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Stimulated Raman scattering of the 132- and 468-cm ™! optical lattice vibrations was investigated
along the c axis (z direction) of a-quartz. We measured the dependence of the Raman threshold in-
tensity on the polarization of the neodymium-doped yttrium aluminum garnet (Nd:YAG) laser
pump light and on temperature from 10 to 70 K. The polarization of the stimulated Raman Stokes
light was determined for different pump light polarizations. Raman optical activity was observed
for the 132-cm~! mode of a-quartz. In a right-handed, optically active quartz crystal the Raman
threshold intensity for left-handed, circularly polarized pump light was lower by a factor of about
1.5 than for right-handed circularly polarized light. Raman optical activity was not observed for
the 468-cm~! mode within our experimental accuracy. A theory of stimulated Raman scattering in-
cluding the effects of Raman optical activity is applied to quartz. Relations between the Raman
circular intensity difference and the magnetic dipole and electric quadrupole polarizabilities are de-
rived. The experimental results for both Raman modes are compared with a traveling wave and an

oscillator theory of stimulated Raman scattering.

I. INTRODUCTION

Stimulated Raman scattering (SRS) in a-quartz has
been studied with powerful ruby lasers at room tempera-
ture and liquid-helium temperature.! ~® The following re-
sults were obtained. The threshold intensity of SRS is
smaller at liquid-helium temperature than at room tem-
perature.> There is a competition between SRS from the
132-cm ™! E mode and the 468-cm~! 4, mode’ which de-
pends on the propagation direction and the polarization of
the pump light in the quartz crystal.’3 Mode-pulling ef-
fects observed for the 468-cm™! mode indicate that the
surfaces of the quartz crystal form a Raman resonator.?
In addition to stimulated Raman scattering, stimulated
Brillouin scattering!? was investigated, and optical dam-
age? of the surfaces of the crystal by the high laser inten-
sity was found. No systematic investigation of the depen-
dence of SRS on pump-light polarization and temperature
has been carried out. The coherent excitation of polari-
tons in a-quartz by a two-beam method, the generation of
infrared radiation, and the decay of the 468-cm~' pho-
nons were studied in Refs. 8—11.

Recently, the threshold intensity of SRS from the 132-
cm ™! mode along the ¢ axis of a-quartz was measured as
a function of pump-laser polarization at liquid-helium
temperature.!> The threshold intensities of right- and
left-circularly-polarized'® pump light differed by about a
factor of 1.5. The results were explained in terms of Ra-
man optical activity.

Raman optical activity was discovered about a decade
ago in optically active substances.!*~!7 A difference in
the spontaneous Raman intensities was observed for right-
and left-circularly-polarized incident light. The Raman
circular intensity difference is defined by!'® Agpont
=(S,—S;)/(S,+S;), where S, and S; are the spontaneous
Raman intensities for right- and left-circularly-polarized
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incident light, respectively. Agyon Was found to be of the
order of 10~3 for chiral molecules.'*!> It was shown that
the interference between the molecular polarizability and
optical activity tensors is responsible for Raman optical
activity.!” Investigations of the Raman optical activity of
chiral molecules provide structural and stereochemical in-
formation.!#!> Raman optical activity is complementary
to optical rotatory dispersion and circular dichroism in
the infrared spectral region.'®

In this paper we present the results of a systematic
theoretical and experimental investigation of stimulated
Raman scattering and Raman optical activity for light
propagation along the ¢ axis (z direction) of a-quartz. In
Sec. II the theory of stimulated Raman scattering and Ra-
man optical activity of Oudar et al.!® is resumed and ap-
plied to the 132- and 468-cm™~! modes of a-quartz. Ex-
pressions for the Raman circular intensity difference are
derived. The threshold intensity of SRS and the polariza-
tion properties of the Raman Stokes light are treated with
the use of a traveling-wave theory and an oscillator theory
of SRS. In Sec. III the experimental setup is described
and the experimental results are presented and discussed.
The dependence of the threshold intensity of SRS on
pump-laser polarization and temperature and the charac-
teristics of the Raman Stokes polarization are investigated
experimentally for the 132- and 468-cm~' modes and
compared with theory. The results are summarized in
Sec. IV.

II. THEORY

We describe first a traveling-wave theory for the Ra-
man generator, in which the Stokes light is amplified dur-
ing one passage through the crystal. The theory is then
extended to the Raman oscillator where the end surfaces
of the crystal form the resonator. The experimental re-
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sults will be shown [see Sec. III B 1(a)] to lie between the
limiting cases of the Raman generator and oscillator be-
cause the end surfaces of the crystal are not perfectly
parallel to one another. This fact limits the number of
passages through the crystal and causes a dependence of
the Raman amplification on the angle between the en-
trance and exit surface of the crystal.

