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We derive analytical formulas for the modulation of the reflectance and transmittance of light normally inci-
dent on a multilayer thin-film structure whose refractive indices are perturbed by an ultrashort optical pulse.
The formulas, expressed in compact form, should prove useful for analysis of a wide range of ultrashort time-
scale experiments on multilayers as well as longer time-scale photoacoustic and photothermal experiments
based on optical probing. We demonstrate our method by the analysis of the modulated reflectance variation
of a SiO, /Cr structure in which picosecond acoustic pulses have been optically excited. © 2002 Optical Soci-

ety of America
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1. INTRODUCTION

The reflection of light from multilayer thin-film struc-
tures is an important problem for a variety of applica-
tions. Recently such structures with layer thicknesses in
the submicrometer range have been the focus of a wide
range of ultrashort time-scale experiments that probe the
inhomogeneous modulation of the dielectric constant
along the stacking direction induced by an incident ul-
trashort optical pulse.!™'” This modulation can be
caused by, for example, the diffusion and relaxation of
nonequilibrium electron and hole distributions, thermal
diffusion, or coherent acoustic-phonon propagation. The
main aim of these experiments is to probe such phenom-
ena and extract quantitative information about the rel-
evant spatiotemporally varying field. Another popular
aim is to measure the electronic, thermal, or mechanical
properties of the multilayer film structure itself.

To interpret the experimental results for multilayers in
the general case, one needs to handle the problem of light
scattering by multilayer films with inhomogeneously
modulated optical constants and thicknesses. This pro-
cedure becomes extremely complex for transparent or
partially transparent multilayer films because optical
scattering from all or part of the sample makes a contri-
bution to the final amplitude and phase of the reflected or
transmitted light wave. Many commercially and physi-
cally important samples such as semiconductor hetero-
structures or multilayer metal stacks are partially trans-
parent at visible or near-visible optical wavelengths when
film thicknesses are in the nanometer to micrometer
range.

For one- or two-layer structures, techniques have been
developed to deal with the problem of multiple optical re-
flections when one is calculating the modulation in reflec-
tance or transmittance.'*™® For samples with more lay-
ers, however, the problem becomes extremely complex
and difficult to handle.2°23 Therefore there is a need for
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a simpler approach to analyze the modulation in the re-
flectance or transmittance of a multilayer sample with an
arbitrary number of layers subject to perturbations in the
dielectric constant or layer thickness.

In this paper we describe, for what to our knowledge is
the first time, the derivation of such a generalized ana-
lytical theory. The reflectance and transmittance
changes are expressed in a simple ready-to-use form that
has not been given in previous treatments.?23 The
theory can be used to analyze ultrashort time-scale opti-
cal pump and probe experiments on arbitrary multilayer
structures with normal probe light incidence when the
changes induced in the dielectric constants or the layer
thicknesses of the structure are relatively small compared
to their equilibrium values. It is applicable, for example,
to the interpretation of subpicosecond transient reflec-
tance or transmittance in multilayers with spatiotempo-
rally varying electron distributions that can be described
by a suitable dynamical model and to the analysis of data
from multilayers involving picosecond thermoreflectance
or picosecond acoustics. The main focus of the present
paper is on the application to picosecond acoustics. It
should also be possible to apply the method to longer
time-scale photothermal and photoacoustic experiments
on multilayers that make use of optical probing. To dem-
onstrate the practical application of the theory, we de-
scribe ultrafast optical measurements on a double-layer
Si0,-Cr thin-film structure on a fused-silica substrate in-
volving the propagation of picosecond acoustic pulses and
show how the results can be used to extract information
about the film parameters.

In Subsection 2.A we consider how the optical reflec-
tance and transmittance are affected by spatially depen-
dent perturbations—such as those arising from strain or
temperature variations—in the multilayer structure. We
consider the particular example of an optically excited
strain distribution in a multilayer by means of a simpli-
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fied model of strain generation and propagation in Sub-
section 2.B. The experimental procedure is described in
Section 3, and the experimental data are analyzed in Sec-
tion 4 on the basis of the theoretical model. In Appen-
dixes A—C the details of the light-scattering theory, in-
cluding the derivation of the Green’s function, are given.

2. THEORY

A. Light Scattering by an Inhomogeneous Multilayer

1. Theoretical Background

The typical dimensions of the multilayers considered
in this paper range from the order of a nanometer to app-
roximately a micrometer, and experimental time scales
of concern here are of picosecond order. Photoexcita-
tion of such a sample by ultrashort optical pulses causes
perturbations, in the guise of strain,!~"!371 temp-
erature,® 132327 and  excited carrier distribu-
tions, 0132429 4]] of which are varying in both space and
time. The effect of these perturbations on the dielectric
constants has been extensively investigated since the ad-
vent of ultrashort-pulse lasers, thanks to the ease of
monitoring the variation in the optical reflectance or
transmittance with the optical pump and probe tech-
nique. It is less well known that a propagating strain
distribution in a sample can also significantly affect the
optical reflectance or transmittance through the induced
motion of the sample interfaces on ultrashort time scales,
independent of the coupling of the strain to the dielectric
constants.>'415  The overall optical reflectance, trans-
mittance, and phase in a multilayer sample can therefore
vary with time after optical excitation according to the fol-
lowing two mechanisms: (1) perturbations in the dielec-
tric constants and (2) perturbations in the interface posi-
tions (implying variations in the film thicknesses). In
the present treatment we consider optical pulses with a
coherence length that is much greater than the total
thickness of the transparent (or partially transparent)
portion of the multilayer in question. The multiple opti-
cal reflection of the light can then be treated as if the light
were monochromatic. With 100-fs Fourier-transform-
limited optical pulses, the corresponding coherence length
is ~30 um. Multilayers thinner than ~5-10 um can be
treated with reasonable accuracy with the present theory
in this case.

It is not uncommon in experiment to monitor either the
reflectance and transmittance variations or both by use of
delayed probe light pulses, making use of the optical
pump and probe technique. The technique of monitoring
both reflectance and transmittance variations allows
more information about the sample response to be de-
rived. For example, the separation of the variations of
the real and complex parts of the dielectric constant can
be achieved for a sample consisting of a partially trans-
parent layer on a substrate.®!! It is also possible to si-
multaneously detect both intensity and phase changes in
reflection, also providing more information than an inten-
sity measurement alone.>™* This can be done, for ex-
ample, with an interferometric or beam deflection setup.
The theoretical approach presented in this paper also al-
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lows the extension of the analysis of this kind of experi-
ment to more complex multilayer geometries.

Because we compare the theory with experimental re-
sults in the field of laser picosecond acoustics, in this pa-
per we mainly focus on the effect of induced strain distri-
butions, although the equations obtained apply equally
well to other distributions provided they can be expressed
in terms of perturbations in the linear dielectric con-
stants. Laser picosecond acoustics is based on the optical
excitation of a picosecond acoustic-phonon pulse in a
sample and the optical detection of the phonon propaga-
tion through the variation in reflectance, transmittance,
or phase of a probe light pulse.!? Although the tech-
nique has been applied successfully to opaque multilayer
structures with several layers, the case of partially trans-
parent or transparent multilayers is less well understood
because of the increased complexity of the analysis. In
spite of the continuing interest shown in the application
to superlattices,>® only the case of a single transparent or
partially transparent layer on another opaque layer has
been properly analyzed to include interface motion as well
as variations in the dielectric constants.'*"1® The exact
treatment for the general case of more than one transpar-
ent or partially transparent layer presented here should
therefore be extremely valuable in the field of laser pico-
second acoustics for application to samples of arbitrary
multilayer structure. The method should also be useful
in the field of femtosecond probing of semiconductor het-
erostructures. In addition, it should be applicable to
more conventional experiments, based on photothermal
or photoacoustic effects, that involve optical probing in
transparent or partially transparent multilayers.3°33

2. Solution of the Inhomogeneous Wave Equation

Here we aim to calculate the complex reflectance or trans-
mittance change for coherent light normally incident on a
multilayer sample. Each layer is assumed to be optically
isotropic in its equilibrium state, that is, at zero strain,
with no excited carriers and at constant temperature. In
addition, each layer is also assumed to be mechanically,
thermally, and electronically isotropic. The z axis is de-
fined along the stacking direction of the multilayer, as
shown in Fig. 1. Each interface and the surface are

dq do dn
incident transmitted
light light
 —— —
O || @) SN | N+
2 z1 22 ZN-1 &N

Fig. 1. N layers on a substrate. The incident light comes from
z < 0. Each layer is assumed to be optically isotropic in its
equilibrium state.
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therefore perpendicular to the z axis. The incident light
comes from z < 0 and propagates along the positive z di-
rection.

