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Complete hydrodynamic theory of the dynamics of equilibrium fluctuations in one-
component fluid layers confined by rigid solid boundaries is presented. The dynamic struc-
ture factor for such a fluid layer is shown to have both diagonal and off-diagonal elements
which depend on the layer height L and on the transport of energy and tangential momen-
tum across the fluid-solid interfaces. The effects of interfacial energy transport have been
analyzed in the limits of maximum or vanishing tangential momentum transport (*stick” or
“slip” boundary conditions on the velocity field). In the presence of interfacial transport,
two new propagating modes have been found for each distinct interface. In the limit of
maximum energy and/or tangential momentum transport, the new modes differ from the
bulk sound modes only by an increased attenuation coefficient. Additional dissipation is in
part due to shear created by the boundaries, and in part, since the sound is not isothermal,
to heat conduction between the fluid and solid. In the dynamic structure factor, the new
modes appear as additional peaks in the vicinity of the Brillouin peaks of the unbounded
fluid; for wave vectors typical of light scattering experiments these peaks are found to be
significant for L ~100 um. Since the positions and line shapes of these peaks are very sens-
itive to interfacial transport, their study may provide a useful experimental probe of trans-
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port across the fluid-solid interfaces.

I. INTRODUCTION

The dynamic properties of fluids confined by
solid boundaries may be significantly affected by the
transport of mass, momentum, and energy across
the fluid-solid interfaces.! In the hydrodynamic re-
gime, such interfacial transport is traditionally
modeled by empirical boundary conditions on the
hydrodynamic variables such as temperature and
velocity. For example, for rigid interfaces, the ab-
sence of interfacial mass transport leads to a boun-
dary condition of continuity of the component of
velocity normal to interfaces. If there is no tangen-
tial momentum transport, the fluid “slips” along the
interface and the tangential components of stress
must vanish. If, however, the tangential momentum
transport is maximum, the fluid “sticks” to the in-
terface across which the tangential components of
velocity must be continuous. In addition, it is usual-
ly assumed that the heat and entropy fluxes are con-
tinuous across the interfaces, resulting in the boun-
dary conditions of continuity of temperature and
heat flux.

These boundary conditions are well established
experimentally; however, their experimental deter-

27

mination is typically based on time-independent
macroscopic flow properties.>® There has been no
sensitive experimental study of interfacial transport
over a wide frequency range. In addition, there exist
no complete theories, either molecular or
phenomenological (based on ideas of nonequilibrium
thermodynamics), of the very complex problem of
transport across the fluid-solid interfaces. In a re-
cent paper,' we presented some results on effects of
interfacial transport on the dynamics of the equili-
brium fluid fluctuations and suggested that the ex-
periments which determine the dynamics of fluid
fluctuations (light and neutron scattering, sound at-
tenuation and dispersion) may prove to be useful
probes of interfacial transport over a wide frequency
range.

In this paper, we present the complete hydro-
dynamic theory of fluctuations in one-component
fluid layers confined by rigid solid walls. Since in
equilibrium the fluid fluctuations obey the linearized
hydrodynamic equations,’ it is necessary to solve
them subject to the appropriate boundary conditions
at the solid walls. For simplicity, we assume the
fluid layer to be of infinite extent in the xy plane
and of height L. Thus, interfacial transport affects
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the fluctuations only through the boundary condi-
tions at z=+L /2. Since we are interested in time-
dependent autocorrelation functions of hydro-
dynamic variables, we have an initial boundary
value problem which can be solved most easily by
introducing the Laplace transform in time (this
leads to dependence on the variable s =iw) and the
Fourier transform in the xy plane (this leads to
dependence on the component of wave vector paral-
lel to the interfaces k). Thus, the problem is re-
duced to a one-dimensional one, which depends only
on variable z. This problem can be solved exactly
for any boundary conditions; the exact solutions for
hydrodynamic variables are given in Sec. II.

The quantity of experimental interest is the
dynamic structure factor, which is the Fourier
transform of the time-dependent density autocorre-
lation function. The exact expression for the
dynamic structure factor for any boundary condi-
tions is given in Sec. III. It is found that, in con-
trast to the spectrum of fluctuations in unbounded
fluid, the dynamic structure factor in a fluid layer
has nonvanishing off-diagonal elements. These
correlations between modes with different values of
k, are due to the boundary conditions: in general,
the Fourier modes are not the normal modes of the
system.

The interfacial transport and boundary conditions
are discussed in Sec. IV, while Secs. V and VI con-
tain the results for the dynamic structure factor in
the cases of stick and slip boundary conditions on
the velocity field. It is shown that for most empiri-
cal boundary conditions (nonvanishing interfacial
transport of either energy or tangential momentum)
there exist in fluid layers two new modes for each
distinct interface. These modes propagate parallel
to the interfaces and their dispersion relation de-
pends only on k. In the extreme limits of infinite
or vanishing thermal conductivity of the solid boun-
daries, these modes differ from the bulk sound
modes only by increased attenuation coefficients.
The physical interpretation of this additional dissi-
pation is simple: The walls may (for stick boundary
conditions on the velocity field) create additional
shear in the fluid and may (if they are not insulat-
ing) act as a heat sink. Therefore, the additional
term in the attenuation coefficient depends on the
shear viscosity of the fluid and the thermal conduc-
tivity of both the fluid and solid walls. Hence, it is
not surprising that in the case of slip boundary con-
ditions and thermally insulating walls, these new in-
terfacial modes disappear. For intermediate values
of the thermal conductivity of the walls, the effec-
tive speed of the interfacial modes may have a non-
analytic dependence on k).

In the dynamic structure factor, the interfacial

modes appear as additional peaks in the vicinity of
the Brillouin peaks of the infinite fluid. Their am-
plitudes are discussed in detail in Secs. V and VI.
For wave vectors typical of light scattering experi-
ments, they are found to become significant only for
small values of L, on the order of ~100 pm.
Nevertheless, since the positions and line shapes of
these peaks are very sensitive to interfacial trans-
port, their study may provide a useful experimental
probe of transport across the fluid-solid interfaces.
The results are summarized in Sec. VII.

II. DYNAMICS OF FLUCTUATIONS
IN A FLUID LAYER

Consider a fluid layer of infinite extent in the xy
plane and of height L in the z direction. The
dynamics of a one-component fluid is given by the
time dependence of the velocity field U and two in-
dependent thermodynamic variables, which can be
conveniently chosen as the mass density p and tem-
perature T.** Using the assumption of local
thermal equilibrium, the other thermodynamic vari-
ables, such as pressure p or entropy density s, are
determined uniquely in terms of p and T. In equili-
brium (W) =0, (p)=py, and (T )=T,, where the
brackets denote equilibrium average. The dynamics
of equilibrium fluctuations U, 8p, and 87T in the
fluid can be found from the solutions of the linear-
ized hydrodynamic equations®*

Qgtﬂ+p0(§’.ﬁ)=o , (2.1

ﬁ+c—2(€5p+ap VsT)— vVl

ar  ypo ° .
—([,—V(V-W)=0, (2

agtTJr (zgl)(a.ﬁ),,,,(ng:o, (2.3)

where c is the adiabatic speed of sound, y=C,/C,,
a is the thermal expansion coefficient, k¥ is the
thermal diffusivity, v and § are the shear and bulk
kinematic viscosities, and ', =+ %v is the longitu-
dinal viscosity.

