In this method, first we assume that the phonon distribution function can be approximated with the
Grad distribution Eq. (22), and set f = fg. Then, we require the continuity of certain normal fluxes over an
infinitesimal surface element that by using Eq. (29) gives

/TAnkquk =/TAnkkagdk 31

where 74 is the polynomial of the frequency and the direction vector that we already defined in Eq. (18).
Following this method, we obtain relations between the macroscopic moments and the wall properties, which
shall be used as the boundary conditions for the macroscopic moments. Since f and fg agree for the incident
particles, the above relation simplifies to

/ o*ni, njngvi frdk = / @*n;i, . ni,ngvi fodk. (32)
njv;>0

nijv;>0
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In order to perform the directional integration on the half space, it is best to use the normal-tangential frame
with respect to the surface, where the phonon direction vector can be expressed as ny = {t4, v}. In this frame,
the normal and tangential components to the surface can be written as

v=mngvr =cosf and t4 = {sinf cos ¢, sinf sin ¢},

Using this notation, Eq. (32) simplifies to

/ w“rAl...rA,v”_’Hf*dk:/ %Tp, ... Ta V" fGdK, (33)
v>0 v>0

where r < n. Grad [23] observed that in order to get a meaningful set of boundary conditions 7’4 must be even
in the normal component of the directional vectors, hence n — r must be even. Performing the integration in
Eq. (32) leads to the general relation for the boundary conditions

327 o _ .
W(l -8 - X (fE - fE (Ts)) G(X)dX ) & 8p,...B,)
M
(“?vl...m B “7v1...vn>\E) 2n + )H N N
—BU—y) > u® — EI'8(5,..8,) = ZZ o (PR — )
n M n
u® —u
( (A1 AvLevey) (A1 Apvpecog_) | E
- l 2 : : S{A}...A By...Bs) (34)
Y

where X = kth is the non-dimensional frequency. Moreover, the capital indices refer to the tangential, v refers

to the normal dlrectlons with respect to the surface, and 8, ... g, is the generalized tangential unit tensor. Note
that the above boundary conditions are an extension to the simplified form of boundary equations presented
in Ref. [29]. Details for derivation of this relation can be found in “Appendices E and E.”

5 Closed system of moment equations and boundary conditions
5.1 Macroscopic equations

Substituting the description for the flux term Eq. (24), as well as the production terms Egs. (27) and (28),
provides a closed system of equations that can be solved to describe the thermal behavior of the crystal. We
introduce the non-dimensional moments, time and space as

(ilsenin) —~ o o X
U81i2-~-in)=—a’ IZT’ XZZ’ (35)

where L is the length scale of the system. Based on the desired accuracy, we can use a specific number of
transport equations for the direction and frequency. In the current study, we employ three directional moments
(ug‘ , f‘ , "‘, i) ). As arequired condition, we will show that further increase in the number of directional moments,
ie., u? ik ‘Z‘l kD) - will not cause any noticeable change in the solution. Considering three directional
moments will lead to a set of 9 x ng macroscopic equations, where np is the number of considered powers of
frequency. By considering a small deviation from the equilibrium state, we can linearize the convection term
in the non-equilibrium moments, and write Eq. (21) as

Ul & au”
L+ AL =0,

at - 0x;
=
Ve — U au; 1 &
0 a,.n OlE ,1,n _ a,ny,n
8?+E(Al _8U(}A1 sz _—KnREJO Vo a=0,#1,
n=0

#1
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n n n n (A“ ¢ ) 1
U FAa,naU(lj)+l FA,X,,YBVO 13 eVoiE U, _

— —_— — — = — J"ul,
ot T 2 ;3 O ax HERET 0%; Kng 2.
n=0 / n=0 0 Ul
#1
oU¥. 7 JE 8U
(ij) an” i Jon
9t + g zAl 8xj - KnR z U(l] (36)
n=0 =0

where « is the number of frequency powers in the non-equilibrium moment, which can be up to ng. Moreover,

Kngr
J ’
KnN n.N

an _ gan
‘]n - Yn,R +

and 0 0
coT T,

Kng = — R and Knn = N ,

L L

are the reference Knudsen numbers for the R and N-processes. The temperature and heat flux implicitly appear
in the moments equations and will be discussed in details in the sequel.
The boundary conditions for this system are obtained from Eq. (34) as

o__A=P) AT 1 A—F) 15018
28+ D) TsY(T)UO 2(;3+1)V0 16(B+1) z0#1,

(37)
« __3U-vB

where we linearized the first term of Eq. (34) in the temperature difference AT = Tg — T, to get

X exp(X)G(X)
[ =22 dX
2
BZ (exp(X)—1)

XK(/[ile XG(X) dX

YUT) =

exp(X)—1

The first equation in the system of moments (36) represents the transport equation for the energy moment,
with no production on the right-hand side, and will be discussed in the next section. The transport equations
for the non-equilibrium scalar moments and vectorial moments are shown in the second and third equations
(36).