The lateral extent of the irradiated region is assumed
to be much larger than the scale of the depth under con-
sideration. For example, a typical laser beam spot with a
radius of 10 um would be appropriate for a multilayer
film for which the optical penetration depth is of a submi-
crometer order. In this case it can be assumed that the
strain, temperature, and excited carrier distributions in
the sample are dependent only on the z coordinate and on
the time ¢.

The general wave equation derived from the Maxwell’s
equations is

e
(V2 — grad div)E(x, t) = MOWD(X’ t). (1)

By considering monochromatic light with angular fre-
quency o, we can omit the common time-dependent factor
exp(—iwt). Under a linear approximation, the electric
displacement D is given as D = ¢,é(w)E, with dielectric
tensor €; and the wave equation of Eq. (1) is reduced to

(V2 — grad div + £2e)E(x) = 0, (2)

where £ = Jup€qw is the wave vector of light in vacuum.
Because the characteristic time scale of concern here for
strain propagation, thermal diffusion, excited carrier re-
laxation, or carrier diffusion is much longer than the pe-
riod of the light wave, we can treat the dielectric tensor as
a quasi-static quantity. We therefore neglected terms re-
lated to the time derivatives of €. However, the spatial
dependence of € is retained.

As the scattering and reflection of light are governed by
the spatial variation of the dielectric tensor that depends
only on the z coordinate here, no changes in the x and y
components of the light wave vector are expected for any
angle of incidence. In our case of normal incidence, it is
possible to write E(x) = E(z). Then the wave equation
of Eq. (2) is reduced to

%922 0 0
0 ?13z% 0| + k2 E(z) = 0. (3)
0 0 0

Because no off-diagonal component in € and €., = €, is
expected here, as shown in Appendixes A and B, Eq. (3)
includes two independent and equivalent wave equations
for E,(z) and E,(2), and, in addition, E.(z) = 0. The
light wave is purely transverse, and there is no mixing be-
tween x and y polarizations. Without loss of generality,
we consider only linearly polarized incident light and take
the x axis along the direction of polarization.

The dielectric tensor component of interest, € = e,
= €,,, can be divided into homogeneous and inhomoge-
neous parts, €,(z) and €;,(z). The material-dependent
dielectric constant in the equilibrium state forms the ho-
mogeneous part. It is a staircaselike function and has a
constant value within each layer characterized by the la-
beln (0=n <N+ 1):

e(z)=€® forz, <z<z,.

Special values of z, are z_{ = —» and zy,; = +.
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The inhomogeneous part ¢;;, is the sum of bulk and in-
terface contributions, €, and ¢;;, respectively. In this pa-
per, the strain-induced bulk contribution €, is given by

(2) = Py n(2)

where P{%) is the photoelastic constant of the nth layer

and 7(z) = 7,,(z) is the zz tensor component of the strain
distribution (Appendix A). The interface contribution e,/
is caused by the displacement of the interface because of
the strain and is given by

for z, 1 <z<z,, (4)

Ei/(Z)
e — D for u(z,) >0, z, <z <z, + uz,)
={ D — ™ for u(z,) <0, z, + u(z, <z<z,,
0 otherwise,
(5)
where
u(z) = —J n(z')dz’ (6)
z

is the displacement in the +z direction.

We proceed by assuming that the solution for the ho-
mogeneous wave equation, defined over all space, is
known:

Ey(z) = 0, )

2

— + k2¢y(z
|: &22 h( )
and likewise for the Green’s function defined by the equa-
tion

52

F + k2€,(2)|G(z, 2') = —6(z — 2'). (8)
iz

The derivations of the homogeneous solution Ej(z) and
the Green’s function G(z, z') are given in Appendix C.
Physically, G(z, z') represents the response at z caused
by a localized disturbance at z’'. Both Ey(z) and
G(z, z') should satisfy the same boundary conditions at
each interface. By using these solutions, we can express
the solution to the inhomogeneous wave equation in Eq.
(3) as

E(z) = Eo(2) + fx k%e;, (2 )E(2")G(z, 2')dz’

= FEq(z) + fx ke, (2 )Eo(2")G(z, 2')dz’

+ fk46ih(2’)6ih(2”)Eo(2”)G(2,Z’)

X G(z', 2")dz'dz" + ---. 9

As described in Appendix C, the solutions E((z) and E(z)
each contain two components propagating in the +z and
—z directions. Because we consider the reflection and
transmission of light coming from z < 0, the —z propa-
gating components of Ey(z) and E(z) in the region z
= +oo should be zero. The boundary conditions for E(z)
at z = *o require that the +z propagating component of
G(—x, z') and the —z component of G(+x, z') should
both be zero. This formalism is exactly equivalent to
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that for particle scattering by an arbitrary static potential
in quantum mechanics. When ¢;; is small, expansion up
to first order in Eq. (9) is sufficient in many experiments.
It is also possible to include higher-order terms in the ex-
pansion for large perturbations.

The solution to Eq. (7) is constructed from the solutions
for each layer where we consider the boundary conditions
at each interface. This homogeneous solution for a
multilayer structure can be derived by a transfer matrix
technique, as is well known.?*3> We give the derivation
in Appendix C. The solution for the nth layer has the
form

a, exp(lkngn) + bn exp(_ikngn), (10)

where a, and b, are constant electric fields that satisfy
the given boundary conditions, and ¢, and %,, are defined
as follows:

z -2z, for n=1,

{n

z for n = 0,

k, = \eVk = (N, + iK,)k,

where N, + iK,, is the complex refractive index and %, is
the complex wave number in medium n.

The Green’s function necessary for the reflectivity cal-
culation is given as

i
G(z,z') = Y exp(—itkoz)Ey(z")

0@0

for z' >z, 2z <0. (11)
Incorporating Egs. (4), (5), and (11) in Eq. (9), we obtain
the following result at z < 0 beyond the perturbed region:

+oo

E(z) = Eo(z) + J k*[ep(2")

z

+ €r(2')]Eo(2")G(z, 2")dz’

+o0

Eo(z) + J k?ey(2")Eo(2")G(z, 2')dz’

N z,tu(z,)
+ Z j kZ[E(n) _ 6(n+1)]E0(zr)
n=0

Zn

X G(z, z')dz’
= agexp(ikoz) + byexp(—ikgz)
ik2%exp(—ikyz)

0
f P9 n(z")agexplikyz’)
2k0a0 z

N+1

dﬂ
T by exp(—ikoz')2dz’ + f P y(z’
n=1 0
+ z,.1)a, exp(ik,z') + b, exp(—ik,,z’)]zdz’
N+1
+ > (a, + b)) - 6(”)]u(zn1)], (12)
n=1

where dy 1 = +%. Thus the relative change in the com-
plex reflectance is given by
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or ik? 0O o .
T Shab. J Py n(z")agexp(ikoz’)
o ovo z
N+1

dn
+ boexp(—ikee ) Pde’ + X, f P (e’
n=1 JO
+ z,-1)[a, exp(ik,z') + b, exp(—ik,z')]?dz’

N+1
+ D (a, + b)) — 6(”)]u(2n_1)], (13)
n=1

where r = b, /a is the complex reflectance for the unper-
turbed multilayer. The first term in Eq. (13) accounts for
the possible modulation of the transparent medium in
front of the multilayer, the second term accounts for the
bulk photoelastic effect, and the third term accounts for
the interface motion. The result can be extended in a
straightforward way to include the effects of the tempera-
ture variation AT and the excited electron density An.
For this purpose, the quantity P97 in Eq. (13) should be
replaced by Pisn + sAT + yAn, where s and y are con-
stants [See Eq. (A1)].