A. General equations

1. Wave equation

The interaction of the light fields with the scattering
medium is described by the wave equation'®
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E is the electric field vector, € the dielectric tensor, and ¢
the velocity of light in vacuum. The polarization vector

P4, the magnetization vector M, and the tensor 6’4 of
the electric quadrupole moment density are written as
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The first terms on the right-hand sides of Egs. (2) cause
optical activity. They are discussed in detail in the next
section. The second terms describe stimulated Raman
scattering, including the effects of Raman optical activity.

The nonlinear polarization PN js given to first order in
u /A, where u is a typical atomic distance and A is the
wavelength of light, by
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where X (3),32 MD and X EQ are higher-order nonlinear sus-
ceptibilities. The nonlinear magnetization MM and the
electric quadrupole moment density GNL are assumed to
be proportional to the third power of the electric field vec-
tor E. The first term on the right-hand side of Eq. (3)
leads to stimulated Raman scattering. The second and
third terms of Eq. (3) together with M™NL and 6 NL are re-
sponsible for the effects of Raman optical activity on
SRS.

To simplify the wave equation (1) we make the ansatz
of plane waves with slowly varying amplitudes.”® We
have
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+c.c.}, (4)
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PA=L{(PLOALPLNY)expli(k z—wp1t)]
+(i;S’OA+§S’NL)exp[i(kSz—a)st)] +c.c.} .
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The superscripts OA and NL characterize terms leading
to optical activity and stimulated Raman scattering,
respectively. M4 and QA are written analogous to P4
The light beams propagate in the z direction. K and o are
the wave vector and frequency of the light field, respec-
tively. The subscripts and superscripts L and S stand for
the laser and Raman Stokes fields, respectively. Neglect-
ing second derivatives of the amplitudes with respect to
space, we obtain the following for the amplitude of the
Stokes field in the steady-state case:
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The effective polarizations P? leading to stimulated Ra-
man scattering (e =NL) and optical activity (e=0A) are
discussed below.

2. Optical activity

Optical activity has been treated on a molecular basis by
Born,?! who obtained simple results for quartz. Different
approaches to the phenomenological treatment of optical
activity are discussed by Bokut’ et al. 22 In our calcula-
tions the terms in Egs. (2) have been chosen in such a way
to reproduce the simple results of Born’s treatment.

We treat the special case of optical activity in a-quartz
for light propagatlon in the z direction. We introduce the
gyration tensor? {,‘ which has the same form as the dielec-
tric tensor € of quartz, i.e., it has only diagonal ele-
ments §,, =&y, and §,,. The second-rank tensors & Z41 and
e T2 of Eqs (2a) and (2b) are connected to the gyratlon
tensor by?!

Z-’AI___% , (8)
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The third-rank tensor A of Eq. (2¢) couples the electric
quadrupole moment to the light field. It has the same
form as the tensor A which is responsible for Raman opti-
cal activity of the 468-cm ™! mode of quartz (see Appen-
dix).

The plane-wave approximation of Egs. (4) and (5) is
substituted in Egs. (2). The effective polarization P, is
then given by
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where l?s =(0,0, 1) is the unit vector in the z direction.

3. Nonlinear susceptibilities

The effective nonlinear polarization ?im has been treat-
ed in detail in Ref. 19. We shortly summarize the essen-
tial parts of the calculations.

It is convenient to fold the various contributions to the
nonlinear susceptibilities X into a single effective suscepti-

bility such that |

N
X?flﬁl =
2h608V
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8;jx is the fully antisymmetric Levi-Civita tensor.’* n;

and ng are the refractive indices at the laser and Stokes
frequency, respectively. N is the number density of primi-
tive cells in the crystal, 6V is the spontaneous Raman
linewidth (in cm '), and A is Planck’s constant. The elec-
tric dipole polarizability @ is responsible for Raman
scattering. It can be seen from Eq. (13) that the interfer-
ence terms between the electric dipole polarizability tensor
d and the magnetic dipole and electric quadrupole polari-
zability tensors G’ and A lead to Raman optical activity.
In the following sections the theory of SRS and Raman
optical activity presented above is applied to the 132- and
468-cm ! modes of a-quartz.