The equilibrium dynamic correlation functions of
fluctuations (84;(T,1)84;(T",0)), where 84; is any
of the variables 8p, 8T, and U, can be obtained from
Egs. (2.1)—(2.3) in either of two ways. In one ap-
proach, the fluctuating stress tensor and heat flux,
whose correlations are assumed to be known, are ad-
ded to Egs. (2.2) and (2.3), respectively.’ In the oth-
er approach, the set of Egs. (2.1)—(2.3) is considered
an initial value problem, and the dynamic correla-
tion functions are found in terms of the static (equal
time) correlation functions {84;(T,0)84;(T",0)) (see
Ref. 4). In this paper, the second approach is adopt-
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ed since the correlation functions of the fluctuating
stress tensor and heat flux are not easy to determine
in the presence of fluid-solid interfaces, while the
static correlation functions in such systems can be
studied, at least in principle, both experimentally (by
light or neutron scattering) and theoretically (by
molecular dynamics).

|

The initial value problem in a fluid of infinite ex-
tent in the xy plane can be solved most easily by tak-
ing the Fourier transform of Egs. (2.1)—(2.3) in the
xy plane, and taking the Laplace transform of these
equations in time. Then a fluctuating hydrodynam-
ic variable 84; is transformed to

Z;(k”,z;s)=—(21—)2 Jar [7 ax [T dyexpl—st —ikyx +k,p)]84,(F,0) , (2.4)
T — —
[
where where
ki=k24k2. du, du
Il x y _% Y 9
o= Tt % 2.9)

This reduces Egs. (2.1)—(2.3) to a system of ordinary
differential equations in variable z:

du, .
sp+po -d—;+¢ =38p(k),2;0)=8p(2) , (2.5)
Ty | g2 |7y =) f’ﬂ+$
dz? I a dz
=8T(k,z;0)=8T(z), (2.6)
~ C2 gé dT dziiz 2~
sil, + voo | dz +apy i -T, P +vkijji,

~(Cy =L ik 202000, @)

Equations (2.5)—(2.8) are to be solved subject to the
appropriate boundar‘y conditions on the variables T,
U, and ¢ at z==x5L. These boundary conditions
and their influence on the dynamics of equilibrium
fluctuations in fluid layers are discussed in detail in
the following sections. Here, a general solution of
Eqgs. (2.5)—(2.8), valid for any boundary conditions,
is constructed.

Using Eq. (2.5), p can be eliminated from Egs.
(2.6)—(2.8). Let F(z) be a vector such that

=T |~ dT _ 44, - d§
F = ’ yUz, »®, .
T dz """ 4z dz

Then, it is straightforward to show that Egs.

(2.10)

~  cU? - 2z ~ (2.6)—(2.8) are equivalent to
g I <ﬁ+apor)—v%‘f—+r,,kf,¢ =
° 9E _MEL4T, 2.11)
, di, dz
+(Fv-—-V)k”—d‘z—'=¢(k”,2,0)=¢(2) ; (28) where
|
0 1 0 0 0
s +‘yxk|2| 0 0 y—1 y—1 0
K ayk ayk
0 0 0 0 0
M= 0 ac’s ys(s +Vk|2]) 0 245y, —v)
cl4syl,  c*+syT, c?+syT,
0 0 0 0 1
ac’kf] 0 0 kflc2+syT,—v)]  ys2+kf(ci+s59T,) 0
Y yvs

and

(2.12)
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0
Lt
YK
. 0
f(z)= ,
c ddp(z) Vs u,(2)
polc’+syl,) dz c*4s59T,
0
Ly o)
v poyvs

(2.13)

where 8T (2), 8p(2), u,(z), and ¢(2) are the initial values of fluctuations for a given value of k.

The general solution of Eq. (2.11) is
2 Mz rZ L, M(z—2),
F(z)=e™C+ fzodze f(z').

(2.14)

Thus, it is necessary to find the eigenvalues and eigenvectors of the matrix M. There are three pairs of eigen-

values, denoted here by *A;, such that

A-i=(k|2| —x;)'%, (2.15)
where s
Xy ,= ——f——{c2+s(rv+yx)$[(c2+sl‘v +syk)—dsk(c?4+5yT,)]1V2 (2.16a)
’ 2k(c*+syl,)
Xy=— (2.16b)
v

Let A denote the matrix of eigenvectors of M and let
A~ be its inverse; both 4 and 4 ~! are given expli-
citly in Appendix A. Then

D(z)=A4 1My .17

is the diagonal matrix with elements exp(+A;z), and
from Eq. (2.14)

F)=4 D¢+ [, draDiz 24~ 'F(2).
2.18)

Equation (2.18) is the general solution of Egs.
(2.6)—(2.8), with the vector ¢ to be determined from
the boundary conditions. Using Eq. (2.18) the
dynamic correlation function between any two fluc-
tuating variables can be determined in terms of the
appropriate static correlation functions. Since the
quantity of experimental interest is the dynamic
structure factor, the remainder of this paper is de-
voted to explicit calculations of the frequency-
dependent density autocorrelation function for dif-
ferent choices of interfacial energy and tangential
momentum transport.

III. DENSITY AUTOCORRELATION
FUNCTION IN A FLUID LAYER

The calculation of the dynamic density autocorre-
lation function (p(k),z;s)8p(z)) can be simplified

—
considerably by noting that, in equilibrium, the stat-
ic correlation functions (8pu,)={(8pd)=(8p8T)
=0. Hence, without any loss in generality one may
set

8T (z2)=u,(z)=¢(z)=0;

this simplifies the vector of initial values ?, which
now has only two nonvanishing components.

Using expressions for 4 and 4 ~! from Appendix
A, the solutions for the fluctuating hydrodynamic
variables are found to be

T=A,[c;¥1(2)+¢20,(2)]

Ay [e3ta(2) +esby(D] 4 T (2) , 3.1)
U, =—c1P16,(z2)—c28191(2) —c3P,0,(2)

—c4S,¥5(2) +¢5S313(2)

+c6P305(2) +u,(z) (3.2)
b=ki[c1¥1(2)+¢201(2) +c39(2) +c46(2)]

—cs503(z) —ce3(z) +¢p(2) , (3.3)
where, fori =1,2,3,
cosh(A;z)
_ sinh(A;2)
D= L /2)