The vectorial moments will be related to the phonon momentum using the constitutive relations. The
transport equations for the vectorial moments include second-rank tensorial moments U, g i) that can be related
to the phonon stress. Dreyer and Struchtrup [6] showed that using the system of moment including the phonon
stress can successfully express the second sound in the crystal. Therefore, the system of moments (36) are
expected to include the corresponding terms for the second sound.

5.2 Energy, temperature and heat flux
The energy moment UOl appearing in the system of equations (36) varies with temperature as
Ak X3 XG(X
Uy = ——=B2 / NLCICONT P
n*cjom \ bz exp(X) — 1

Note that in the above equation X and Xy are also a function of temperature. In the case of linear dispersion
relation with infinite Brillouin zone, i.e., Debye assumptions [4], this relation simplifies to

I 4n5kf§y 4
00 150t el wom

However, this assumption is only valid at low temperatures. Variation of the energy moment relative to the Debye
energy moment with respect to the temperature is shown in Fig. 2. It is observed that at room temperature
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Fig. 2 Variation in the energy moment relative to the Debye energy moment with respect to the temperature for Silicon

the energy moment deviates from the Debye energy moment, which reiterates the limitation of the Debye
assumptions.
Another look into Eq. (36) shows that energy flux appears as a summation over the vectorial moments

nr
L,
0= Ay, (38)
n=0
Note that the non-dimensional heat flux Q;, relates to the dimensional heat flux ¢; as
_ qi
Qi = ¢o (haowm) ’

We use Eq. (38) to obtain the energy flux as a function of energy gradient and derive the thermal diffusivity.

5.3 Thermal diffusivity and thermal conductivity

The thermal diffusivity, », relates the heat flux to the gradient of energy as

au(l)
qi = —x——. (39)
ax,-
Equation (36)-3 shows the dependency of the vectorial moments on the gradient of energy moment that will
be used to obtain the thermal diffusivity. Considering that Fourier’s law Eq. (39), is valid in the first order of
K n, we perform a Chapman—Enskog (CE) expansion [16] on the system of moments to identify the first-order
terms contributing to the Fourier’s heat flux.
We expand the non-equilibrium moments in the smallness parameter Knr as

Ve = Vi + KnrV§, + O (Kng),
U = Uy + KnrU, + O (Knj) (40)

2
Uijy = Ulijy.o + KnrUG;,  + O (Kng) .

Then, we substitute this description in the system of moments. For example, Eq. (36)-2 reads

2 2
0 (Vo + KnrVg, + 0 (Knd)) e (| Cauge )P (Ul + KnrU}, + 0 (Kn}))
N T Z Ay - T AL <
ot - dUO 0x;

ng

1
=3 b (o 0 k).
n=0
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Fig. 3 Variation of the thermal conductivity with the temperature for silicon, line system of moments, dots experimental data in
Ref. [4]
Collecting the powers of K ngl in the system of moments gives
o o o J—
VO,O - Ui,O - U(ij)‘O =0,

that implies none of the above moments have zeroth-order contributions. Applying the CE expansion to (36)-3
with the updated form of (40) and collecting the contribution of order K nOR gives

8(A°‘ o ) | n
1 eYoie ) 9U, _ 1 ZF:J“’UU.” @1
33U 0%; Kng < L

Using the description of energy flux from (38) and the first-order contribution of the vectorial moments
(41), the thermal diffusivity can be written as

nr 9 (AVUV )
ny EY0|E
n = }fo Z A}’n (]]71) Tll (42)
n,y=0 0
where .
20 = gr]gc%,

is the reference thermal diffusivity, obtained by considering a constant relaxation time at the reference tem-
perature.

Equation (42) shows that the thermal diffusivity predicted by the system of moments is a correction to the
reference value, due to the frequency dependency in the relaxation time, i.e., the contribution of the production
term J 1" ¥ Tt has been shown in Ref. [38] that the correction resulting from the Normal scattering process can
be disregarded in the case of Silicon. Therefore, in order to adjust our relaxation time we assume that we only
have R-process in our system and neglect the N-process contribution.