B. 132-cm~! mode

1. Differential equations and solutions

The Raman scattering tensor & of the 132-cm™! E
mode of a-quartz is given by>?*—23

c 0 O

ax)=1|0 —c d|, (14a)
0 d O
0 —c —d

ay)=|—c 0 O (14b)
—d 0 O

The x direction corresponds to the a; axis of the quartz
crystal. The y axis is orthogonal to the x and z direction.
The magnetic dipole polarizability tensor G and the elec-
tric quadrupole polarizability tensor A are given in the
Appendix. For our calculations we need the tensor com-
ponents

A(X): Apgy=Aype =Ag, A=Ay, =0, (152)

A(P): Agy=Ay =0, App=—A, =A;.  (15b)
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Py, =XiuEfELE] . (12)

The nonlinear susceptibilities entering X have been
shown!® to be related to the matrix elements (f|&|i),
(£1G"|i), and {f|A|i) of the electric dipole polariza-
bility &, the magnetic dipole polarizability G=iG’, and
the electric quadrupole polarizability A, respectively. The
matrix element (f |d | i) of the electric dipole polarizabil-
ity tensor @ for the Raman transition between states i and
f is termed the Raman scattering tensor. To simplify the
notation we write, for the matrix element {(f |@|i) of the
electric dipole polarizability tensor with components
(flay | i), simply & and ay;, respectively. A similar no-
tation is used for the other polarizability tensors. Using
the relations given in Ref. 19, we get

[ajor—ia;j(npGipdpk: —nsGipdpr) +iaw(ng Gipd,;, —nsGip8yir)

(13)

IThe x and y components of G’ have the same form as
those of @ (see Appendix).

We consider first stimulated Raman scattering in the
forward direction and substitute Egs. (11)—(15) in Eq. (6).
The equations for the x and y components of the Stokes
field ES are given by

dE;
5, =& EX P +IAJECE™ — EX" EDES
+(E{*Ey —ExEy* +iA[| E* | ))Ey)
+BsE; , (16)
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+[ | EX |2~ i AN EL*E}f —ELE[*)ES)

—BsE; . (17)

The following abbreviations have been used: Raman gain
factor
g.=(2nNawsc?)/(heinsdv,) , (18)

specific rotatory power for the Stokes light

4
Bs=30s |bat S — g kshue | [hnsco), (19
which is positive for left-handed, optically active quartz,'*
and the quantity

Af=—[6G.(ny —ng)+(ky —kg)A41/3¢c , (20)

which describes Raman optical activity for forward
scattering. It will be shown in Sec. II B3 that A is equal
to the Raman circular intensity difference Ay, used in
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spontaneous Raman scattering.!® For backward scattering
we get

A= _[6G.(ny +ng)+(ky +ks)Ag]/3c . 21

It is convenient to introduce left- and right-handed
circularly-polarized light fields'®

E/=E}+iE],
E!=E]—-iE],

(22a)
(22b)

respectively (j=L,S). Equations (16) and (17) can then be
written for forward Raman scattering in the simple form

dES
5, = 28 ITE +iBsE], (23)
dE;
=& I EF—iBsE} . (24)

IF and IF are the intensities of the right- and left-handed
circularly-polarized components of the pump laser light.
gF and gf are the corresponding forward Raman gain fac-
tors, which are given by

16
g =—"g,(14+AD =g (1+AD), 25)
Cohy

gi=g.(1—AD) . ' (26)

The Raman gain factor g, is estimated in Sec. IIIC 1(b) to
be about 31072 cm/MW for T <10 K. Its temperature
dependence is given by the inverse spontaneous Raman
linewidth 1/8v, [see Eq. (18)].

It is interesting to note that according to Egs. (23) and
(24) there is no coupling between the right- and left-
handed Stokes components. For forward Raman scatter-
ing the right-circularly-polarized Stokes component E,S is
amplified by the left-circularly-polarized laser intensity IF
and vice versa.

Equations (23) and (24) are solved and yield the forward
scattered Stokes fields for a traveling-wave system of
length [,

ES=EO)exp(+gfTf1+iBsl) , Qn
Ef=Ef(0)exp(2glTFI—iBsl) . (28)

EZ>(0) and E{(0) are the initial values of the Stokes fields.
The x and y components of the Stokes field may be ob-
tained from Egs. (22), (27), and (28).

For elliptically polarized laser light, the forward Stokes
intensity I° for a traveling-wave system is obtained from
Eqgs. (27) and (28):

IS=I30)exp(gfTF 1) +17(0)exp(gfTLl) | (29)

where 15(0) and I5(0) are the initial values of the Stokes
intensities.

In our experiments elliptically polarized pump light is
generated by a polarizer and a quarter-wave plate (see Sec.
III A). The transmission direction of the polarizer and the
optical axis of the quarter-wave plate form an angle y.
When I is the intensity of the incident light wave, the in-
tensities of the right- and left-handed circularly-polarized
components of the elliptically polarized pump wave can be
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shown to be given by
IF=2I(1+sin2y), (30a)
If=+I(1—sin2y) . (30b)

In the following sections we derive an expression for the
threshold intensity of SRS and discuss the polarization of
the Stokes light.