Yi(z2)=
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R;=tanh(A;L /2) , and
and, fori =1,2, P3;=R; /A5,
P,-E)\.,‘Ri , S3El/(}\,3R3) . (3.4)
Si=Ai/R;, In addition,
|
z
T,(z)=—Ap4,4; f—-—L/Z dz'8p(z’){Ayx sinh[A (z —z")] —A;x; sinh[Ay(z —2")]} , (3.5a)
z
up(z)=AoMA, f—L/Z dz'8p(z'){A,x, cosh[A(z —z')] —Ax; cosh[A)(z —2)]} , (3.5b)
F4
#p(2)= —Aokﬁ f—L/Z dz'8p(z’){AyAyx sinh[Ay(z —2')]— A4 Aix, sinh[Ay(z —2')]} (3.5¢)
where
Ao= ¢’ (3.62)
07 pohAa(Aax —Axy)c24+59T,) ‘
and, fori =1,2,
— X;
g=_Ar=0_ % (3.6b)
a  s+YKx;
Therefore, from Eq. (2.5), the solution for density fluctuations is
s
sp= —P0x1[01¢1(2)+0291(7-)]—P0x2[03¢2(2)+0492(2)]+Z_Y‘D—‘SP(Z)
c“+syTl,
+Aopo f jL/zdz'ap(z'){Azxzxf sinh[A,(z —z')]—A4,A.x3 sinh[Ay(z —2")]} , 3.7
I
where the coefficients ¢; depend on the boundary _1 &
conditions for the variables T, and &, and ¢. =740 . _2_ 8p(n)Q;(n) (3.10)
Since the dynamic structure factor is the correla- e
tion function of the Fourier modes of the density and
fluctuations, it is convenient to represent their initial 5 2
values in a Fourier series k*=kfi+ki=kf+ %n (3.11)
8p(Z)= 2 ap(n)ei(Zﬂn/L)z : (3.8)
n=-w Then, it follows from Eq. (3.7) that
this representation is valid for all zin (—L /2,L /2). R
Let p(n,s) denote the projection of p(k ,z;s) on the pln,s)=S . (k,s)8p(n)
nth Fourier mode; i.e.,
1 & = =
1 pLr imm /L~ ) +— 3 Si(k,k',s)8p(n’), (3.12)
p(n,s)=—L— f_L/zdze nemimEpk ,z;58) - (3.9) sL .=
Also let where
J
R s245(D, +y)k*+(1—1/y)c k> 4+ yxT k*
Solk,s)=—— s 2 2 . 2 Z vz 30 (3.13)
s +sAT, +y)k“+s(c*+ykT,k“)k*+kc’k
Sp(K,K ',5)=5Aopolx 11 (K)Z (K, K ) —x,1,(K)Z,(K,K )], (3.14)
=y 2(=1)"
I;(k)= , (3.15)
! k2—x,~
- — A2A2XIR| — 2 , ) , ) ,
Zl(k,k ')2—'__'——11(1( ')[}\, —‘klkl +l(kl +k_|_ )Pl ]—PlQl(n')—ﬂlez(n ) , (3163)

1—R?
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A1Ax,R,

1—R?

Z,(k, k)=

It is clear from Eq. (3.12) that there exist dynamic
correlations between Fourier modes with different
values of k,, and the appropriate density correlation
functions are

(p(n,s)8p*(n')) =S, (k,5)S(K,K ")

1 - = R
— > S;(k,k",s)S(k", k"),
+SL 2 L( S) ( )

k ”n
' (3.17)
where the static correlation function is
S(k,k")=(8p(n)8p*(n")) . (3.18)

The dynamic structure factor
S(K,K"0)= —7‘; Re(Bln,s =io)sp*(n’)) (3.19)

can, therefore, be determined from Eq. (3.17). In
the infinite fluid, the static correlation function is
diagonal; i.e.,

S(k,k)=S(K)s¢ 3 (3.20)
so that in the limit L — oo
Sthokbo) _ 1 Res, (ks =iokg 7., (32D
S(k) T ’

and the dynamic structure factor is diagonal. The
normal hydrodynamic modes of the fluid are deter-
mined from the poles of the dynamic structure fac-
tor; it is easy to see from Eq. (3.13) that there are
three poles in S (k,w), with dispersion relation in
the limit of small k

w=ikk? (3.22a)
for diffusive heat mode, and
w=1tck +iTk? (3.22b)
for two propagating sound modes, where
=3[0, +(y—1)k] (3.23)

is the attenuation coefficient for bulk sound modes.
Even though Eq. (3.17) is the exact density auto-
correlation function in a fluid layer, it cannot be
evaluated explicitly in this form, since the static
correlation functions in the presence of interfaces
are not known. Here, we assume that the static
structure factor is diagonal [satisifes Eq. (3.20)] even
for finite values of L. We expect that in fluid layers
away from any critical points, the off-diagonal
elements in S(k,k ') are negligible except for very

L(K)[A3—k k| +i(k,+k{)Py]1+P,05(n") +ik,Q4(n’) .

(3.16b)

T
large (nonhydrodynamic) values of k; for k ! on the
order of intermolecular distances, the differences be-
tween the fluid molecule-molecule interaction and
molecule-solid interaction may become significant.
Therefore, for small values of k, we expect that the
dynamic structure factor is of the form

Sthoklo) _ 1 pels, (ks =iy o
S(kl) ﬂ »

- wLLsL(E,E',mm) :

(3.24)

this expression is evaluated in the remainder of the
paper. However, even if the static structure factor is
diagonal, the dynamic structure factor has off-
diagonal elements whose amplitude vanishes as
L — «. While the assumption of diagonal structure
factor may affect the amplitudes, it does not change
the nature of the normal modes of the fluid layer
which _are given by the poles of S,(k,s) and
Sr(k,k’,s). The analytic structure of S; is much
more complicated than that of S, and depends on
the boundary conditions through functions Q;. In
the following sections, it is shown that Q;’s may
have poles corresponding to interfacial propagating
modes which are distinct from the bulk sound
modes.

IV. DYNAMICS OF FLUCTUATIONS
IN SOLID BOUNDARIES
AND INTERFACIAL TRANSPORT

In the study of hydrodynamic properties of fluids
confined by solid boundaries, the acoustic excita-
tions of the solid are usually neglected; i.e., the
acoustic impedance of the interface is assumed to be
infinite. With this assumption, and in the absence
of interfacial mass transport, the normal component
of velocity vanishes at interfaces

#,=0, z=+L/2. 4.1)

More interesting is the question of tangential
momentum transport. It is well established experi-
mentally that for fluid-solid interfaces in the limit
of vanishing frequency this transport is maximum,
leading to the so-called stick boundary conditions on
tangential components of velocity; i.e.,
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¢=0, z=+L/2. 4.2)

It has been argued that this effect is caused by the
surface roughness, which leads to the perfectly dif-
fuse scattering of the fluid molecules from the solid
walls.>® It would be very interesting to determine
(by careful experimentation with interfaces of dif-
ferent roughness, over a wide frequency range)
whether there exist conditions for which the tangen-
tial momentum transport is less than maximum re-
sulting in a finite slip at the interface. In the ab-
sence of tangential momentum transport, the
tangential stress is continuous across the interface;
ie.,

4 0, z=2Ln2. 4.3)
dz
In this paper only the extreme limits of stick and
slip boundary conditions on the velocity field will be
considered.