Figure 3 shows the variation of the thermal conductivity with the temperature. Thermal conductivity, «, is
related to the thermal diffusivity as

Kk =xpC,

where p is the mass density of the solid and C is the specific heat obtained in Eq. (8). We considered six powers
of frequency in our system, i.e., ng = 6. In order to fit to the experimental data for thermal conductivity, we

chose the crossover between the two relaxation times in Eq. (15) to occur at 0.3 of the length of Brillouin
hog

zZone, i.e., %—ZT = 0.3. Note that since BZ in this expression also depends on the temperature, the considered

value for the crossover frequency does not vary with the working temperature. The predicted results from the

system of moments are in very good agreement with the experimental values for the Silicon. We could extend

the comparison of the thermal conductivity to larger temperatures; however, we are interested in the room

temperature comparison in the current study.
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Fig. 5 One-dimensional body with periodic initial condition

The effect of increasing the number of frequency powers on the thermal conductivity is depicted in Fig. 4.

. . .. _ IKnF—KnF_l\ . . . .
Here, we show the relative changes in the thermal conductivity ¢, = — with successive increase in
the number of considered frequencies, ng at T = 300 K. We observed that the predicted results for thermal
conductivity do not change noticeably by increasing the number of frequency powers to more than six. Thus,

we set ng = 6 for the following results in this study.

6 Analytical solution in simple geometries

The system of moment equations (36) equipped with the boundary conditions (37) is a set of linear partial
differential equations that can be analytically solved in simple geometries. First, we study the behavior of one-
dimensional wave obtained by system of moments, and then, we investigate the one-dimensional Poiseuille
flow for the phonon gas.

6.1 1-D heat conduction with periodic initial condition

As the first application, we look into the decay of energy amplitude with time in a one-dimensional body
with periodic initial conditions such as Fig. 5. Johnson et al. [30] experimentally studied this problem by
interfering two laser beams and exposing a wafer to the diffraction pattern. In this experiment, a sinusoidal
energy pattern was initialized in a thin silicon wafer at room temperature, and the thermal decay was measured
to determine a wavelength dependency of the damping coefficient. They observed that at room temperature,
the thermal transport in Silicon significantly deviates from the diffusion model already at micron distances.
More specifically, they showed that low-frequency phonons, with rather large mean free paths that cannot be
described by the diffusion model, significantly contribute to the heat transfer at micron distances.

Maznev et al. [43] investigated this problem by proposing a model in which the high-frequency phonons
are described by the thermal diffusion equation, while the low-frequency phonons are described by the phonon-
Boltzmann equation. They reported good agreement with the experimental data.



A moment model for phonon transport at room temperature

We use the moment method to predict the damping behavior as a function of the grating’s wavelength and
compare it with the data reported in Ref. [43]. Due to the periodic nature of this problem, we do not need to
use boundary conditions at both ends of the specimen and will study the flow behavior in the bulk.

The depth of wafer used in Ref. [30] was much smaller than its length and width, such that the sinusoidal
pattern remains homogenous throughout the entire specimen. Moreover, Johnson et al. used wafers with
different thickness to study the effect of thickness (boundary conditions) on the heat flow. For simple analysis,
we only consider a one-dimensional flow with infinite thickness to neglect effects of boundaries. Then, we
validate our numerical results with the reported data in Ref. [30] for the infinite thickness.

6.1.1 System of moment solution

In one dimension, we can write the linear system (36) as

oUy oUp
—— + Asp—— = —CuspUsp, (43)
at 0x
where A 4p and C4p correspond to the variable vector

v={ug.vg.ug.ugyl a=0.1. e

where « is the number of frequency powers in the non-equilibrium moment, which can be up to ng. Considering
the periodic nature of the problem, we make the harmonic wave ansatz

Ug(x,1) = Uy exp(i(Fx — 1)),

where U, is the complex amplitude, F and £2 are, respectively, wavenumber and frequency of the harmonic
wave. By inserting this relation in Eq. (43), we get the algebraic equation

({264 —iF Asp +Cap)Up =0,

that only has non-trivial solutions when the determinant of the matrix inside the parenthesis becomes zero. This
will lead to an eigenvalue problem, where §2 is the vector of eigenvalues for the matrix of F Aqp +iC4p. For
each eigenvalue, there is a specific solution to the wave ansatz. By considering that only the energy moment
was initially nonzero and equal to E exp(i f x), the general solution can be obtained by adding all individual
solutions together to form

Ua(x,t)=E Y QapQp| exp(i(Fx — 281)). (44)

B

where Q 4p is the matrix of eigenvectors. We use our MATHEMATICA code to obtain the solution for the
above expression. Note that the solution can be generated for an arbitrary number of moments, by simply
expanding the dimensions of Us, Aap and Cyp.