We now describe some concrete examples for simple
cases and make comparisons with related results previ-
ously reported in the literature. One of the simplest
cases is a single semi-infinite isotropic material whose flat
surface at z = 0 is exposed to vacuum. The dielectric
constants for each layer are €? = 1, ¢ = e. Thus the
wave vectors in each layer are ky = & = w/c and k;
= Jek. In this case Eq. (13) reduces to

or 2ik +oo
— = f Ae(z")exp(2ikiz')dz" + 2iku(0)
r 1-—¢€ 0
dikn [ +=
= 1 ~2f Ani(z")exp(2ikniz')dz’ + 2iku(0),
— a2,

(14)

where 7 + A7l = e + A€ is the complex refractive in-
dex. This formula is equivalent to that previously
reported.* The expression for relative variation of the re-
flectivity AR/R = 2 Re(dr/r) agrees with previous
research. 1019

Another example is the case of a transparent layer of
dielectric constant €; of thickness d on a substrate of di-
electric constant €. The medium in front of the trans-
parent layer is a vacuum. The relative reflectance for
this case is given by

or ik d
— = f Ae(z")[aqexp(ikz”)
r 2a0b0 0

+ by exp(—ikz')]?dz’

+ f Ae(z' + d)as? exp(2ikqyz')dz’
0

+ (@ + b1 = e)u(0) + ar’(e; — e)u(d)y,

(15)
with
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ag=(k + ky)(ky + ky)

+ (B — ky)(k1 — ky)exp(2ikd),
by = (k = ki)(ky + ky)

+ (kB + ky)(ky — ko)exp(2ikid),
a1 = 2k(ky + ky),
by = 2k(ky — ko)exp(2ikd),

Ao = 4kk1 eXp(lkld)

This case with either real or complex €; has been treated
previously exactly with a less compact formalism.'*16
Although the notation is different, Eq. (15) turns out to be
identical to the result derived by Gusev.'® We also note
that the second term in Eq. (13) agrees with the result
quoted without proof by Perrin et al.?

We now turn to the case of the complex transmittance.
Thin multilayers are often formed on a substrate with a
thickness considerably greater than the multilayer itself.
The reflection at the back surface of the substrate does
not add coherently to the light emerging from the
multilayer provided that the coherence length of the light
pulse is short compared to the substrate thickness. This
is the case for substrates with thickness =30 pum in the
case of 100-fs light pulses. For simplicity, we calculate
only the electric field at a point z > z, that is beyond the
perturbed region and within the (IV + 1)th layer, that is,
the substrate. For this calculation, we require G(z, z')
for z > zy in Eq. (9). To calculate this, we need to extend
the range of application of the homogeneous solution of
Eq. (10). So far, we have considered only the solution
Ey(z) for light coming from the x < 0 region. In general,
however, the 2N + 2 constants a,, b, in Eq. (10) are
uniquely determined if any two of them are specified. A
suitable symbolic representation of the solution for gener-
alized E, is E(z;a;" = a, b;' = b), which means that
a;' and b;" are specified. The primes are added to recall
that the set {a,’, b,} is not necessarily the same as that
used for the solution of E; in Eq. (9). For example, the
solution for the case in which the light comes only from
the x < 0 region is expressed as Ey(z) = Ey(z;a,’
= ag, by+1" = 0).

As is explained in Appendix C, the required G(z, z’) is
given by

itexplikyi1(z — zn)]

G(z, z') ok
0

Ey(z'5a¢ = 0,by'

1) for z' <z, z > zy, (16)

where 7= ay,q/a, is the complex transmittance for the
unperturbed multilayer. The coefficients {a,’, b,'} for
Eyz';a9" = 0,by' = 1) are obtained from Eqgs. (C1) and
(C2). The final result for z > z is given as
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ikt )
E(z) = E(z) + TEXP[lkNﬂ(Z - 2y)]

X

0
f P9 n(z")agexp(ikoz’)

+ byexp(—ikz')lexp(—ikyz')dz’
N+1 d

+ > J PWnz' + z,-1)la, exp(ik,z")
n=1 0

+ b, exp(—ik,z')][a, exp(ik,z')
N+1

+ b, exp(—ik,z)]dz' + X (a, + b,)(a,’
n=1

+ b, )"V - 6(")]u(2n1)]. a7

Thus the relative change in the complex transmittance is
given by

oT ik

T 2Cl0

0
J P9 n(z")[agexpl(ikyz")

+ bgexp(—ikyz')]exp(—ikyz')dz’
N+l

+ 2 f Py (2" + 2, 1)la, explik,z’)
n=1 0

+ b, exp(—ik,z")][a,’ exp(ik,z")
N+1

+ b, exp(—ik,z)]dz’ + > (a, + by)(a,’
n=1

+ b, )"V — e(”)]u(znl)]. (18)

As was done for the reflectance, we describe examples
for simple cases. In the case of a single semi-infinite iso-
tropic material whose flat surface is exposed to a vacuum,
the change of the transmittance is given as

St ik2 jZA / ki — k& o
T k| ) AR Ty, xRk
ki +k
+ dz’ + (1 — e)u(0)}. (19)
2k,

This can be rewritten as

st ik? [ By~ k
| Al %ki2") + 1|z’
T T ok, ) AE ) Ty P2k
vk — Bpu(0). (20)

Another example is a layer formed on a substrate. Us-
ing the same notation as before, we give the result by
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d
—_ = — j Ae(z')[aqexp(ikz’) + biexp(—ikz')]

oT ik
|,

T 2(10

X [a," exp(ikz') + b, exp(—ik,z’)]dz’
+ f Ae(z' + d)ag[ay exp(2ikyz’) + by']dz’
0

+ (a1 + by)(ay" + b1')(1 — e)u(0) + ay(ay’
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picosecond time scale when, as we have assumed, the ex-
citation laser spot size is much greater than the
multilayer thickness. The second term on the right-hand
side of Eq. (22) is the source term. The elastic wave
propagates with the longitudinal sound velocity v, which
is expressed as

1—v

(25)
1+

The extension of these formulas to the multilayer struc-

ture is straightforward. The boundary conditions that

must be satisfied are the continuity of v and o,, at each

+ by ) (e — 52)u(d)], (21)
with
Bk,
(11’ = - )
2%k,
Btk
by = ,
2k,
, (B + ky)(ky — ky)exp(—ikd) + (B — ky)(ky + ky)exp(ik d)
Ay =

4k ky

bz, =

’

(k = k1)(k1 — ky)exp(ikid) + (k + kq)(k1 + ko)exp(—ikid)

4k ky

The other coefficients a(, by, a1, b1, and a, were given
following Eq. (15).

B. Strain Wave Generation in a Multilayer
To experimentally test the theoretical predictions, we
simulate the strain wave generation, propagation, and de-
tection in a multilayer sample containing metallic and in-
sulating layers. For the strain wave generation, which
takes place in the metallic region of the sample, we use a
model that involves the following simplifying assump-
tions: (1) the absorbed pump light pulse sets up an in-
stantaneous temperature rise AT(z); (2) the isotropic
thermal stress caused by AT acts as the source term in
the strain wave equation; and (3) effects such as the finite
optical pulse duration and thermal diffusion are ne-
glected, although the effect of diffusion of nonequilibrium
electrons is included in an empirical manner as described
below.