We analyze in greater detail effects of tempera-
ture fluctuations in solid boundaries on the dynamic
structure factor of a fluid layer. The dynamics of
these fluctuations is governed by the heat conduc-
tion equation

98T,
at

where k;=A;/(p;C,) is the thermal diffusivity, and
subscript s refers to the solid. After taking the La-
place transform in time and the Fourier transform
in the xy plane, Eq. (4.4) becomes

d*T,

dz? -

=k, V28T, , (4.4)

T Kisr,m . (@5)

s

where 8T(z) is the initial value of the temperature
fluctuation in the solid. Since (8p87) vanishes in
equilibrium, 87(z) can be set to zero without loss in
generality. Then the solutions of Eq. (4.5) which
vanish as z— + « are

= ale_k‘z, L/2<z<w
s Az 4.6)
a,e”, —wo<z<—L/2
where
s 12
Ao= |kfi+— 4.7)
s

Assuming the continuity of the heat and entropy
fluxes across the interfaces, one has that at
z=*L/2

(4.8)

This leads to the boundary condition on the fluid
temperature

L b1tk ) T=0, z=2L72, 4.9)
where
Cpsk
8l ) =L, (4.10)
pOCpK

V. DYNAMIC STRUCTURE FACTOR FOR STICK BOUNDARY CONDITIONS
ON THE VELOCITY FIELD

For stick boundary conditions, Eq. (4.2), together with boundary conditions on the normal velocity com-
ponent, Eq. (4.1), and on the temperature, Eq. (4.9), the coefficients c; are determined from the solution of

where

A[(P,+87) A((S;+87) Ay(Py+87)
Pl "S] P2
G=1 _p =3 P,
2 2 2
ki) —kij] ki

2 2 2
ki kil ki

—AI(P1+87‘) AI(S1+87‘) —Az(P2+8T) A2(52+8T) 0 0

(5.1
Ay(S,+87) 0 0
—S, S3 —P,
_s, s, P, | (5.2)
—kf 1 —1
kfi -1 -1
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[ 0
gO, % BT
o 0
8= g, [T up(L/2) ’ e
0 0
g3 ¢p(L/2)

and the various quantities entering in Egs. (5.2) and (5.3) are defined in Egs. (3.4)—(3.6). The solutions for the
¢;’s are given in Appendix B. After some tedious algebra, the L-dependent contribution to the dynamic density
autocorrelation function is found to be

n+n',2 ! '
S (E,K"5)= 2(—1) 2c AZXI);l(kl:ki) _ AlefZ(kl’kl) , (5.4)
(Ale —A IXZ)(C +s*yl‘,,) k —X k —X)
—
where V,=S,—k{iS; . (5.14)
Pix, P\W, kikiW, Despite the complicated appearance, it is easy to
Y,= (k')—x, + T(U) + TWV) (5.5 check from Egs. (5.4)—(5.10) that the matrix
S.(k,k’,s) is symmetric.
Y.z Pyx,; PyW; kikiW, (5.6) The normal hydrodynamic modes of the fluid
27 (kP —x 5 + T(U) + Tw ° : layer are found from the poles of the dynamic struc-
ture factor; these modes do not include the diffusive
_ P1x1[4,(Py+87)—4,U,] shear modes from which density fluctuations are
= (k' —x, decoupled. The poles of S (k,s) are discussed in
2 Sec. III. Here we consider only the analytic struc-
‘A1P2x2(87+k”P3) (5.7) ture of Sz (k,k’,s).
(k' —x, '
A. Bulk sound modes
x1[A4,(S,+67)—4,V,]
2= (k') —x, 'The dispersion relation for these modes is deter-
5 L k2s) mined from
- A‘xz(,§+ 2 (5.8) K2=x;, K=kk'. (5.15)
KV F (2.16a), the di i lation in the limi
rom Eq. (2.16a), the dispersion relation in the limit
- A2P1x1(5T+k|2|P3) of smafqu is P
NTZ
! w=tcK +iTK?, (5.16)
szz[Al(P1+5T)—A2U1] . . .
- Ay ) (5.9) where I' is the bulk sound attenuation coefficient
(k") —x, defined in Eq. (3.23). It follows from Egs. (2.15)
W Ayx (87 +k7S3) and (5.15) that
4= 2
(K'Y x4 M=i2—7£1!, N =n,n’
x2[41(8,+87)—A4,V;]
- (k'—x, > (5.10) and, therefore,

1
T(U)=A,U,(P, +87)—A,U (P, +87), (5.11) R,=tanh(3,L)=0.

Thus, P, =0 and S| = «, so that the amplitudes of
T(V)=A,Vy(S,+87)—A,V(S,+87), (5.12 » 11 1= %, P
(N=4,V3(S1+87)=4,V1(S2+87), (5.12) these sound modes vanish unless k; =k|. In the

U,=P; ——kﬁP3 , (5.13) limit of small k the contribution of S to the diago-
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nal part of the dynamic structure factor cancels that
of S, ; i.e., the ordinary Brillouin peaks disappear in
sufficiently thin fluid layers. In practice, the ampli-
tudes of the Brillouin peaks remain finite unless L is
small enough so that the condition

2 PRL:

;—1— «<1 (5.17)

2’k

(kL)

is satisfied. Therefore, for typical fluid parameters
and k“~105 cm~!, the Brillouin peaks disappear
from the dynamic structure factor for L <<0.1 cm
for k; ~ky), or for L << 10=2 cm for k| <<k ).

B. Bulk heat modes

The dispersion relation for these modes is deter-
mined from

K*=x,, K=kk'. (5.18)

From Eq. (2.16a), the dispersion relation in the limit
of small X is

w=ikK?. (5.19)
In this case, it is
27N

k2=i—z—, N =n,n’

so that P,=0 and S, = . As before, these modes
contribute only to the diagonal part of the dynamic
structure factor and for sufficiently small values of
L such that

(=D | Ty —k| k*

c? k?

+(k,L) «<1; (5.20)

this contribution cancels that from S, and the Ray-
leigh peak disappears.
C. Waveguide sound modes

In this case the dispersion relation is determined
from

Pi=c . (5.21)
Since
P, =A,tanh(5A,L)
w & 1
T L 2 A4 Cm 12/l

(5.22)

there is an infinite number of poles of P,, which in
the limit of small values of K (m) occur for
o=*cK(m)+iTK¥m), (5.23)

where

2.2
L

These waveguide sound modes appear because they
are not orthogonal to modes with k,=2wm/L,
chosen as the basis in representing the density fluc-
tuations in a Fourier series.” Therefore, they are
present independently of values of k, and k|. The
amplitudes of these modes, however, vanish for suf-
ficiently small values of L, given by condition (5.17)
with k, replaced by k,,. For larger values of L, the
amplitudes are finite and proportional to
(k?—k2)"' and (k;>—k2)~!. Hence, these
waveguide modes are most pronounced in the vicini-
ty of the infinite fluid Brillouin peaks.