6.1.2 Fourier’s law solution

The linearized heat equation in one dimension reads

1 2771
U R

ot Tox2

Using the wave ansatz leads to a quadratic relation between the frequency and the wavenumber

Q= —ixf?,

that is the case when diffusion is the dominant energy transfer mechanism. Using the Fourier law to solve the
one-dimensional heat conduction problem gives

Ul = Eexp (—Jszt) cos (F x). 45)

This equation shows that the Fourier law predicts a pure exponential decay for the energy moment by time.
This exponential decay depends on the thermal diffusivity and the initial wavevector.
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Fig. 6 Variation of the energy decay with time for various grating periods, markers solution to Eq. (44), lines exponential function
passing through #; and 12, red line Fourier’s solution in Eq. (45) (color figure online)

6.1.3 Results and discussion

Johnson et al. [30] conducted the thermal decay experiment on 15 transient gradient periods ranging from 2.4
to 25 pwm and reported that within the whole range of grating periods the thermal decay remains exponential.

First, we use the system of moments to investigate if the energy moment follows an exponential decay. For
this means, first we assume that the energy moment follows an exponential function such as Eq. (45), however,
the coefficient in the exponential argument is not necessarily the thermal diffusivity ». Then, we consider #|

1

and 1, as two arbitrary times during the decay, and plot — log % as a function of ¢ in this period. This curve
is compared with the predicted results from Eq. (44) for different values of grating period in Fig. 6.

For t; and 1, we obtained the required time that the predicted energy by the system of moments drops to
80 and 20 % of its initial value, respectively. We observed that as long as the grating period remains larger
than 0.5 wm, the decay follows a pure exponential curve, which is in accordance with the reported results in
Ref. [30]. Moreover, it is observed that by increasing the grating length, the solution of system of moments
approaches the Fourier’s law solution, which is depicted by the red line.

Considering that the decay curve remains exponential for L > 0.5 pm, we define the decay parameter

U 0,1)
In (UO1 (o,zz))

h—1

r(r?) = (46)
Note that as long as we have an exponential decay, the choice of 7| and #, are arbitrary and will not change the
value of the decay parameter. For the Fourier law, we have I'r = x[ > that shows a quadratic decay with the
wavenumber.

Figure 7 shows the decay parameter I” relative to the bulk Fourier decay as a function of the grating period
for the moment solutions and the reported data in Ref. [30]. Johnson et al. [30] employed an effective thermal
conductivity model that takes into account the diffusion and ballistic transport of phonons, to report the energy
decay when boundary scattering is not present.

For our numerical results, we employed three forms of relaxation times: the crossover relaxation time
model Eq. (15) depicted by the black curve, Klemens model Eq. (14) depicted by the blue curve, and the
constant relaxation time model as shown by the red curve. Although all employed relaxation time models
predict the exact thermal conductivity (first-order contribution) at this temperature, this figure demonstrates
their shortcoming in capturing higher-order non-equilibrium phenomenon and suggests the importance of
employing appropriate relaxation times in the Callaway model.

We adjusted the free parameter in the relaxation time for the N-process Eq. (16), to get the best agreement
with reported data. It is seen that at larger grating period the decay parameter approaches to unity, which shows
the domination of diffusion in the heat transport mechanisms. It is observed that employing the appropriate
relaxation time in the system of moments provides very good agreement with the reported results in Ref. [30].

In order to ensure the independency of the solution on the number of moments, we increase the number of
directional moments np and compared the relative deviation from the most accurate solution. Figure 8a shows
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Fig. 8 a Relative changes in thermal decay parameter with the successive increase in the number of directional moments for
L = 1.5um (square), L = 2.5 um (circle) and L = 10 wm (triangle). b Energy decay for grating periods of L=2.3-18 um,
corresponding to the reported results in Ref. [30]

the variation of @, = ‘F"IQT;FS‘ with the number of considered directional moments, where I is the solution
of our largest systems with ng = np = 7. The comparison is conducted for three grating periods, L = 1.5 um
(square), L = 2.5 pm (circle) and L = 10 wm (triangle). It is observed that by considering three directional
moments, the relative deviation from the solution of large system will be around 1 %, and the solution is more
or less converged. This system, that includes second-rank tensorial moment, is rather simple for our analytical
calculation and will be used in the sequel.

Figure 8b shows the energy decay traces for grating periods from 3.2 to 18 pm. This figure corresponds
to the experimental results of Fig. 2 in Ref. [30]. It is seen that the thermal decay becomes slower at larger
grating period. At larger grating period, it takes longer for heat to move from the peak to the null.