The equations of elasticity in one dimension for an elas-
tically isotropic material can be expressed as!

1—v
g, =3 Bn,, — 3BBAT(z, t), (22)
1+v
Pu  do
—=—, (23)
ot dz
u(z, t) = f 7,.(2", t)dz’, (24)
+oo

where B is the bulk modulus, v is the Poisson’s ratio, p is
the mass density, Bis the linear expansion coefficient, and
0,, is the longitudinal stress. The other components o,
and o,, do not play an active role in the propagation on a

interface and o,, = 0 at the sample surface. The initial
conditions are given by 7,, = #,, = u = 0 at¢ = 0.

In the present case, the time dependence of the tem-
perature rise AT'(z, t) is given by the step function

AT(z, t) = AT(2)(t). (26)

This temporal form of the source term makes it possible
to include its effect as an initial strain distribution. The
procedure to determine the time-varying strain distribu-
tion and interface motion is as follows. Using the solu-
tion 7, , uy of the time-independent equations

0

pvin, — 3BBAT(2), @7
ua(z) = f na(z")dz’, (28)
+oo
we express the solution 7,,(z, t), u(z, t) as
7]22(2’ t) = 77A(Z) + 773(2’ t): (29)
u(z, t) = ua(z) + up(z, t). (30)

Then the elastic wave equation of Egs. (22)—(24) becomes

0. = pvinp, (31)
Pug  do,,
Pz = oz (82)
2
up(z, t) = Jm”B(Z/’ t)dz', (33)

which has the general solution

np(z, t) = f(z — vt) + g(z + vi). (34)



3034 J. Opt. Soc. Am. B/Vol. 19, No. 12/December 2002

The initial conditions are given as

np(z,t = 0) = f(z) + g(2) = —nalz), (35)

df(z)  dg()
dz dz

ip(z,t =0) = —v = 0. (36)

The source term is canceled out in the equation for 7p,
and its effect is incorporated into the initial condition.
Equations (35) and (36) are sufficient to determine the
functions appearing in Eq. (34):

flz) = g(z) = —na(2)/2. (87

Unique functions f(z), g(z) are defined for each layer in
the multilayer sample. To obtain the strain evolution,
one should consider the reflection and transmission of the
strain wave at the interfaces. We discuss this issue in
Section 4.

The temperature rise AT(z) is governed by the heat
generated per unit volume Q(z) through light absorption:

AT(z) = Q(2)/C, (38)

where C is the specific heat per unit volume. The heat
generation rate per unit volume in the nth layer Q(z) can
be calculated from the Poynting vector S = ReE
X ReH. For normal pump light incidence,

Q(z) = —divS = €N, K,[|a,|* exp(—2K,k{,)
+ a,*b, exp(—2iN, k)], (39)

where S refers to the time average and, as before, £,
= 2z — z,_1. The third and fourth terms in the paren-
theses arise from the interference between the forward-
and backward-propagating light waves. The angular fre-
quency o and refractive index N,, + iK,, here apply to the
pump light and likewise for the electric field amplitudes
a,and b, .

To a first approximation the effect of electron diffusion
can be phenomenologically included when we broaden the
light penetration depth.'>!® This can be done if we in-
troduce the multiplying factor u,(<1) for the extinction
coefficient K, in the nth layer. Then Eq. (39) becomes

Q(Z) = GOwlu'nNnKn[lanPeXp(_Zlu'nKnkgn)
+ [b,]% exp(2p, Kk Ly) + anb,* exp(2iN kL)
+ a,*b, exp(~2iN,kZ,)]. (40)

This approximation will break down if diffusing electrons
meet an interface. We therefore assume that d,
> 1/kK,p, in any metallic layer. In the case of no elec-
tron diffusion, u = 1.

By integrating Eq. (40) with respect to time, one can
obtain an expression for 7,(z) in the nth layer:
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2kF BN, K,
Cn|0Lo|2

X [la,|? exp(—2u, K,k Ey)

+ 16, exp(2p, K,k L)

+ a,b,* exp(2iN,k{,)

+ a,*b, exp(=2iN,k{,)], (41)

1+ v,

nAn(Z) =

1-v,

where F is the incident optical pump pulse fluence (in
Jm™?) on the front surface of the multilayer and £ corre-
sponds here to the vacuum wave vector of the pump light.
This can be used to calculate the strain distribution at
t = 0. For other angles of pump incidence and polariza-
tion, it is straightforward to generalize Eq. (41).

3. EXPERIMENT AND RESULTS

To test the above theory for a nontrivial geometry, but for
one in which the number of fitting parameters is not ex-
cessive, we carried out an experiment with laser picosec-
ond acoustics on a multilayer sample consisting of a
double-layer film made up of transparent and opaque lay-
ers on a substrate. A film of vitreous silica (a-SiO,) upon
a film of polycrystalline chromium was prepared on a
fused-silica substrate by rf sputtering at room tempera-
ture. Needle profiling techniques gave the thicknesses of
the a-SiOy and Cr layers as, respectively, 1000 and 100
nm with 10% accuracy.

The optical pump and probe method is used to generate
and detect strain pulses in the multilayer sample. The
strain pulses are excited by optical pump pulses at a
wavelength of 830 nm from a mode-locked Ti:sapphire la-
ser and focused to a spot diameter ~20 um on the front
surface of the sample at an incident angle of 30° by use of
s polarization. The FWHM (full width at half-maximum)
pump pulse duration is 700 fs after passing through an
acousto-optic modulator that chops the light at a fre-
quency of 1.5 MHz for lock-in detection purposes. The
pulse energy is 1 nd, and the laser repetition rate is 82
MHz. Second-harmonic light at a wavelength of 415 nm
is used for the probe, with a pulse energy of 0.2 nJ. This
produces a transient temperature rise ~4 K that is small
enough for linear theories for the sample response and for
the detection process to be appropriate. A delay line pro-
vides a variable delay of 0-600 ps between the pump and
the probe pulses, the latter focused onto the excitation re-
gion at normal incidence also from the front side of the
sample. The probe light spot diameter is ~10 um.

The presence of the strain pulse causes a time-
dependent change in the complex reflectance from its ini-
tial value rg = |rolexpligy) to 1o+ Or = |ry(1
+ plexpli(dy + d¢)], where the real quantities p and ¢
are the relative change in the modulus of the reflectance
and the change in phase, respectively. For the case
in which both p and 6¢ are much smaller than unity,
orlr = p + i8¢, and this should be calculable by use of
the theoretical result of Eq. (13). In general both p and
o¢ contain contributions from surface or interface dis-
placement as well as from the changes in dielectric con-
stants in the bulk of the sample. Therefore a modified
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Sagnac interferometer geometry? is used here to detect p
and 6¢ separately to provide a more stringent test for the
theory. The results are shown in Fig. 2. The relative
signal intensities in p and J¢ are retained in the plot by
use of the same scale for each (or differing by a factor of
2). The typical signal level is 1076 ~ 1075,

4. DISCUSSION

The main characteristics of the experimental results are
as follows: At ¢ = 0 the optical pump pulse is absorbed
in the Cr substrate, producing a strain, temperature, and
carrier distribution localized within a region of the order
of the optical skin depth of Cr (~15 nm). The strain
pulse is transmitted to the a-SiO, layer, and, for an inter-
val of ~170 ps, the outward propagation of the strain
pulse within the a-SiO, layer produces an oscillation in p
and 8¢ arising from the interference between the light re-
flected at the surface or interfaces and at the strain
pulse.!* The frequency of the oscillation is given by f
= 2N v;/\ ~ 40 GHz, where \ is the probe wavelength
and N; and v; refer to a-SiO,. The change in signal

8¢ (expt., thermal background subtracted)

8¢ (calc.)