=kf+ki. (5.24)

D. Waveguide heat modes

The dispersion relation is determined from
Py=cw . (5.25)

Again, there is an infinite number of poles of P,
which in the limit of small values of K (m) occur for

o=ikK*(m) . (5.26)

These diffusive heat modes are present independent-
ly of values of k, and k!; their amplitudes vanish
for sufficiently small values of L, given by condition
(5.20) with k, replaced by k,,. For larger values of
L, the amplitudes are finite, but since these modes
have zero shifts, they are superposed on the central
Rayleigh peak and are, therefore, unobservable.

E. Interfacial modes

Thus, it is seen that for sufficiently small values
of L, the amplitudes of the ordinary sound and heat
modes vanish, and the total intensity of density fluc-
tuations is in the new interfacial modes whose
dispersion relation is given by the solutions of

T(U)=0
or (5.27)
T(N=0.

In general, the dispersion relation for these modes
depends on the component of wave vector parallel to
the boundaries k|| and on the height of the fluid
layer L. While the transcendental equations (5.27)
can be solved numerically for any values of L, one
can find analytic results for the dispersion relation
in the limit of L sufficiently large so that

Re(7AL)>>1, i=1,2,3 (5.28)

and
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P=S;=~A; i=1,2
Py=S3=1/A;, (5.29)
UimVi=hi—kfiM=T; .

Then, T(U)=T(V) and the dispersion relation is

determined from |

SC s

[2A(k )] 2=V2T —(y—1)Vk P |5
[ C

Po P K

and
D'=3[Vv+y— V],

Alﬁz(}»1+ar)=z“2ﬁl()\.2+8r) s (5.30)

where 87 is given in Eq. (4.10). In the limit of small
k” , the dispersion relation is

w=tck) +i[T+Alk))]k] , (5.31)
where
ikHKs 172 -
F——=1|| +1 , (5.32)
(5.33)

Since A(k))) is explicitly complex, both the shifts and the widths of the new peaks in the dynamic structure
factor depend on the ratio of thermal diffusivities of the solid and fluid. In the limit «;/k>>1, so that

Kksky /e >>1,

172
P k.

Ps Cps Ks

o=x*ck, |1 1 —F—I—IEU— ]
=Tk +(y—1) +i

and in the limit x;/k— oo (perfectly conducting
solid boundaries) the dispersion relation becomes

w=rtck) +i(T+Tkj . (5.35)

In the opposite limit of small thermal conductivity
of the boundaries, k, /xk << 1,

1/2PsCps. k2

o=tcky+i |T+3v+(y—1Dvk,) .

Po P
(5.36)

Thus, the effect of finite thermal conductivity on
the position of the new peaks is most pronounced
for 1 <<k;/k < . Then the effective speed of the
new modes depends on \/Fﬂ . In the extreme limits
(ky/k— o0 or K;/k—0), these new modes differ
from the ordinary bulk sound modes only in that
their dispersion relation is independent of k, and k|,
and their attenuation is enhanced. The physical ori-
gin of the new modes is clear. Only the component
of the sound modes propagating parallel to the inter-
faces experiences additional shear created by the
sticky boundaries. This accounts for the appearance
of shear viscosity v in A(k|j). There can also be ad-
ditional dissipation due to heat conduction between
the fluid and solid walls if the sound is not iso-
thermal (y=1); hence, the appearance of x and «; in
A(k”). Note that, for thermally insulating boun-
daries (k; /k—0), it is seen from Eq. (5.36) that the
enhancement of attenuation is due only to additional
shear and only v appears in A(k)).

172
I''c poC K
T+ —(y—1) |— | |==F | = |kf» (5.34)
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FIG. 1. Dynamic structure factor S (K,K,w), for a
fluid layer with stick boundary conditions, near the Bril-
louin frequency for three values of the layer height L.
Fluid parameters are those of argon at 85 K:
xk=2.3%10"2 cm?/sec, v=(=9X 1073 cm?/sec, y=2.2,
¢ =8.5%10* cm/sec. In addition, PoCp =p;sCps is assumed
and «,/k=10"3. Components of the wave vector are
ky=5x10°cm~!, k,=27/L. Brillouin peak of the infin-
ite fluid (dashed curve) is shown for comparison.



27 EFFECTS OF INTERFACIAL TRANSPORT ON THE. .. 2595

The new modes are interfacial modes with ampli-
tudes decreasing exponentially with the distance
from the interfaces. This can be easily checked by
taking the two solid boundaries to be of different
materials. In this case, even for sufficiently large
values of L, T(U)T (V). The breaking of the re-
flection symmetry lifts the degeneracy of the inter-

facial modes. For each distinct fluid-solid interface
]

AS*(K,K ') _ 2= 1

there are two propagating interfacial modes with
dispersion relation given by Eq. (5.31) but with
A(k))) determined from Eq. (5.32) with the parame-
ters characteristic of the solid boundary.

For two identical solid boundaries, in the limit of
L sufficiently large so that the condition (5.28) is sa-
tisfied, the contributions to the dynamic structure
factor from the interfacial modes are

S(k"

K3 ke, 72
i ki)

XRe

[(T+ReAk} —i(wFck; +ImAk?)]
[ I I

ym(k; L) [(T+ReA)k}i*+(wFck) +ImAkf)?

Ak 172
Fi

kf?i%l-\—kﬁ] [(k'l)ziigf—kﬁ

(5.37)
For infinite thermal conductivity of the solid A=TI", and if k?~k'%>>2I"k |3| /¢, Eq. (5.37) reduces to
ASH(E,K0) 20—+ [Tk | k| (D4 Tkf FoFek) (5.38)
S(k)  rymk L c kiki | (D4 P+ (0Fck))? '

If, on the other hand, the solid boundaries are
thermally insulating, the contributions to the
dynamic structure factor from the interfacial modes
are exactly as in Eq. (5.38) but with %v replacing I''.
Because of the presence of w in the numerator of
Eq. (5.38), even in the extreme limits of perfectly
conducting or perfectly insulating solid boundaries,
the line shapes are not Lorentzian. The contribu-
tions to the dynamic structure factor become signifi-
cant for
172
kf
kik|

F’k'l

L~
(4

(5.39)

Thus, as the separation of these peaks from the Bril-
louin peaks increases (k, increases) their amplitudes
decrease. For k|| typical of light scattering experi-
ments and transport coefficients characteristic of
dense fluids, the contributions of interfacial modes
become significant for L ~100 um. For such small
values of L, the amplitudes of the Rayleigh and
Brillouin peaks decrease and the waveguide modes
become important. In addition, Re(%le) is
no longer large compared to unity and the above ap-
proximate expressions no longer valid.