Note that in the experimental results of Ref. [30] the scattering of the phonons at the boundaries reduces the
thermal conductivity (thickness effects). However, for our simple analytical calculation we assumed that the
silicon specimen is wide enough that the boundary conditions do not play a role in the solution. The obtained
results from the system of moments in Fig. 8b are qualitatively similar to the experimental data of Fig. 2 in
Ref. [30].

6.2 1-D Poiseuille flow of phonons

As another application we use the system of moments to solve one-dimensional Poiseuille flow of phonons
in a heat conductor of thickness 2L, as depicted in Fig. 9. We assume that there is a constant energy gradient

GLop T C e . . . . .
of -t along the x-direction inside a semi-infinite silicon specimen, with adiabatic boundaries at y = +L.
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Fig. 9 One-dimensional Poiseuille flow

This problem is analogous to the one-dimensional pressure-driven flow in fluid dynamics, where the pressure
gradient in the fluid is replaced by energy gradients inside the solid.

As the first step to solve Poiseuille flow, we replace one of the vectorial moments with the energy flux Q;
to have an explicit relation for energy flux in our equations. By this change of variable, providing the solution
becomes more straightforward. Using the description for energy flux from Eq. (38) we replace Ul.1 as

1 nr Al,n
1_ L 1 n
Ui = e Qi ZALIUI" “7)
1 n=0""1
n#l

By considering the steady-state condition, where all moments except for energy have zero gradient in
x-direction, we can decouple Eq. (36) to get

0
& =07
ay
n n arja 1 1 n 1,
ZF:A%UBU@W_F}B(AEUO'E) Wy 1 Jy 0. — 1 ZF: ]a,n_Ja’1A1" -
2 = 1 =~ = 1 Zx 1 I A
ay 3 U, ox Knr A Kng A
n=0 1 n=0 1
n#l
142790, 1 & an AT 1\ OUT 1 &
—— =tz APT LA ) = LU, (48)
SA}’1 ay 571;0 ! A}’l 1 dy KnRgo“ 2 (xy)
n#l

0
where Kngr = %, and « is the frequency power in the non-equilibrium moment, which is considered to be
up to ng. The corresponding boundary conditions for this problem are obtained from Eq. (37)

o _ 30=vB) .
7R
Note that by substituting Eq. (47) in the above relation, we can obtain the boundary condition for the energy

flux moment.
We derive an expression for U gy) from Eq. (48)-3 as

(49)

ng N

ﬁ _ 1 -1 ﬂay y’n'vn
U(xy>—_§K”RZZ(J2 )"

y=0 n=0

AVl AVl
pro= st (-
Ay Ay

1 1

where

and U 7 is the vector of vectorial moments, with the energy flux Q, on its second row, i.e., for n = 1. Moreover,
we can obtain the contribution of Fourier-like energy flux from Eq. (48 )-2 and define

n g
9 (A EUO\E) aud
Uy X’

1 < o
R = —gKnRZ (B=H)™" (50)
n=0
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Fig. 10 Heat flux predicted by the system of moments relative to the Fourier’s heat flux for the Poiseuille flow of phonons at
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where

Joz,l Al,r]
B% — 1 81 + (Jasﬂ _ JOl,l 1
1,171 1 1 1,1y
Al Al

Note that we have the Fourier law for R!, where we can see the relation between the energy flux and energy
gradient.

In order to get a compact form of the governing equations, we subtract the Fourier-like contribution of the
fluxes Eq. (50), from the vectorial moments, and define the variable vector

z¢={U}—R).Q«—R}.....U¥ - R} _.

Noting that the energy moment only has a gradient in the x-direction, the system of moments in (48) simplifies
to an eigenvalue problem as

1 < 9z}

o _ o,n X

ZX_SKnRznZOM 552

b

where
Mo — Z (H_l)a,sA;,ﬂ (]2_1)/34/ Fran
By

Solving Eq. (51) gives the energy flux as

_ n y |5
0. =0r[1-D>V Vchosh(KnR x_y) : (52)

14

where V*7 is the matrix of eigenvectors, and A” are the eigenvalues of M ", that depends on the considered
relaxation time, dispersion relation and the number of frequency powers. Moreover, C? are the constants of
integration that need be found from the boundary equation (49), and QF is the Fourier’s heat flux