6¢ (expt.)

2p (expt., thermal background subtracted)

p and 8¢ (arb. units)

2p (calc.)
-
p (expt.)
] 1 1 1 1 1
0 100 200 300 400 500 600

Delay Time (ps)

Fig. 2. Change in reflectance p (lower solid curve) and phase 5¢
(upper solid curve) obtained with a a-SiO,-Cr double layer on a
fused-silica substrate by use of a modified Sagnac interferometer
detection scheme. The fitted thermal background signals
(smooth curves) are shown superimposed on the raw data. The
theoretical curves are in good agreement with the experimental
data after the subtraction of the thermal background. Note that
p and 8¢ are plotted on the same vertical scale (or differing by a
factor of 2 where indicated).
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level near ¢ = 0 is caused by a combination of effects:
the motion of the Cr-SiO, interface, the change in tem-
perature, and the change in carrier distribution in the Cr.
The strain pulse reaches the sample surface at ~170 ps
and is reflected with a 7 phase change to produce subse-
quent signals similar to those in the interval from 0 to
170 ps. The abrupt changes in the average signal levels
in p and 8¢ at 170 ps are caused by an outward displace-
ment of the sample surface at this time. The magnitude
of this displacement is ~1 pm.

To analyze the experimental results more precisely, the
thermal background of the signal is approximated to a
single exponential form with a common time constant for
both p and 8¢, and this is subtracted from the raw data
(Fig. 2). The resulting curves are then compared with
the simulated data calculated by use of the parameters
shown in Table 1. The thickness, sound velocities, and
photoelastic constants were adjusted as fitting param-
eters by the least-squares technique. Other parameters
are adopted from the literature. The simulation is ex-
ecuted in three stages: the photoinduced strain pulse
generation, the strain pulse propagation, and the optical
strain pulse detection.

The generation stage is as described in Subsection 2.B,
taking full account of the multiple reflection of the pump
light. In fact the picosecond strain generation in metals
is governed by nonequilibrium electron diffusion and en-
ergy transfer between the excited electrons and the lat-
tice. This is well depicted by the two-temperature model
describing the evolution of the electron and lattice
temperatures.>!'1% In our case, however, the main con-
tribution to the observed signals arises from an integral of
the strain over the transparent SiO, layer, and thus these
signals are not sensitive to the detailed strain pulse shape
and strain generation mechanisms. We therefore make
the simplifying assumption that an instantaneous ther-
mal stress can adequately describe the strain pulse gen-
eration. We account for the electronic diffusion in the Cr
layer by setting u = 0.5 for the Cr layer. This is a rea-
sonable approximation for Cr.2 In fact, it turns out that
the calculated result here does not depend critically on w
for 0.5 < u < 1. A more precise analysis of the effect of
electron diffusion on strain pulse generation in Cr is
given in Ref. 39.

The propagation of the strain wave is traced step by
step in the time domain with a sufficiently small time
step At (=1 ps, in this case). Suppose the strain at the
time ¢ = ¢; is expressed as

Table 1. Parameters Used for the Simulation of
the Photoacoustic Signals®

Parameter a-Si0, Cr
Thickness (nm) 940 110
Refractive index at A = 830 nm 1.45° 4.26 + 4.32i¢
Refractive index at A = 415 nm 1.47° 1.54 + 3.71i¢
Longitudinal sound velocity (ms™!) 5430 66107
Mass density (g cm™%) 2.2¢ 7.15¢
dN/dn + idK/d»n -0.50 0.24 + 0.45;

%Values without a reference number correspond to fitted values.
b
Ref. 36.
‘Ref. 37.
dRef. 38.
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7(z, t;) = flz — vi)) + g(z + vt;) = Fi(z) + Gj(z)(. :
42

The functions F(z) and Gj(z) correspond to waves propa-
gating in the +z and —z directions, respectively. These
components evolve at time ¢; ; = ¢; + At according to

Fj1(2) = Fi(z — vAt), (43)

unless z is on an interface. At the interface z = z; be-
tween the region I (z < z;) and II (z > z;), the incident
strain wave is reflected and transmitted according to the
following relations:

Fiil(z;) = Fil(z; — v/Ae), (45)
Zyg—Zp
Gj+11(2i) = ijl(Zi — v/A?)
v 2Zy s
U_ZTZGJ (Zi + UIIAt)’ (46)
1 Zng I
11 Zr — Zy 11
Fi"(z;) = mGj (z; + vy AL)
Ur ZZI
+ U—ZTZFJ'I(ZL' — vAL), 47
112 1
Gj'(z) = G(z; + vyAt), (48)

where Z = pv is the acoustic impedance and quantities
are labeled I and II to denote which region they apply to.
By combining these relations, we can calculate the strain
and thus the displacement for any values of z and ¢.

Once the time evolution of the strain distribution is
known, the whole photoacoustic signal can be calculated
according to the procedure described in Subsection 2.A,
ignoring the contributions from the temperature change
and carrier distribution in Eq. (Al). As previously re-
ported, the strain pulses transmitted to the a-SiOy film
are unipolar in shape.!* Because the optical and non-
equilibrium electron penetration into the Cr is small com-
pared to the Cr thickness, Eq. (15) can be used to calcu-
late 6r/r. The fitted curves for p and d¢ are also plotted
in Fig. 2, again taking care to use the same scale factor for
the predicted p and ¢ variations to preserve their rela-
tive magnitudes. In addition to the detailed signal
shape, the relative intensities of p and &¢ are also well re-
produced. One feature of the experimental curves, the
slight maximum in p (or minimum in 8¢), at ¢ ~ 170 ps,
is also predicted. This is caused by a train of strain
pulses (produced by multiple reflection inside the Cr film)
reaching the a-SiO, surface and producing a temporally
staggered response. Moreover, the fitted sound velocities
and the photoelastic constant for a-SiO, (for which com-
parative data are available) are in reasonable agreement
with literature values.'#*%4!  The accuracies for the fit-
ted values in Table 1 are approximately =5 nm for thick-
nesses, approximately =25 ms™ ! for velocity, and approxi-
mately *£0.03 for photoelastic constants.

Although similar laser picosecond acoustics experi-
ments have been done on transparent films by use of re-
flectivity measurements,'*'® to our knowledge this re-

O. Matsuda and O. B. Wright

search represents the first attempt to simultaneously
monitor both p and &¢ for such samples. Therefore this
provides a more accurate test of the theory of optical
modulation.

We made use of a simplified model for the strain wave
generation and propagation. However, the procedures
for the calculation of the photoacoustic signal from the
spatial perturbation of the optical constants are exactly
the same for strain distributions arising from more so-
phisticated strain generation and propagation models,
such as those that would arise with use of the two-
temperature model'? or with the inclusion of frequency-
dependent acoustic attenuation. It should also be pos-
sible to simulate the raw experimental data when the
variations of the dielectric constants with temperature
and nonequilibrium electron distributions are included in
the model.

5. SUMMARY

In conclusion, we have derived general formulas for the
reflection and transmission of light incident normally on
an arbitrary multilayer structure subject to an inhomoge-
neous perturbation in its dielectric constants. The for-
mulas can be applied to the calculation of the transient
reflectance or transmittance for multilayer structures
containing transparent, semitransparent, or opaque lay-
ers if one can appropriately model the spatiotemporal
modulation of the dielectric constants. The validity of
the theory is demonstrated by comparison with experi-
mental transient reflectance and phase signals associated
with picosecond strain propagation in a structure contain-
ing transparent and opaque layers. From the fitting pro-
cedure we have derived some characteristic sample pa-
rameters, namely, the thicknesses, sound velocities, and
photoelastic constants. This powerful analytical tool
should provide a firm foundation for the application of ul-
trashort pulsed laser techniques to the quantitative in-
vestigation of acoustic strain transduction mechanisms,
to the analysis of transient temperature and electronic
distributions, and to the nondestructive diagnostics and
evaluation of complex microstructures and nanostruc-
tures in general. The method should also be useful in
longer time-scale photoacoustic and photothermal experi-
ments on microstructures.