The dependence of the dynamic structure factor
for a fluid layer on its height L and the ratio of
thermal diffusivities of fluid and solid is illustrated
in Figs. 1—3. The dynamic structure factor, shown
in the vicinity of the infinite fluid Brillouin peak
given for comparison, was evaluated using the exact

Iexpr&ssion for S,_(E,E',a)) from Eq. (5.4). Since
there is no new structure in the Rayleigh peak (only
its amplitude changes as a function of L) it will not
be considered any further. The fluid parameters are
those of argon at 85 K chosen because of relatively
large value of y=2.2 in order to illustrate the effects
of heat conduction between the fluid and solid. The
dependence of the diagonal part of the dynamic
structure factor on the layer height L, for k, =27 /L
and k,/k=1073, is shown in Fig. 1. It is seen that
as L decreases, the amplitude of the Brillouin peak,
centered at  =ck, decreases while the amplitudes of
the waveguide modes, centered at w=cK (m), in its
vicinity increase. In addition, a new interfacial
mode centered at w ~ck appears. The dependence
of the diagonal part of the dynamic structure factor
on k,=2mn/L for n=0,1,2 and on the ratio of
thermal diffusivities of the fluid and solid is shown
in Fig. 2. For k, =0, the interfacial peak is super-
posed on the Brillouin peak and only the amplitude
and line shape of the resulting single peak are affect-
ed by the ratio of the thermal diffusivities. For
k,=2m/L, L =100 um, the interfacial peak is well
resolved only for solid boundaries of low thermal
conductivity. This is not surprising since the addi-
tional dissipation due to heat conduction from fluid
to solid of high thermal conductivity increases the
width and decreases the amplitude of the interfacial
peaks. Note that the amplitude of the Brillouin
peak is reduced considerably; this also happens for
k,=4mw/L. In this case, the interfacial peak is well
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S(k, w) (arbitrary units)
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FIG. 2. Dynamic structure factor S(l—{, f,w), for a
fluid layer with stick boundaryv conditions, near the Bril-
louin frequency for k, =0, 27 /L, and 47 /L, and L =100
pm. Other parameters are as in Fig. 1, but the solid
curves pertain to poor thermal diffusivity of the solid
(ks /k=1073) while the dashed curves to high thermal dif-
fusivity (k,/k=10°%). Brillouin peak of the infinite fluid
(dot-dashed curve) is shown for comparison.

separated from the Brillouin peak, but, as was seen
from Eq. (5.37), its amplitude is much smaller than
that of the Brillouin peak in unbounded fluid. The
waveguide modes are also clearly seen in Fig. 2(c).
The diagonal elements of the dynamic structure
factor, shown in Figs. 1 and 2, are of direct experi-
mental interest. The off-diagonal elements, which
vanish in an unbounded fluid, are more difficult to
probe experimentally. They are shown in Fig. 3 for
different combinations of k, and k}. For the values
of the parameters chosen here and if
| k;—k}| | =2m/L the amplitudes of various peaks
are typically reduced by a factor of 10 from the am-
plitude of an infinite fluid Brillouin peak. As the
separation between k; and k) increases, the ampli-
tudes decrease further. In addition, it should be not-
ed that in contrast to the diagonal elements of

S(k,K, w) (arbitrary units)

-0.1 1 1
‘422 426 430 434 438

w(108 sec™!)

FIG. 3. Off-diagonal elements of the dynamic struc-
ture factor S( f,l_(",co), for a fluid layer with stick boun-
dary conditions, near the Brillouin frequency for different
values of k, =2mn /L and k| =2mn’'/L with L =100 pym.
Curves are labeled (n,n’). Other parameters are as in Fig.
1, but the solid curves pertain to poor thermal diffusivity
of the solid (k,/k=10"?), while dashed curves to high
thermal diffusivity (k,/k=10%). Scale is set by the Bril-
louin peak of the infinite fluid with k, =k} =0.

S( E, K ', ), which are non-negative, the off-diagonal
elements can have any sign as is clearly seen in Fig.
3. As before, for thermally insulating solid boun-
daries, the interfacial peak is much better resolved
from the waveguide modes than for boundaries of
high thermal conductivity.

VI. DYNAMIC STRUCTURE FACTOR
FOR SLIP BOUNDARY CONDITIONS
ON THE VELOCITY FIELD

While the assumption of no tangential momentum
transport across the fluid-solid interface is not phys-
ically correct, it is often used for mathematical sim-
plicity, especially if the fluid is taken to be in-
compressible. In this section, we analyze the conse-
quences of this assumption on the dynamics of
equilibrium fluid fluctuations.

With boundary conditions given by Egs. (4.1),
(4.3), and (4.9), the coefficients ¢; are determined
from the solutions of

HS+h=0, (6.1)

where
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—A\(P;+87) A(S1+87) —Ay(Py+87) A5(S,+87) 0 0
A](P1+8T) AI(S1+8T) Az(P2+8T) Az(S2+8T) 0 0
P, -8, P, -5, S, — P,
H= —P, _s, _P, 5, S, P, 6.2
—kiiP, k7S, —k{iP, kiS,  —1/Py 1/S,
k7P, kS, k7P, kiS,  —1/Py —1/8,
and, since d¢, /dz = —kﬁup,
HT=<07gl)0,gZ!o’ "’k|2|g2) (6'3)

with g, and g, defined in Eq. (5.3). The solutions for ¢;’s are given in Appendix C.
The L-dependent contribution to the dynamic structure factor for a fluid layer with slip boundary condition

is

2(—1)" +n’c2

Ayx Yi(k,k')  Ax Y,k k)

SL(K,K',5)=

L (Ayx;—A1x,)(c2+syT,) k*—x,
where

AW, kk\W,
Y, = .

=Te T (6.3

A, W, kk( W,
Y,= - ,

T T(P) T(S) 6.6
W, =P,P,5 X X2 6.7)
T e, T (k' P—xy | '

x1[42(S;+87)—4,8,]  A1x6r
2= "2 - "2 3 (6-8)
(k') —x, (k') —x,
Xz[A](Sl+8T)—A2S1] A2x15T
3= "2 - "2 ) (6-9)
(k') —x, (k')*—x,
T(P)=A|P2(P1+8T)—A2P1(P2 +81') ’ (610)
T(S)=A,32(S]+8T)—A2S1(Sz+8]") . (6.11)

Again, it is easy to check that the matrix S; (K,k ',s)
is symmetric.

As before, the normal hydrodynamic modes of
the fluid layer with slip boundary conditions on the
velocity field are found from the poles of the
dynamic structure factor. The poles of S (k,s) are
independent of boundary conditions and are dis-
cussed in Sec. IIL. Therefore, only the analytic
structure of S;(k,k’,s) is considered here. Its na-
ture depends strongly on the values of the ratio of
thermal diffusivities of the fluid and solid. Consider

172
PsCps

P OCp

Ks

[2A,(k)])2=(y—1)Vk [1_

K

1Fi

KskH
c

) (6.4)
kZ—X2

[
first the case of finite values of «,/k; i.e., finite
values of 87. Then the nature of the sound and heat
modes, with dispersion relations given in Egs. (5.16),
(5.19), (5.23), and (5.26), as well as their amplitudes,
is the same as in the case of stick boundary condi-
tions on the velocity field. Therefore, the discussion
of these modes in Sec. V applies here. Thus, for suf-
ficiently small values of L and k, the amplitudes of
the bulk sound and heat modes become negligible
and the total intensity of density fluctuations is in
the interfacial modes whose dispersion relation is
now given by the solutions of

T(P)=0

or (6.12)

T(8)=0.