ALUY ) 1
8( EUO|E U,
U, ox

1 oF 1,7] _1 ny

ny

The system of moments gives a Knudsen layer correction to the Fourier solution. Figure 10 shows the
changes in the heat flux due to the increasing number of considered frequency moments ng for two models of
relaxation time. In the case of constant relaxation time, the production matrix is diagonal, and increasing the
number of frequency powers does not change the solution of the system. In this case, the deviation from the
Fourier solution is mainly observed in the vicinity of the crystal boundaries.
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Fig. 11 Heat flux predicted by the system of moments relative to the Fourier’s heat flux for the Poiseuille flow of phonons. a Effect
of the Knudsen number Knr = Knn=0.0001-0.3, 8 = 1 and y = 0.5. b Effect of y on the solution y = 0, 0.25,0.5,0.75, 1
and Knr = Kny =0.2

By considering the frequency dependency in relaxation time, we need sufficient number of frequency
moments to get a converged solution. By employing two frequency powers, i.e., the red line, the rarefaction
effects are mainly observed at the boundaries. As we increase ng, the deviation from the Fourier’s solution is
also predicted in the bulk of the phonon gas, and the solution will be more or less the same for ng = 5, 6, 7.

The effect of Knudsen number on the energy flux is depicted in Fig. 11a. As the Knudsen number decreases,
the energy flux approaches to the plug flow solution, that is predicted by the Fourier law. Increasing rarefaction
effects leads to a deviation from the Fourier’s solution first at the boundaries and then in the entire flow field.

Figure 11b shows the effect of changing the relative portion of specularly reflected and isotropically scat-
tered phonons on the energy flux. The plug flow solution is obtained when the reflection is purely specular
y = 1, which means that boundaries do not have any influence on the bulk. Increasing the portion of isotrop-
ically scattered phonons imposes a drag on the gas at the crystal boundary, which leads to Knudsen layer
development and the emergence of the rarefaction effects in the flow field.

7 Conclusion

We presented a set of macroscopic equations for phonon transport to describe the thermal properties of a
crystal. We employed a quadratic dispersion relation in the finite Brillouin zone to express the dependency of
frequency on the wave vector. The collision term in the right-hand side of the phonon-Boltzmann equation is
described by the Callaway model, where the relaxation time is depending on the frequency of phonons. Using
this model, we proposed macroscopic moments that depend on the powers of frequency, and the polynomial
of phonon’s direction vector. Then, the transport equations for macroscopic moments are obtained from the
phonon-Boltzmann equation. The closure to this system of equations is provided using the Grad distribution
function.

We used the Grad method to provide boundary conditions for the system of moments. We considered
three types of microscopic interactions between phonons and crystal boundaries: thermalization, specular
reflection and isotropic scattering. The reflection kernel in the proposed boundary model is considered to be
the superposition of kernels for these microscopic interaction types.

In order to validate the system of moments, we studied the thermal decay in a one-dimensional body with
periodic initial condition. This problem was experimentally studied in Ref. [30]. We observed that the thermal
decay deviates from the heat equation already at micron level. We employed different relaxation times in
the Callaway model and observed that by accounting for both low-frequency and high-frequency phonons
in the relaxation time model, we get a good agreement with the reported data in Ref. [30]. As we employed
different relaxation time models, we observed that although they all agree in predicting the thermal conductivity
(first-order rarefaction effect), not all of them can predict the thermal decay curve (higher-order rarefaction
effect).

As the second application, we solved the one-dimensional Poiseuille flow of phonons in a crystal with
adiabatic surface. We observed that in this case the system of moments predict a Knudsen layer correction to
the Fourier’s solution.
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This study confirms the main role of frequency-dependent relaxation time in predicting non-equilibrium
heat transport in solids. By comparing our results with the reported data in Ref. [30], we get a validation that
the current form of moment equations is capable of capturing the deviation from equilibrium state properly.
We now aim to employ the boundary conditions to solve the two-dimensional flow of phonon gas to investigate
the effect of thickness on the heat transport in the silicon specimen.

Appendix A: Distribution Function

Maximizing the entropy density function for phonons under the constraint of our moment definition Eq. (17),
leads to

_ Y
fo = ST . (AD)
exp kB Z Z ll lm>a) n<l|nlm> -
where AI(Bil...i ) are the Lagrange multipliers. Comparing this form with the equilibrium distribution function,

Eq. (5), suggests that in equilibrium, i.e., m = 0 and 8 = 1, all A are zero, except for
Al ==
T 9

Now, we separate the equilibrium part from the non-equilibrium contribution, and define

B B 0
Miriy) = Niviy) ~ 78m55’

that leads to A! = 0 in the equilibrium. By considering a small deviation from the equilibrium state, we can
linearize the distribution function in the non-equilibrium Lagrange multipliers to obtain

ye p<kB ) ng  np i B
e )