APPENDIX A: BULK CONTRIBUTION TO
THE PERTURBATION OF THE
DIELECTRIC TENSOR

In this appendix we discuss the nature of the bulk contri-
bution to the inhomogeneous modulation of the dielectric
constant, that is, €, . We start the discussion from a con-
sideration of the dielectric tensor. The assumed isotropy
of the system reduces the complexity of the strain tensor.
In addition, because of this isotropy, both the displace-
ment vector connected with the elastic deformation and
the propagation direction of the strain wave are parallel
to the z axis. The displacement vector u can therefore be
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expressed as [0,0, u(z, ¢)], and the only nonzero strain
tensor component is 7,,(z, ¢).

Inhomogeneous strain, temperature, or carrier distri-
butions can modulate the dielectric tensor; for an opti-
cally isotropic material the deviation of the dielectric ten-
sor from its equilibrium value is assumed to be given by*?

Py O 0
Ae(z, t) = n,,| 0 Pia 0 | + (sAT + yAn)
L O 0 Py
[ 0 0
x|0 1 0f, (A1)
L0 0

where Py, P9, s, and vy are constant coefficients; AT is
the temperature deviation from its initial equilibrium
value; and An is the excited carrier density. For the
more general case, Eq. (A1) could be extended in principle
to include other terms, such as those arising from the
electro-optic or the magneto-optic effects. We assume
here that the perturbation is small enough to avoid sig-
nificant second-order contributions in Eq. (Al). There
are no off-diagonal components in the dielectric tensor in
Eq. (A1). It allows all the components of A¢;; to be deter-
mined, but under conditions of normal incidence consid-
ered in this paper we in fact are concerned only with Ae,,
and Ae,, as described in Subsection 2.A.

The first term in Eq. (Al) associated with the strain
arises because of the photoelastic effect. We now take a
brieflook at the significance of P; and P;5. Photoelastic
tensors are commonly defined through the dielectric im-
permeability tensor B;; = 1/¢; dE;/dD;:

AB

ij = TijklOkl = PijrsTrs>  Pijrs = TijkiChirs >

where o is the stress, c;;,, is the elastic stiffness, and
both 7;j,; and p;;,; are tensors, like P, , that character-
ize the photoelastic effect. The components of p;;.; are
the Pockels coefficients. We define small deviations AB
and Aein B and e. These quantities are related through

(B + AB)U(G + Ae)jk = (6 + AE)U(B + AB)Jk = 5ik'
Therefore
Afij = _ei)\AB)\;LEp,j7

AB;; = -BjA¢, B

ij e
The relation between the two photoelastic tensors p;jp,
and P;j; can therefore be derived as follows:

Aqu = _epiABijqu

= T€pi€igPijrsMrs

=P

pqrs Mrs -

So

qurs = T€pi€igPijrs - (Az)

In case of an isotropic material, Eq. (A2) is reduced to

_ .2
P,grs = —€Ppgrs, and the nonzero components of P,

are
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Py = Pyy = Pgs,
Py = Py = Pyg = P3y = Py = Py3,

1
P44:P55:P66:§(P11_P12),

with the abbreviated notation 1 = xx, 2 = yy, 3 = zz,
4=yz=2zy,5=zx =xz,and 6 = xy = yx.

In the present treatment we are concerned with the
case in which the only nonzero component of 7;; is 7., .
In this case the components of A¢;; that play a role in op-
tical modulation are

Aexx = AEyy = P127]zz = _62p12”zz = €. (A3)

Expressed in terms of the complex refractive index 7
= v Exx ’
Py, i3

ox Nz = TS 2z A4
27 7 9 P27 (A4)

The photoelastic and dielectric constants are complex,
wavelength-dependent quantities. Equation (A4) can be
rewritten as
di dN  dK n?
7 7 +1 dz g P1zs (A5)
where 7 = N + (K, and 7 is used as shorthand for 7,,.
Similarly, we can write
de (dN dK )
_:P12:2ﬁ_+i_,
dn dn dn

Am =

(A6)

where € = ¢, .

APPENDIX B: INTERFACE CONTRIBUTION
TO THE PERTURBATION OF THE
DIELECTRIC TENSOR

In this appendix we consider the interface contribution to
the inhomogeneous modulation of the dielectric con-
stants, that is, €;s. The origin of the position coordinate
z is defined to be fixed with respect to the equilibrium
state of the multilayer. In the presence of elastic defor-
mation, any point of the solid originally at z is displaced
toz + u(z). For points in the bulk of the multilayer dis-
tant from an interface, there is no need for a linearized
theory of the strain to distinguish between the deformed
position z + u(z) and the equilibrium position z.43 (Such
a linearized theory is valid in the present paper for which
strain amplitudes are no greater than ~10"*, implying
that 7,, is related to u through 7,, = Ju/dz.) However,
for points in the region of an interface between two media
of different dielectric constant, we have to take the dis-
placement of the interface position into account.

This can be seen when we express the perturbed dielec-
tric constant distribution €'(z) in terms of the equilib-
rium distribution e(z):

€(z) = ez — u(z)] + Ae(z)
= elz —u(z)] + Pyn(z), (BD)

where we abbreviated e,, by € and 7,, by 7. The pres-
ence of z — u(z) in the argument of € arises because of
the movement of material in accordance with the elastic
deformation. In the bulk of the sample, in a region dis-
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tant from any interface, we can write €[z — u(z)]
= €(z) — (deldz)u(z). The order of magnitude of Je/dz
and u(z) are, respectively, Ae/\ and n\, where 7is a typi-
cal strain amplitude and \ is of the order of the spatial
extent of the strain (in practice, of the order of the acous-
tic wavelength in the case of a propagating strain pulse).
The quantity A therefore cancels out, and e[z — u(z)]
= e(z) — O(nAe). For 7~ 10% the quantity €[z
— u(2)] can therefore be replaced to a good approxima-
tion by e(z) in Eq. (B1) in a region distant from any in-
terface.

In the region of an interface, however, one has to take
into account the deformation because, in that case, €(z) is
no longer a good approximation to e[z — u(z)]. As an
example, let us consider the spatial dependence of the di-
electric constant around the front surface of the
multilayer, that is, around the interface at z = z,. The
dielectric constant in the absence of any inhomogeneous
perturbation is given by

e for z < z,

Exx(z) = [E(l)
Taking account of the deformation, this is modified to
o [ P
€ (2) =
= eV + P(112)77(z)

for z >z,

for z < zy + u(zy),

for z > zy + u(zq)
(B2)

Equation (B2) represents the effect of the motion of the
front surface of the multilayer on €,,(z) together with
that of the photoelastic effect from the bulk. The com-
bined effect from all the interfaces and from the bulk of
the sample must be included in the complete analysis.
The inhomogeneous part of the dielectric constant ¢;;, is
conveniently divided into a part because of the bulk con-
tribution €, and a part because of the movement of the in-
terfaces €;/:
€in = €, T €. (B3)

According to Egs. (A1) and (B2), the component ¢, in the
nth layer can be expressed as

() = P n(2). (B4)

The component ¢, is zero for most values of z except in
the small regions encompassing the movement of each in-
terface. Around the interface at z = z, + u(z,), this
component is given by

[PV — Py Vn(z) + [e" — V]
[P"Y = PYn(z) + [ = )]

€fz) =
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APPENDIX C: DERIVATION OF THE
GREEN’S FUNCTION

In this appendix we discuss the transfer matrix method to
analyze the light-wave propagation in homogeneous mul-
tilayers and give the full description of the Green’s func-
tion.

For the moment we concentrate on finding the relation
between the coefficients a, and b,, in Eq. (10) according to
the boundary conditions at the interfaces, without incor-
porating the conditions at z — *o.