Analytic expressions for the dispersion relation and
the amplitudes of interfacial modes can be obtained
in the limit of L sufficiently large so that condition
(5.28) is satisfied. Then T (P)~T(S) and the disper-
sion relation determined from

AlA.z(A.l—f'-aT):Az;\.l(}\.z-f-aT) . (6.13)

Again, the dispersion relation for the interfacial
modes depends only on k|, and in the limit of small
k“ is
w=tck +i[T+As(k))kT ,
where
-1 }

(6.14)

172

+1 (6.15)

\
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It is seen that in the case of slip boundary condi-
tions, the dispersion relation is the same as in the
case of stick boundary conditions, but with I
evaluated for a vanishing shear viscosity. This is
not surprising, since for slip boundary conditions
there is no additional shear due to solid boundaries.
The attenuation is enhanced relative to the bulk
sound modes only because of additional dissipation
due to heat conduction between the fluid and solid.
In the limit of large L [condition (5.28) satisfied]
the contributions to the dynamic structure factor
from the interfacial modes are again given by Eq.
(5.37) but with A(k) replaced by Ay(k)). Thus,

172
KkH

2
ki
2c

; (6.16)
kiky

they vanish if the sound is nearly isothermal, y~1.
In general, for given fluid properties and thermal
conductivity of solid boundaries, the interfacial
modes are significant for lower values of L in the
case of slip boundary conditions.

The analytic expressions given above, are not
valid for thermally insulating solids; i.e., in the limit
ks/k—0 or 87—0. In this case, the L-dependent
contribution to the dynamic structure factor is sim-

these contributions become significant for ply
J

A,x3P, AxiP,
AAKE—x,)[(K")*—x,]  Adk2—x)[(k")?—x,]

Note, first of all, that the interfacial modes disappear since, due to lack of transport of either energy or tangen-
tial momentum across the interfaces, there are no additional mechanisms for dissipation. In addition, from
Eq. (6.17) the sound modes with dispersion relation given in Eq. (5.16) contribute to dynamic structure factor
in the limit of small k

ASI(Eal_("sw) 8n,n'
S(k’) 4y
Therefore, on adding the appropriate contributions from S (K,) one finds that the intensity of the Brillouin
peaks is reduced by a factor of 2. Similarly, the intensity of the Rayleigh peak is reduced by two since, from
Eq. (6.17) the contribution of the heat mode with dispersion relation given in Eq. (5.19) is in the limit of small
k

o 2A—1)"+7c2k k!
S (K, K',5)= ShE

= 3 . (6.17)
(Ayxy—A1x,)c*+5yT,)

Tk? Tk?

. 6.18)
(TCk?)?+(w—ck)? + (Tk2)? +(w+ck)? (

(y—1)  «k?
2my  (kk¥)+w?

AS,(K,k',0)
S(k")
ie., —2AS,(k,K’,w) is just the Rayleigh peak for an unbounded fluid. For thermally insulating solid boun-
daries, the amplitudes of the waveguide modes do not vanish even for small values of L; the fluid layer still

acts as a waveguide since u, vanishes at interfaces. For the sound modes with the dispersion relation given in
Eq. (5.23), S, contributes to both diagonal and off-diagonal elements of the dynamic structure factor

(6.19)

—On,n’

AST(E,E"Q) _ i 4(_1)"+"'k1k1 FKz(m)

S mao TYL kT —kp)[(k})?—kz] | [TK*m)*+[0—cK (m)]?

FKz(m)
’ 6.20)
+ [FKZ(m)]2+[a)+cK(m)]2 (
where
2
KXm)=k{ +ks=kf+ 77%2_"2'*‘&

Similarly, for the heat modes with dispersion relation given in Eq. (5.26), S; contributes
AST(K.K'0) 8(y—I(—1)"*+"k k| kK*(m)
S(K) o myLAKkT =KLk k2] [KKAm)P+0?
It is easy to show that

[ doasiK K01+ [T doASP(K K w)=0 (6.22)

8

(6.21)
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so that the sum rule

J7 dosEK,0)=5(©s,, (6.23)

is satisfied by the dynamic structure factor.

For slip boundary conditions on the velocity field,
the dependence of the dynamic structure factor for a
fluid layer on its height L and the ratio of thermal
diffusivities_of fluid and solid is illustrated in Figs.
4—6. S(k,K"0) is again shown in the vicinity of
the infinite fluid Brillouin peak and was evaluated
using the exact expression for S; (K,K ’,s) from Eq.
(6.4). The fluid parameters are again those of argon
at 85 K. The dynamic structure factor in the case
of slip boundary conditions and finite thermal con-
ductivity of the solid is qualitatively similar to the
one obtained in the case of stick boundary condi-
tions. The dependence of S(K,k,w) on the layer
height L for k, =27 /L and k,/k=10"2 is shown in
Fig. 4 For L=100 um, the dependence of
S(K,kK,») on k,=2mn/L for n=0,1,2 and on the
ratio «,/k is shown in Fig. 5. The off-dlagonal ele-
ments of S(k,k’,0) are illustrated in Fig. 6 for
various combinations of k, and k; again the corre-
lations between the Fourier modes with different
values of k; can have either sign. The major differ-
ence between the dynamic structure factor for a
fluid layer with slip boundary conditions and the

S(k, w) (arbitrary units)

424 4.28 432 436
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FIG. 4. Dynamic structure factor S (X,K,0), for a
fluid layer with slip boundary conditions, near the Bril-
louin frequency for three values of the layer height L.
Parameters are as in Fig. 1. Brillouin peak of the infinite
fluid (dashed curve) is shown for comparison.
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FIG. 5. Dynamic structure factor S (K, l?,w), for a
fluid layer with slip boundary conditions, near the Bril-
louin frequency for k;, =0, 27 /L, and 47/L, and L =100
pum. Other parameters are as in Fig. 1, but the solid
curves pertain to poor thermal diffusivity of the solid
(ks /k=1073) while the dashed curves to high thermal dif-
fusivity (k;/k=10°%). Brillouin peak of the infinite fluid
(dot-dashed curve) is shown for comparison.

one with stick boundary conditions is that the at-
tenuation of the interfacial modes is higher in the
latter case due to additional shear.

VII. SUMMARY AND CONCLUSIONS

Using the linearized hydrodynamic theory of
equilibrium fluctuations, we obtained exact ex-
pressions for the dynamic structure factor
S(k,k",) for a fluid layer confined by two parallel
solid walls, in terms of the static structure factor
S(k,k’). We found that in such fluid layers,
S(K,kK',o)isa symmetric matrix in Kk, and k wath
nonvamshmg off-diagonal elements, even if S(k,k ')
is assumed to be diagonal. The correlations between
the Fourier modes with different values of k, arise
because these modes do not satisfy the appropriate
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FIG. 6. Off-diagonal elements of the dynamic struc-
ture factor S(k,k’,0), for a fluid layer with slip boun-
dary conditions, near the Brillouin frequency for different
values of k,=2wn/L and k| =27n’'/L with L =100 um.
Curves are labeled (n,n’). Other parameters are as in Fig.
1, but the solid curves pertain to poor thermal diffusivity
of the solid (x,/k=10"3), while dashed curves pertain to
high thermal diffusivity (k,/k=10%). Scale is set by the
Brillouin peak of the infinite fluid with k; =k | =0.

boundary conditions on the hydrodynamic variables;
i.e., they cannot be the normal modes of the system.
In the Fourier-series representation, this introduces
modes coupling even in a linearized theory.