2. Threshold intensity for stimulated Raman scattering

We define the threshold intensity I*" for stimulated Ra-
man scattering as the laser intensity where the Raman
Stokes signal IS becomes detectable by our detection sys-
tem. This corresponds to a Raman conversion efficiency
of about 1%. The experimental detection limit I3 of the
Stokes intensity and the laser intensities of Eq. (30) are
substituted in Eq. (29). We get an equation for the deter-
mination of the threshold intensity I'*" of SRS:

I3 =I50)exp[ +gfT™ (1 —sin2y)]
+I(0)expl +gf1™1(1+sin2y)] . (31)

The threshold intensity I'! is calculated numerically from
Eq. (31).2 If g,F ;&g,F , there is a difference in the thresh-
old intensities of right- and left-circularly-polarized pump
light (y =45° and 135°, respectively), which is due to Ra-
man optical activity.

It is interesting to discuss approximate solutions of
Egs. (29) and (31). For g,F I,I‘> g,F I,L the second term
on the right-hand side of Eq. (29) dominates. Neglecting
the first term, we find for the right-circularly-polarized
component of the threshold intensity

It =In[I3/15(0)]/gf1 . (32)

From an estimate of the initial values of the Stokes inten-
sity we calculate for the traveling-wave system a threshold
gain of

Gl=gFrti~30, (33)

which is needed to exceed the detection limit 1 bq. With the
use of Eq. (30a) the incident laser intensity at threshold as
a function of ¥ is given by

" 21
I(y)= Tsin2y (34)
For g,F TF < gIF I IL an analogous expression may be derived.
Equations (18), (25), and (32) show that the threshold
intensity I'h is proportional to the spontaneous Raman
linewidth &v,, i.e., for a traveling-wave system the tem-
perature dependence of I'? is the same as that of §v,.

3. Raman circular intensity difference

In spontaneous Raman scattering the Raman circular
intensity difference Ag,on, Was used to characterize Raman
optical activity. It is defined by'® Agon=(S,—S;)/
(S, +S;), where S, and S; are the spontaneous Raman in-
tensities for right- and left-circularly-polarized incident
light, respectively. Both the spontaneous Raman intensity
S and the Raman gain factor g are proportional to the Ra-
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man scattering cross section.”’ For forward scattering the
Raman circular intensity difference may therefore be writ-
ten as

AL =g —gl /(gF +g) . (35)

Using Egs. (25) and (26) for gf and gf, we find Afpom
=AF., The Raman circular intensity difference may
be determined from Raman gain measurements. !’

For circularly-polarized pump light the Raman thresh-
old intensity is given by I' or I/, which is proportional
to 1/g, or 1/g;, respectively [see, e.g., Eq. (32)]. With
these relations Eq. (35) is written as

AL =A== — 1) /P I (36)

This equation is also valid for backward scattering if su-
perscript F is replaced by B and the Raman threshold in-
tensity is measured in the backward direction. Applica-
tion of Eq. (36) to experiments should be considered with
caution, because in traveling-wave systems there is often a
competition between forward and backward SRS, which
has not been taken into account in the derivation of Eq.
(36).

4. Polarization of the Raman Stokes light

The polarization of the Stokes light of stimulated Ra-
man scattering in the traveling-wave system is discussed
for different elliptical polarizations of the pump laser
light with the use of Egs. (27)—(30). As an example we
consider the case where g; >g,F ,eg., 8l = 1.5g,F . Four dif-
ferent situations are to be distinguished.

(i) The right-circularly-polarized component of the el-
liptically polarized pump light dominates, i.e., gfrk
>giIf. This condition is fulfilled when the angle y be-
tween the electric field vector of the incident light and the
optical axis of the quarter-wave plate which generates the
elliptically polarized pump light (see Sec. III A) is in the
range 0°<y <90° for gF=1.5¢f. The first term on the
right-hand side of Eq. (29) is neglected. The Stokes light
is left circularly polarized in a good approximation. It has
the opposite sense of rotation as the elliptically polarized
pump wave.

(i) For gfIF<gfIl (100°<y <1709 the left-
circularly-polarized component of the pump light dom-
inates, and the Raman light is right circularly polarized.

(iti) gfIF~g{ T} (90°<y <100° and 170 <y <180°). In
these regions the Stokes light is elliptically polarized. The
detailed Stokes polarization depends on the Raman gain
factors and the laser polarization.

(iv) For gfIF=gfI}f (y~95.8° and 174.2° for g}
=1.5g/) the Raman light should be linearly polarized be-
cause the right- and left-handed Stokes components have
equal amplitudes [see Egs. (27) and (28)]. The orientation
of the electric field vector of the Stokes wave depends on
the optical rotatory power Ss.