At any of the interfaces of the multilayer, the electric
and magnetic field parallel to the interface must be con-
tinuous. Because the magnetic field vector is given by

H(z) = curl E(z),

Lpow
the boundary condition at z is expressed as

Qo

bo

and the condition at z,(n # 0) as

ay

by

M, =M, |, (CD

Ap+1

MnQn bn+1

= Mn+1 > (02)

Qn
b,

1 1
Mn= kn _kn P

exp(ik,d,) 0
0 exp(—ik,d,)

Because matrices M, and @,, are all regular and have in-
verse matrices, the equations are reduced to

where

n =

Qo| _ aN+1
by bni1)
where
N
M= Mol( 1_[1 Mijlel)MNH. (C3)
=

Thus if two parameters out of the four, ay, by, ani1,
byi1, are known, then all other coefficients {a, , b,} are
uniquely determined.

for u(z,) >0, z,<z<z, + u(z,,
for u(z,) <0, z, + u(z, <z<z,, (B5)

0 otherwise.

As €, appears only in the integral of Eq. (9), and the region of the integration is restricted at most to z,
* u(z,), the first terms in the nonzero lines of Eq. (B5) produce a second-order effect whereas the second terms produce
a first-order effect. Thus we can neglect the first terms in Eq. (B5), giving

en) — glntl)
fif(Z) — { et _ )

0 otherwise.

for u(z,) >0, z, <z <z, + uz,),
for u(z,) <0, z, + u(z,) <z <z,, (B6)
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Because the light is incident from the z < 0 side of the
multilayer, b, ; can be chosen to be zero because no light
is expected to return from the substrate side. In this
case a is the amplitude of the electric field of the incident
light. The complex reflectance is then r = by/a,
= My;/M{;. The complex transmittance is given by 7
= aN+1/a0 = 1/M11.

Now we proceed to evaluate the Green’s function. The
right-hand side of Eq. (8) is zero unless z = z’. The
function G(z, z’) therefore can be expressed by two solu-
tions for Eq. (7), corresponding toz < z' and z > z’, that
are continuous atz = z":

lim[G(z,z —€) — G(z,z + €)] = 0. (C4)

€40
The above continuity is reasonable because the second de-
rivative in Eq. (8) would otherwise give a singularity
other than §(z — z’). The function G(z, z’) must also
satisfy

. z=z'+e 02 9

1= lim P + kZey(2)

)
e—+0 Jz=2"—¢

G(z, z')dz

z=z'+e€

J
—G(z, 2’
dz (22"

lim (C5)
e—0
Because the quantities E(z) and E(z) in Eq. (9) must
contain incident and reflected light components at z
— —o and only transmitted light at z — », G(z, z')
must give rise only to a +z propagating component at z
— o and to a —z propagating component at z — —o.
When we use these conditions, it is possible to con-
struct G(z, z'). For this purpose we use the general so-
lution of Eq. (7) that is discussed in Subsection 2.A.2. A
possible form of G(z, z') is then

G(z, z")

z=z'—€

g1(z"Ey(z;a9" = 0,0y = 1) for z < z’,
 |&2(2)Eo(z;a0" = 1, by = 0)  for 2> 2,
(C6)

with z' < 0. The coefficients g;, g5 depend only on z’
and can be determined by the conditions expressed by
Egs. (C4) and (C5). The solution for G(z, z') for z > z'
is proportional to that for Ey(z) in Eq. (9), where g5 is
used instead of a.

When measuring the reflectivity, we detect the reflected
light far from the sample. It is therefore sufficient to
evaluate Eq. (9) at some point z < 0 where no effect is
caused by the strain or other perturbations. This implies
that we need to know G(z, z') at any value of z' and at a
fixed observation point z < 0. On the other hand, Eq.
(C6) is convenient for expressing G(z, z') at any value of
z and fixed z’. This dilemma is resolved when we use the
reciprocity of the Green’s function, which can be demon-
strated as follows:
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52
f G(z, z2") o) + k2€,(2)|G(z, 2')dz
52
- fG(z, z") F + k2€,(2)|G(z, 2")dz
Z

=G(z',2") - GE",2') =0, (CT
where we calculate the integral by first using Eq. (8) and
then by partial integration. Thus we simply obtain the
Green’s function G(z < 0,z’) that we actually need for
Eq. (9) by interchanging z and z’ in G(z, z' < 0).

As described above, for the complex reflectance we re-
quire only the solution for G(z, z') for z' < 0. In this
case, the functions g; and g, can be readily calculated as

i

g1(z") = —[exp(ikoz’) + rexp(—ikoz')],
2k,
i .
go(2') = ——exp(—ikgz').
2k,
The form for g; has fortuitously the same form as Ey(z")
for z’ < 0. The result for the Green’s function becomes
G(Z7 Z/)
i

2k0(lo

exp(—tkoz)Ey(z") for z <z' <0,

exp(—ikyz')E((2) for z >2z',z' <O0.

(C8)
The symmetry of this result has a satisfying elegance.
The reciprocity gives

G(z,z")

2k0a0

i
2k0a0
4

2k0(10

exp(—itkoz")Ey(2) for z' <z <0,

for z’ >2,2<0

(C9)

exp(—ikoz)Ey(z")

for the required G(z, z') for Eq. (9)

To evaluate the transmittance, we need the G(z, z') for
z > zy, 2’ <z. Using the reciprocity relation of Eq.
(C7), we can convert the problem into one for which
G(z, z') is obtained for z’ > z5, z < z'. The boundary
conditions for z = *« are exactly the same as those de-
scribed above. Therefore G(z, z') is expressed as

G(z,z')

_ 81(z")Eo(z;a0" = 0,0 = 1)

" 82(z)Eo(z5an1" = 1,byy = 0)
with z7 > z,. This is essentially the same as Eq. (C6),
but the second line is expressed in a different way for

later convenience. The functions g; and g, are deter-
mined by the conditions of Egs. (C4) and (C5) as

for z < z’,

for z > z’,

g1(z') =

ga(2")

texplikyi1(z2" — zn)]

)

2koM 14

My exp[ —iky1(z" — zy)] — Mypexpliky1(z" — zp)]}
2kn My '
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Here, use has been made of the identity

M Moy — MMy = kni1/kg
obtained from Eq. (C3). The coefficients {a,’, b,’} for
Eyz';a9" = 0,by" = 1) are obtained from Eqgs. (C1) and

(C2). The reciprocity relation of Eq. (C7) gives the re-
quired function as in Eq. (16).

ACKNOWLEDGMENTS

The authors thank David Hurley for stimulating discus-
sions. This research is partially supported by Grant-in-
Aid for Scientific Research from the Ministry of Educa-
tion, Science, Sports, and Culture (Japan) and the
Murata Science Foundation.

*The e-mail address for O.
omatsuda@eng.hokudai.ac.jp.

Matsuda is

REFERENCES

1. C.Thomsen, H. T. Grahn, H. J. Maris, and J. Tauc, “Surface
generation and detection of phonons by picosecond light
pulses,” Phys. Rev. B 34, 4129-4138 (1986).

2. 0. B. Wright and K. Kawashima, “Coherent phonon detec-
tion from ultrafast surface vibrations,” Phys. Rev. Lett. 69,
1668-1671 (1992).

3. B. Perrin, B. Bonello, J. C. Jeannet, and E. Romatet, “In-
terferometric detection of hypersound waves in modulated
structures,” Prog. Nat. Sci. Suppl. 6, S444-S448 (1996).

4. D. H. Hurley and O. B. Wright, “Detection of ultrafast phe-
nomena by use of a modified Sagnac interferometer,” Opt.
Lett. 24, 1305-1307 (1999).