The unknown kﬂ i) are determined as functions of the moments, by substituting this distribution function

into Eq. (17), and performmg the integration over the Brillouin zone. For this means, first we switch to the
spherical coordinates with dk = dkds2, where §2 as the solid angel, and define the density of states g(w) as

, dk
g(w) =k ia (A2)
1)
to only deal with the frequency in our system of equations. Moreover, we introduce non-dimensional functions
ho cg
X=-— and G(X)=—g(w), (A3)
kgT o
where ¢ is the Debye velocity, and wy is the reference frequency
2co
oM = —.
a

By introducing the matrix I,g as

dX,

o / Xt exp(X)G(X)
P ez (exp(X) — )2

and the frequency function

? " (exp(X) — 1)? ZX Lo

we obtain the Grad distribution function as in Eq. (22).
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Appendix B: Flux term

By substituting the distribution function in Eq. (23), we get

f BX)X“GX)
BZ exp(X) 1 0
ug\Ean

(i1i2.ein) X

G(X)
fBZ exp(X)—1 dx

#E
where the first term only has contribution to the scalar flux term, » = 0. By separating the above relation for
the two cases of scalar and non-scalar flux terms, we get Eq. (24) with

B(X)X*G(X)
fBZ exp(X)—1 dx
f X"‘G(X)

BZ exp(X) 1

A% =

and A" = Xy "‘/ BX)X“®"G(X)dX.
BZ

Note that 5(X) is the non-dimensional group velocity

18a)

B(X) = o0 ok

Appendix C: R-process production term

By considering a small deviation from the equilibrium state, we express the distribution function for R-process
as
X exp (X)

(exp (X) — 1>2(

Using the distribution function Eq. (22), and solving Eq. (10) for yRr, to express this deviation as a function of
moments gives

fR=fE—Y -1. (C1)

an XIT\}/I+1 fBZ XP"G(X) dx

= YR(X)
N PG R 2 ()
wm==]1- . ,7
T 327 X2 exp(X)G(X) ®
Y ez e X M

where ¥R is the non-dimensional relaxation time for R-process

Using Eq. (C1) to obtain the R-production moment in Eq. (25), we get Eq. (27) with

XP1G(X
wn  na X' Joz TG X X+ exp(X)G (X)
JET = XU o) G0AX T e - 29X |
’ _Aameapla)uia) ex J—
Bz TR BZ T (X)(exp(x)—17 94X /B2 TR P

agpn
JO = x17 / G(X)dX.
nR M Jz Wr(X)
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Appendix D: N-process production term

Similar to the R-process, first we assume a small deviation from the equilibrium state to express fy as

o X exp(X) T —1 exp(X)v/B(X)G(X) hwm .
N=Fe y((exp(x)_l)z N =D = o0 — 17 keo ’”’)'

Then, we solve Eq. (11) for yn and &; to get

ZnF X]r\]/[—i—l fBZ X<Z>'7G(X)dX

0, Un(X)
1 a3 U#E Ug 1
w=—|1- X2 exp(X)G (X o (OD
T 32]Ty f exp(X)G(X) dx a)M
BZ wn(X)(exp(X)—1)2

and

[\ST[3%

VBX o X" G(x)
J T dX u]

S _ 3614 kB Z
" 64w hy [BXRep0GHAX oy
" N (X) (exp(X)—1)?

where Wy is the non-dimensional relaxation time for N-process

w(473)

INX) = ———.

™N

By accessing to the distribution function for the N-process, we can obtain the production moments in Eq. (28)
with

XP1G(X)
JO = x e / Xt G(X)dX — Joz “acydX / X exp(X)G(X)
O-N M Bz ¥N(X) _XexpGX) g% Jpz (exp(X) — 1) ¥n(X)

BZ g (X)(exp(X)—1)*

3
VBX)P'G(X)2 N

_ Xﬂl@n —dX X“ B X X G X 3

N =Xy / G(X)dX — Joz / VBX)exp(X)G(X)?
’ B BZ

UN(X) exp(X)BXOG(X)> o0 1 o
’ BZ WN(X)(eXp(X)fl)de (exp(X) )= UN(X)

_ XN
I = XY "‘/ G(X)dX.
" Bz YN(X)

Appendix E: Distribution function for the isotropic scattering

As mentioned in 4.1, for this type of interaction the impacting phonon with the surface is reflected in a random

direction
1
fse = — ¢ (—ngvg) fcds2

TTC Jnpv<0

Using Grad distribution function in the above relation and further simplification give