5. Raman oscillator theory

(a) Frequency dependence of the Raman gain factor.
There is experimental evidence that the surfaces of the
quartz crystal act as a resonator for the Stokes light [see
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FIG. 1. (a) Gain profiles for forward and backward SRS of
circularly polarized pump light. (b) and (c) Quartz crystal acting
as a Raman resonator (for details see text).

Sec. IIIB1(a)]. In the Raman oscillator forward and
backward Raman scattering occur, which have different
frequencies and gain factors for the 132-cm™! mode be-
cause of the different wave vectors of the excited phonons.
A linear wave-vector dependence of the frequency of the
132-cm~! mode was found in Ref. 6. The mode is doubly
degenerate for zero wave vector of the phonons, but the
degeneracy is lifted to first order in wave vector along the
¢ axis. The Raman spectrum of the 132-cm~'! mode
shows at liquid-helium temperatures two closely spaced
narrow lines which are circularly polarized with the oppo-
site sense of rotation of the electric field vector.® The line
splitting increases linearly with the wave vector of the
132-cm~! phonon. For a pump-laser wavelength of 1.064
pm it is 6 10~* and 0.083 cm™! for forward and back-
ward scattering, respectively.® The Raman linewidth of
each component is 87, =0.05 cm~! for T <10 K.}

The frequency dependence of the Raman gain factor is
determined by the shape of the spontaneous Raman line.?°
Therefore, the behavior of the Raman oscillator is strong-
ly affected by the splitting of the 132-cm~! Raman line.
Figure 1(a) shows the frequency dependence of the Raman
gain factor g for left- and right-circularly-polarized pump
light as broken and solid lines, respectively. The Raman
gain curves for both polarizations are clearly separated for
backward scattering due to the frequency splitting of the
Raman lines (vg;—vg,=8.3%x10~2 cm™!). The splitting
vE —vE =6x10~* cm~! for forward scattering is too
small to be seen in Fig. 1(a), we assume Vs, ~V; =Vvg. The
peak values g78, gf¥, and gP? of the gain factors of left-
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and right-circularly-polarized pump light are different be-
cause Raman optical activity depends on the scattering
direction [see Egs. (20, (21), (25), and (26)]. It should be
noted that subscript r (or /) of the gain factor refers to the
pump light polarization. It corresponds to subscript / (or 7)
of the Stokes frequency, because laser and Stokes light
have the opposite sense of rotation of the electric field
vector for the 132-cm™! mode in quartz (see Sec. IIB4).
The first and second superscripts of g refer to the super-
scripts of the Stokes frequency vy and the stimulated Ra-
man circular intensity difference A, respectively It will
be dlscussed in Sec. IIIB l(c) that 1n our experiments
AF~0 and A2£0, i.e., g/ ~g{T and gPB-£gfE

(b) Stimulated Raman Stokes intensity. As an example
we treat an oscillator pumped with right-circularly-
polarized laser light. We consider first the case where the
Raman oscillator starts with forward scattering [see Fig.
1(b)]. The Stokes light with frequency Ve is amplified

with gain factor g/F=g,(1+ AL, which corresponds to g/

of Eq. (25). After reflection at the end surface of the crys-
tal, it is amplified at the wing of the backward scattering
gain profile [see Fig. 1(a)] with gain factor

glB=gPB /[ 1+ —VE)2/(8%. /2)%], 37

where g8 =g.(1+AZF). At the reflection, the polarization
of circularly-polarized light is changed from left to right
and vice versa. This is due to the change of propagation
direction, while the sense of rotation of the electric field
vector in a frame fixed in space remains unchanged at re-
flection.?® The Raman gain depends on the relative sense
of rotation of the laser and Stokes electric field vectors,
which is not changed at reflection. Therefore, for back-
ward Raman scattering the same laser and Stokes com-
ponents interact with each other as for forward Raman
scattering.

There is a second amplification process in the Raman
oscillator [see Fig. 1(c)]. It starts with Raman backward
scattering with frequency ¥g. The Stokes light is first

]
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amplified with gain factor g2 and after reflection with

[see Fig. 1(a)]
g2 =gl /1 +(v§ -6 /(8% /2)4] . (38)

We discuss now the iterative steps of the calculation of
the left-circularly-polarized Stokes intensity I} (m) after m
passages through the crystal with length /. After the first
run we get for forward scattering with frequency v5 [Fig.
1(b)]

IFF()=crF(explgFTE (1)1
and for backward scattering with frequency vey [Fig. 1(c)]
IPB()=crF(exp[gP2rF (11T,

where IX(1) is the intensity of the right-circularly-
polarized laser component at the first run through the
crystal. We assumed the initial Stokes intensity for for-
ward and backward scattering to be given by CI The
constant C is estimated from spontaneous Raman data.
After the second run we get for the forward Stokes inten-
sity