5. W. Chen, Y. Lu, H. J. Maris, and G. Xiao, “Picosecond ultra-
sonic study of localized phonon surface modes in Al/Ag su-
perlattices,” Phys. Rev. B 50, 14506—14515 (1994).

6. P. Basséras, S. M. Gracewski, G. W. Wicks, and R. J. D.
Miller, “Optical generation of high-frequency acoustic
waves in GaAs/Al,Ga;_,As periodic multilayer structures,”
J. Appl. Phys. 75, 2761-2767 (1994).

7. A. Bartels, T. Dekorsy, and H. Kurz, “Coherent zone-folded
longitudinal acoustic phonons in semiconductor superlat-
tices: excitation and detection,” Phys. Rev. Lett. 82, 1044—
1047 (1999).

8. K. Mizoguchi, M. Hase, S. Nakashima, and M. Nakayama,
“Observation of coherent folded acoustic phonons propagat-
ing in a GaAs/AlAs superlattice by two-color pump-probe
spectroscopy,” Phys. Rev. B 60, 8262—-8266 (1999).

9. H. E. Elsayed-Ali and T. Juhasz, “Femtosecond time-
resolved thermomodulation of thin gold films with different
crystal structures,” Phys. Rev. B 47, 13599-13610 (1993).

10. A. Miklos and A. Lorincz, “Transient thermoreflectance of
thin metal films in the picosecond regime,” J. Appl. Phys.
63, 2391-2395 (1988).

11. N. D. Fatti, C. Voisin, M. Achermann, S. Tzortzakis, D.
Christofilos, and F. Vallée, “Nonequilibrium electron dy-
namics in noble metals,” Phys. Rev. B 61, 16956-16966
(2000).

12. 0O. B. Wright and V. E. Gusev, “Ultrafast generation of
acoustic waves in copper,” IEEE Trans. Ultrason. Ferro-
electr. Freq. Control 42, 331-338 (1995).

13. O. B. Wright, “Ultrafast nonequilibrium stress generation
in gold and silver,” Phys. Rev. B 49, 9985-9988 (1994).

14. O. B. Wright, “Thickness and sound velocity measurement
in thin transparent films with laser picosecond acoustics,”
J. Appl. Phys. 71, 1617-1629 (1992).

15. O. B. Wright, “Laser picosecond acoustics in double-layer
transparent films,” Opt. Lett. 20, 632-634 (1995).

16. V. E. Gusev, “Laser hypersonics in fundamental and applied
research,” Acustica Suppl. 82, S37-S45 (1996).

17.

18.

19.

20.

21.

22.

23.

24.

25.

26.

27.

28.

29.

30.

31.

32.

33.

34.

35.
36.
37.
38.

39.

40.

O. Matsuda and O. B. Wright

J. A. Moon and J. Tauc, “Interference effects in pump-probe
spectroscopy of thin films,” J. Appl. Phys. 73, 4571-4578
(1993).

V. K. Subashiev and A. A. Kukharskii, “The reflection coef-
ficient of optically inhomogeneous solids,” Phys. Status So-
lidi 23, 447-452 (1967).

D. E. Aspnes and A. Frova, “Influence of spatially depen-
dent perturbations on modulated reflectance and absorp-
tion of solids,” Solid State Commun. 7, 155—-159 (1969).

R. Jacobsson, “Light reflection from films of continuously
varying refractive index,” in Progress in Optics, E. Wolf, ed.
(North-Holland, Amsterdam, 1965), Vol. 5, Chap. 5, pp.
247-286.

R. L. Hartman, “Green dyadic calculation for inhomoge-
neous optical media,” J. Opt. Soc. Am. A 17, 1067-1076
(2000).

G. Caviglia and A. Morro, “Reflection and transmission of
electromagnetic waves in planarly stratified media,” Nuovo
Cimento B 114, 885-901 (1999).

G. Chen and C. L. Tien, “Internal reflection effects on tran-
sient photothermal reflectance,” J. Appl. Phys. 73, 3461—
3466 (1993).

C. A. Paddock and G. L. Eesley, “Transient thermoreflec-
tance from metal films,” Opt. Lett. 11, 273-275 (1986).

S. D. Brorson, A. Kazeroonian, J. S. Moodera, D. W. Face, T.
K. Cheng, E. P. Ippen, M. S. Dresselhaus, and G. Dressel-
haus, “Femtosecond room-temperature measurement of the
electron-phonon coupling constant N in metallic supercon-
ductors,” Phys. Rev. Lett. 64, 2172-2175 (1990).

T. Q. Qiu and C. L. Tien, “Heat transfer mechanisms during
short-pulse laser heating of metals,” J. Heat Transfer 115,
835-841 (1993).

A. N. Smith, J. L. Hostetler, and P. M. Norris, “Nonequilib-
rium heating in metal films: an analytical and numerical
analysis,” Numer. Heat Transfer, Part A 35, 859-873
(1999).

J. Shah, Ultrafast Spectroscopy of Semiconductors and
Semiconductor Nanostructures (Springer, Heidelberg, Ger-
many, 1996).

R. Ziebold, T. Witte, M. Hubner, and R. G. Ulbrich, “Direct
observation of Fermi-pressure-driven electron-hole plasma
expansion in GaAs on a picosecond time scale,” Phys. Rev. B
61, 16610—-16618 (2000).

H. G. Walther, E. Welsch, and J. Opfermann, “Calculation
and measurement of the absorption in multilayer films by
means of photoacoustics,” Thin Solid Films 142, 27-35
(1986).

T. Elperin and G. Rudin, “Thermoelasticity problem for a
multilayer coating-substrate assembly irradiated by a laser
beam,” Int. Commun. Heat Mass Transfer 23, 133-142
(1996).

H. Hu, X. Wang, and X. Xu, “Generalized theory of the pho-
toacoustic effect in a multilayer material,” J. Appl. Phys. 86,
3953-3958 (1999).

J. A. Batista, A. M. Mansanares, E. C. da Silva, C. C. Vaz,
and L. C. M. Miranda, “Contrast enhancement in the detec-
tion of defects in transparent layered structures: the use
of optothermal interference technique in solar cell investi-
gation,” J. Appl. Phys. 88, 5079-5086 (2000).

F. Abeles, “Optics of thin films,” in Advanced Optical Tech-
niques, A. C. S. V. Heel, ed. (Wiley, New York, 1967), Chap.
5, pp. 143-188.

M. Born and E. Wolf, Principles of Optics, Tth ed. (Cam-
bridge U. Press, Cambridge, UK, 1999).

E. D. Palik, ed., Handbook of Optical Constants of Solids
(Academic, Boston, 1998).

D. R. Lide, ed., CRC Handbook of Chemistry and Physics,
79th ed. (CRC Press, Boca Raton, Fla., 1998).

G. W. C. Kaye and T. H. Laby, Tables of Physical and
Chemical Constants, 16th ed. (Longmans, London, 1995).
T. Saito, O. Matsuda, and O. B. Wright, “Ultrafast acoustic
phonon pulse generation in chromium,” Physica B 316—
317, 304-307 (2002).

R. W. Dixon, “Photoelastic properties of selected materials
and their relevance for applications to acoustic light modu-
lators and scanners,” J. Appl. Phys. 38, 5149-5153 (1967).



O. Matsuda and O. B. Wright

41.

0. L. Anderson, “Determination and some uses of isotropic 42.

elastic constants of polycrystalline aggregates using single-

crystal data,” in Physical Acoustics, W. P. Mason, ed. (Aca- 43.

demic, New York, 1965), Vol. 3B, Chap. 2, pp. 43-95.

Vol. 19, No. 12/December 2002/J. Opt. Soc. Am. B 3041

J. F. Nye, Physical Properties of Crystals (Oxford U. Press,
Oxford, UK, 1957).

B. A. Auld, Acoustic Fields and Waves in Solids, 2nd ed.
(Krieger, Malabar, Fla., 1990).