We find that the dynamic structure factor de-
pends strongly on the energy and tangential momen-
tum transport across the fluid-solid interfaces. In
addition to a variety of waveguide modes which ex-
ist in such fluid layers, we also find new interfacial
modes. These interfacial modes are essentially
sound modes propagating parallel to the interfaces;
there are two such modes for each distinct interface.
These modes exist for nonvanishing transport of ei-
ther energy or tangential momentum; i.e., they
disappear for slip boundary conditions on the veloci-
ty field and for thermally insulating («x;=0) rigid
solid boundaries.

In general, the dispersion relation for the interfa-
cial modes depends only on the component of the
wave vector parallel to the boundaries k)| and the
height L of the fluid layer. Their amplitudes, how-
ever, depend also on k; and k|. We found simple
analytic expressions for the dispersion relation and
amplitudes of these modes in extreme limits of

tangential momentum transport (stick or slip boun-
dary conditions) and for intermediate energy trans-
port (0<k;/k < o) for sufficiently large values of
L. In this case, the dispersion relation is indepen-
dent of L, and for k;,=0 or o with stick boundary
conditions, or k; = o with slip boundary conditions,
the interfacial modes differ from the ordinary sound
modes only in that their attenuation is enhanced.
The additional dissipation may be due to the shear
created by “‘sticky” solid boundaries and to the heat
conduction between the fluid and solid when ;%0
and the sound is not isothermal (ys1). The former
effect introduces the dependence of the additional
attenuation on shear viscosity v, and the latter on
thermal diffusivity of the fluid «. In the intermedi-
ate cases of energy transport across the fluid-solid
interface, the interfacial modes have a speed which
is no longer the adiabatic sound speed but may have
nonanalytic dependence on k. For sufficiently
large L, it has been shown that the amplitudes of the
interfacial modes are inversely proportional to the
layer height L. The criteria for the values of L, for
which these modes provide a significant contribu-
tion to the dynamic structure factor, are also given.
It turns out that for typical fluid parameters and
wave vectors typical of light scattering experiments,
the interfacial modes become important for L < 100
pm.
The dependence of the dynamic structure factor
on the transport of energy and tangential momen-
tum across the fluid-solid interfaces suggests that
the experimental study of the dynamics of equilibri-
um fluctuations may provide a useful probe of inter-
facial transport over a wide frequency range in the
hydrodynamic regime. Thus, interfacial transport
can be studied by light scattering which measures
directly the diagonal elements of the dynamic struc-
ture factor. Also, the measurements of sound prop-
agation and attenuation in such fluid layers can be
used to determine the dispersion relation for the in-
terfacial modes and thus infer the underlying inter-
facial transport.

The experimental study of the dynamics of equili-
brium fluid fluctuations would enable one to estab-
lish under what conditions the simple empirical
models of interfacial transport, considered in this
paper, are valid. Since the interfacial transport may
depend on the interface preparation, it should be
possible, for example, to study the effect of surface
roughness on the tangential momentum transport
across the fluid-solid interfaces, and thus to estab-
lish whether this roughness is the physical cause of
stick boundary conditions on the velocity field.
Other effects which may influence the dispersion re-
lation and amplitudes of interfacial modes in fluid
layers include, for example, acoustic excitations in
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solid boundaries and heterogeneous catalysis at the
interfaces. The former effect will influence the nor-
mal momentum transport across such interfaces.
The latter effect, because of the changes of enthalpy

APPENDIX A

The matrix of eigenvectors of the matrix M is

A, A, A, A, 0 0
Ad; —AAd; MAd; —AA4, O 0
A A —-A A 1 1
d=\_32 _x _a 2 A -l
2 2 2 2
ki ki ki ko —As A
MK —Mkf Akl —Agkf —AT —Aj
and its inverse matrix is
x2A3 —x3Az0, 127~§A2b1
x3A3 x3A2b, —k2k§A2b1
1 —x1A3 x3A1by _;‘-lkgAlbl
47 =bg 2
—Xx1A;3 —x3A1b, AA3A by
(Xz —X1 )k 2| 0 A.l)\,z(Az -—A1 )k 2|b1
(xl—-X2)k” 0 k]kz(Az—Al)k”b]
where
A.__iZ_—_I)_L
a a  s+ykx;
bo= !
0= 2)\-3(/’ 1X2 —Ale) ’
b= YeA3X 1X2 __ As Yvs
T shdgx; MAy c24syT,

Coefficients c; in the case of stick boundary conditions are

APPENDIX B

c1=—[U,g,+4,(P,+87)(g,+P383)1/2T(U),
cy=—[Vag1+A4,(S,+87)(g,+53¢3)172T (V) ,
c3=[U,8,+A4,(Py+87)g,+P3g3)]/2T(U),
ca=[Vig1+A4,(S1+87)(g+S5:83)12T (V) ,
es=(kf|(S1—82)81 +kfj[41(S14+87) —4;(S,+87)1g2 +[415:(S) +87)—4,5,(S, +87)1g:} 2T (V)

—A3; —Ax,
—A3d; —A,
A4, A,
A, Az,

(A —Akf,  (4;A5—A,10)
(Ay—ADk  (AA]—A41A3)

2601

and, possibly, the number density of various fluid
components at the interfaces due to catalytic reac-
tions, may provide a new experimental tool for
studying the kinetics of such reactions.

(A1)

Aydsb,
—Ad,b,
—A4,b,

A4, by

AMAy(4;—A41)b,
AMAy(A;—A1)b,

(A2)

(A3)

(A4)

(AS5)

(B1)
(B2)
(B3)
(B4)

(BS)

C6=[k|2[(P1 —Pz)gl +k|2|[A1(P1+87‘)—A2(P2 +8T)]g2+[AlP2(P1+8T)—A2P1(P2 +8T)]g3]/2T(U) N

(B6)
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where
T(U)=A,Uy(Py+67)—A,U (P, +87),
T(V)=A V(S| +87)—A,V (P, +87) ,
U, =P, —k{Ps,
V,=S;—k{S; .

APPENDIX C

Coefficients c; in the case of slip boundary condi-
tions are

c1=—[g1P,+824,(P,+67)1/2T(P) , (C1)
c=—[8152+8242(S,+87)]1/2T(S), (C2)
c3=[g1P1+8,4,(P;+87)]/2T(P), (C3)

(B7)
(B8)
(B9)
(B10)

cs=[81S1+824,(8,+87)]172T(S), (C4)
Cs =0 , (C5)
c6=0, (C6)

where
T(P)EAlpz(Pl+8T)—A2P1(P2+8T) ’ (CD

T(S)EA]S;(SI"f-aT)"-AzS](SZ +8T) . (C8)
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