IFF(2)=crF)exp[g/F1F(2)1]
+RIPE(Dexp[gZTF2)I],

where the second term on the right-hand side represents
the amplified reflected backward Stokes intensity of the
first run. R is the reflectivity of the quartz surfaces. The
backward Stokes intensity is given by

IFB(2)=CIF(2)exp[gPPIE(2)1]

(39a)

+RIFF(Dexp[gPPIE2)1] . (39b)

In the third run we take into account that the first and
second terms on the nght-hand side of Eq. (39b) have dif-
ferent frequencies ve and v, respectively. After reflec-
tion they are amplified therefore with different gain fac-
tors. The forward Stokes intensity is given by

IFF3)=crIE(3)exp[gFIE(3) 11+ RCIE(2)exp[g ZBIE(2)1 + g PFTF(3)11+ R (Vexp[g PR (2)1 +-gFFIE(3)1] .

An equivalent expression is obtained for the backward direction. After m passages through the crystal we get for the

forward Stokes intensity outside the crystal (m even)

m/2—1
I (m)=(1—R)C lexp[gFTE(m)I] | IF(m 2 ILm v R%exp [I S [gFTF2p)+g! BIL(z,.L+1)]”
v=1 p=m/2—v
m/2—1 BFL
+ > IHm—2v—1)R®*Vlexp |I (g22rlou—1)+gPrrkomw] | | . (40)
v=0 p=m/2—v

Mode-pulling effects are neglected in Eq. (40).

An expression similar to Eq. (40) can be derived for
right-circularly-polarized Stokes light, leaving the Raman
oscillator in the forward direction. When the laser light is
elliptically polarized, the total intensity is given by
IS=I13+17.

(c) Threshold intensity for stimulated Raman scattering.
We discuss the dependence of the threshold intensity I
on pump-laser polarization, which is varied by changing

r
the angle vy between the electric field vector of the laser
light and the optical axis of a quarter-wave plate (see Sec.
IITA). We cons1der first the region of laser polarization,
i.e., of y, where IS <<I7. It can be seen from Eq. (33) that
an ampliflcatlon of the Stokes light of about e3° is neces-
sary to exceed the experimental detection limit I5. This
amplification is reached in Eq. (40) when the right-
circularly-polarized component I* of the pump light
exceeds the threshold value I} th Using Eq. (30), we find
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the threshold intensity of the incident laser light

orth
I'y)=—"T—— 41
) 14sin2y (41a)
In the region of ¥ where I® dominates, we get
21
IMy)=———7—. 41b
) 1—sin2y ( )

It is interesting to note that the dependence of the thresh-
old intensity on pump polarization is the same for the Ra-
man oscillator and the traveling-wave system [see, e.g.,
Eq. (34)] over almost the complete range of y. The abso-
lute values of the threshold intensities I,t s II , and It
differ substantially for the oscillator and traveling-wave
system.

For the calculation of the absolute values of the Raman
threshold we use a gain factor of g, =3Xx 1073 cm/MW
[see Sec. IIIC 1(b)] and a crystal length of /=8 cm. It
will be shown in Sec. III B 1(c) that agreement with experi-
ments is obtained with Raman circular intensity differ-
ences AFY=0 and A?=0.48. In the oscillator calculations
we use a Gaussian time dependence of the pump-laser
pulse with a 1/e half-width of 11 ns and a reflectivity of
the quartz surfaces of R =0.04. With the numbers given
above we find threshold intensities for right-circularly-
polarized pump light of 833 and 212 MW/cm? for the
traveling-wave system and the oscillator system [Eq. (40)],
respectively. Owing to the feedback from the crystal sur-
faces, the threshold intensity of the oscillator system is
substantially lower than for the traveling-wave system.

The temperature dependence of the Raman oscillator
threshold intensity is more complicated than for the
traveling-wave system. There are two counteracting ef-
fects. (i) The gain factors g/ and g?? decrease with in-
creasing temperature because of the increasing Raman
linewidth® 8V, [see Egs. (18) and (25)]. This effect is the
same as 1n the travelmg wave system (ii) For the gain
factors g, B and g2 ¥ the decrease of g, 5 and g,F F with T is
compensated by the increase of the Lorentz factors in Egs.
(37) and (38). As a result the threshold intensity for the
oscillator system rises less with temperature than for the
traveling-wave system. The results of quantitative calcu-
lations using the numbers given above and the Raman
linewidth from Ref. 5 are shown in Fig. 5.

The polarization properties of the Raman Stokes light
for the oscillator system are similar to the traveling-wave
system (see Sec. IIB4).