3 n _ "
a (zm + 1)” 1 “Uij,.., .m “ij,..., ‘m |E
fse = fe— D> L () ) /k i, mkdR (ED
Vi<

!
327 — m! Wy

Note that here we use the direction vector with trace to simplify the integration over the half space. Without
losing the generality, we consider a surface with the normal in the z-direction so that the normal unit vector

to the surface reads v; = {0, 0, 1};. Moreover, we use the normal-tangential framework with respect to the
surface, where the direction vector can be written as n; = {v, ta}; with v = n;v; = cosf and 74 =
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{sin 6 cos ¢, sin 6 sin ¢}. Using this notation, we can express the tensorial moments with normal and tangential

components. For example, the second-order tensor u;j, can be written as

where the capital indices, A and B, denote the tangential directions. Note that the trace-free condition reads
u‘Z‘A a T u‘("w) = 0. Following the same method, the higher-order tensors can be expressed as

n m
J1-gm = : | |
r-m—r).
r=0 ( )

n _
Uiitsem) ~ %t
n

SV
Using this relation in Eq. (E1), we can get
a’ Q2m + D! ]~ m!
fse = fe— 3072 nzm m! ¢" X ; riim —r)!

n

Al A, ) E _

(A1 Arv...)] / Ta, ... 40" AR,
<0

n

n
Wigy Apv.wy U
Wy

(E2)

The integral only has nonzero value for even numbers of r, which can be written as
r even
r odd

_l/ T TArUm_r+ldQ _ IO"W(S{A]'”Ar}
T Jv<0

where 8;4,...4,) 1s the generalized tangential unit tensor, that has (» — 1)!! terms. For example
8iaBy =84 and Sapcpy = SaBScp +acdsp +apdBC.

k]

By taking the traces from Eq. (E2), we obtain
r+ot)ri+s)

m m-—r
o = (=1
P2+ %)
where I" is the Gamma function. Using the tensorial calculation, we simplify the product of the tonsorial
moments with the unit tangential tensors as
" " " "
u —u fu —u
( (A1...Apv...) ; <AIMArvmv>|E)3{A1...A,} _ (V - 1)” (_1)2( (v...v) ; (v...v)E) ) (E3)
DM DM I
where the subscript m denotes the moment with m indices. The distribution function for the isotropic scattering
can now be written as
nyntl om w.v) T U vs|E
2PN i , (E4)
M
|m

a
fSc—fE+E

n,m
mfr)

(= DI @m + DUE!T (1 +
(2 '

where
m
m — _1 m—x
H ; =D all rl(m —r)! r

r even
Equation (E4) relates the distribution function for the particles that isotropically scattered from the surface to

the normal components of the non-equilibrium moments.
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Appendix F: Obtaining Eq. (34)

Starting from Eq. (E2), first we need to substitute the Grad distribution function. In here, the directional
integration has a different sign compared to Eq. (E2),

1 m—r+1 10 _ | &/ 0(Ar..A,) T even
_;/ TA ---TAVY d = 0 7 odd

where £ = |0/"|. The right-hand side Eq. (33) can be written as

o
8wy

w%tp, ... gVt fodk = —M (/ X“ EG(X)dX) £"8(B,...B,
/u>o 1 ’ I a3x¢ 1 \Upz / o OB

Cn+D!
+— Zz A — ) e (M?Al...A,vl...v,,,,) - ”?Al...A,ul...vn,,>lE) S8{A1...A, By...By}-

The contribution for the diffusive particles on the left-hand side of Eq. (33) can be written as

8
(1—/3)/ Ow“TBl--- V" fe(T))dk = naH(l—ﬂ) (/ X fe (Ts)G(X)dX) £"88,...B,)-

For the specularly reflected particles, we have

o
8wy,

,3)// 06{)0[‘1.’)3l . ..‘CBSvm_sJ'_]fsdk = By (m (/BZ XafEG(X)dX) (TSm(S{B]“.BS}
V> M

Qn+DI .,
+ zz r'(n r)' :l-l-Sm (u((xAl...Arvl...v,,_r) - u((xAl..‘Arvl..‘vn_ﬁlE) 8{A1--~ArBl~--Bs} ’

and for the isotropic scattering, by using Eq. (E4) we get

B(1 —y)/ g, ... g V" fodk
v>0

8wy
=B —vy) (W (/BZ XafEG(X)dX) ZM ( VL) T ”?vl...unHE))5‘;”3{31-..8‘\'}-

Substituting these relations in Eq. (33), we obtain Eq. (34).
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