C. 468-cm~! mode

1. Differential equations and solutions

The Raman scattering tensor of the 468-cm ! 4; mode

is given by»23—25
a00

a@=10a 0]. (42)
005b

The magnetic dipole polarizability tensor G’ and the elec-
tric quadrupole polarizability tensor A are given in the
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Appendix. Tensor G’ is obtained from (42) by replacing a
and b by G, and Gy, respectively. For our calculations we

need the following tensor components of A:

Ay = —Aype =4,

and (43)
Axox =Aygy =

We substitute Egs. (11)—(13), (42), and (43) in Eq. (6)
and get differential equations for the x and y components
of the Stokes field for the traveling-wave case:

dEf 1 L Fi L y-L* Lk =L N
— =%l E |2+ iAl(EFES* —EF*EL)ES
+(EFEF* —iAL | EL | YE]) +BsE;
s 44)
dEy 1 - L¥* =L F L 2 N
— =1 S {(Ex*Ey +iA; |E" | P)E;

+L1 By | P +i80( B Ey" —ES" Ey)E))

—BsES . (45)

The Raman gain factor of the 468-cm ! mode is

2rNos
8= __—a°. (46)
8 hegngdv,

Collp

&=
The Raman optical activity for forward and backward
Raman scattering is characterized by

=—[6G,(ny +ng)+(k; +kg)Ap]/6a ,

AZ=—[6G,(n, —ng)+(k, —ks)4p1/6a ,

(47a)
(47b)

respectively.

The differential equations for the right- and left-
circularly-polarized components of the Stokes field are ob-
tained from Egs. (22), (44), and (45). We have

dE?

2 = $&l(1+280 | Ef |’E7 + ECE[ " E[1+iBsE;
48)

dES

dz’ = g [EFEF*ES+(1—2A0) | EE | 2ES)—iBsES .

(49)

We take into account optical activity of the quartz crystal
by substituting the following for the light fields in Egs.
(48) and (49):

Ef =ElexpliB;z) , (50a)

=L,S). (50b)

Equation (49) is then differentiated with respect toz. In
the resultmg equation the Stokes field E; and the deriva-
tive dE 5/dz are expressed by E; with the use of Egs. (49)
and (48) respectxvely We get a second-order differential
equation for E 5:

=F ,exp( —iBz) (j
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CEF |, | B/ |°— | B |? dE}
— |38 |EL|? 1400 —2i(By, — :
dzz l2ga| ‘ + a IEL|2 I(BL BS) dz
— (3 @AD? | Ef || Ef | +i(BL—Bs)8 | EF | (1-28)]E7=0. (51
Equation (51) is solved by the ansatz
E§=Cexp(riz)+ Cyexp(r,z) . (52)

The expressions for r; and r, are not given here because they are too lengthy and a simple approximation is found for
our experimental situation. The difference 3; — Bs between the optical rotatory powers at the laser and Stokes frequency
is about 0.18 rad/cm.”’” The Raman gain factor has been estimated in Sec. IIIC 1(b) to be g,=(1.1+0.4)x 107>
cm/MW for A; =1.064 um at T <70 K. It will be shown in Sec. III C 1(a) that the threshold intensity I'*? for the 468-
cm ™! mode is about 1.4 GW/cm?, i.e., g, /% >1.5 cm ', and nearly independent of pump-laser polarization. From these
results it follows that B, —Bs <<g,I* and A,(IF—IF)/I* <<1. Using these approximations, we get from Egs. (51) and

(52)

2 yLyL L L
BL —ﬁs Ir II pIr —II
S ] s T
BL—Bs |’ IFIf If
L . _t
=8\ | ey TR PP

The right-circularly-polarized Stokes component E Sis
calculated from Egs. (49) and (52). With the use of the re-
sults for ES and E;, the constants C; and C, are deter-
mined as a function of the initial conditions ES(0) and
E(0) for the Stokes light. The Raman gain for the
Stokes light field corresponds to the real parts of r; and
ry. For (B —Bs)/g.d" <<1 we find Re{r;} >>Re{r,]}
and obtain the following for the Stokes fields of a
traveling-wave system with length /:

Ef= {[ | Ef |2E¥(0)+ E{ E}*EF(0)] /(2| E* | )}
xXexp(ril—ifBsl), (55)
ES=EPEr/EF . (56)
We calculate the total Stokes intensity I =I,s +1 IS from

Eqgs. (55) and (56). Neglecting the second term in the
square brackets of Eq. (53), we get

IS=I50)exp{g, T 1+ 2A5(IF—1F) /11113, (57)

where I5(0) is an effective initial value that may be calcu-
lated from the square bracket of Eq. (55).

2. Threshold intensity for stimulated Raman scattering

The threshold intensity I'™ for SRS is obtained from
Eq. (57) by equating the Stokes intensity to the experimen-
tal detection limit I ,§ . Neglecting Raman optical activity
(AF=0) we get

Ith=In[I5/1%0)1/(g,]) . (58)

The only term in Eq. (58) which depends on the pump-
laser polarization is the effective initial value I°(0). How-
ever, this dependence may be neglected because IS(0)
enters via the logarithmic term in Eq. (58). For negligible
Raman optical activity we expect the threshold intensity

L

I,
—2i (B —BS)I_L > (53)

(54)

for SRS from the 468-cm~! mode to be independent of
the pump-laser polarization. This behavior is in contrast
to the threshold intensity dependence of the 132-cm™!
mode. The difference between both modes is due to their
different symmetry.

3. Polarization of the Raman Stokes light

For a discussion of the polarization properties a few
fundamental relations of polarization optics should be re-
called. The magnitudes E¢ and E, of the principal axes
of elliptically polarized light are determined by the ampli-
tudes of the right- and left-circularly-polarized com-
ponents?®

Ef
Eq

I

(|El|+|El),

5 (59a)
=L(|El| - |El|) (j=L,S).

(59b)

The orientation of the axes is obtained from the phase
difference of the right- and left-circularly-polarized fields.
Using Eqgs. (55), (56), and (59), we calculate the major and
minor axes of the ellipse of the Raman Stokes light

(60a)
(60b)

E{=Ef |E}|/|Ef| ,
Ey=E;|E’|/|Ef| .
It follows immediately from Eqgs. (60) that the ratios of

major to minor axis of the ellipse of Stokes and laser light
are equal, i.e.,

S ,»S_pL L
E;/Ey,=E¢/Ey . (61)
The principal axes of the ellipses of Stokes and laser light

have, in general, different orientations depending on the
values of the optical rotatory powers B, and Bs.
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FIG. 2. Experimental setup for the investigation of SRS from
the 132- and 468-cm™! modes of a-quartz. F1, F2, and F3—
filters; PD1, PD2, and PD3—photodiodes; POL and AN—
polarizers; QWP1 and QWP2—quarter-wave plates; L—Iens;
GP—glass plate; and TP—90° deflecting prism.

4. Raman osciliator theory

The oscillator theory for the 468-cm ! mode is simpler
than for the 132-cm ™! mode because there is no shift and
splitting of the spontaneous Raman line. We neglect Ra-
man optical activity, i.e., we assume AL~AZ~0 [Eqgs.
(47)], since the experimental results of Sec. III C 1(a) pro-
vide no evidence of Raman optical activity within the ex-
perimental accuracy. In this case the four gain factors
gf F gf B ng , and ng are equal. We expect the same
dependence of the threshold intensity I'" on pump polari-
zation and temperature for the oscillator and traveling-
wave theory. The absolute value of 1 th however, is lower
for the oscillator system than for the traveling-wave sys-
tem.

III. EXPERIMENTAL RESULTS
AND DISCUSSION

A. Experimental setup

Stimulated Raman scattering in quartz is excited by a
Nd:YAG (yttrium-aluminum-garnet) laser system, emit-
ting single longitudinal- and transverse-mode light pulses
with a duration of about 18 ns and an energy of 30 mlJ.
The frequency width of the Nd:YAG laser line is about
0.005 cm—!. It is small compared to the spontaneous Ra-
man linewidth of 0.05 cm~! of the 132-cm™! mode at
liquid-helium temperature.® The laser power is attenuated
by filters F1 and registered by a fast photodiode PD1 (see
Fig. 2). The pump-light polarization is adjusted by polar-
izer POL and quarter-wave plate QWP1. The polariza-
tion is varied by rotating the optical axis of the quarter-
wave plate. The laser light is focused with lens L (focal
length 80 cm) into the quartz crystal (length / =8 cm, di-
ameter d =1 cm). The entrance and exit surfaces of the
quartz crystal are perpendicular to the optical axis (¢ axis)
within 0.5°. The laser light propagates along the ¢ axis.
Two quartz crystals were used whose end surfaces were
nearly parallel with an angle of 6~10" and 6~1'. The
end surfaces of the crystal form a Raman resonator with a
reflectivity of R =0.04. Since the Raman threshold is
small at low temperatures,® the crystal is mounted on a
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FIG. 3. Ratio of the number L of laser pulses with SRS to
the total number L, of laser pulses vs incident laser intensity 1.
I'™ threshold laser intensity; AI'" error limit.

cold finger in the vacuum chamber of a helium cryostat.
The temperature of the quartz crystal was varied between
10 and 70 K.

The Raman Stokes light is measured with photodiodes
PD2 and PD3. The transmitted laser light is discriminat-
ed by filters F2 and F3. The polarization of the Raman
Stokes light is analyzed by the quarter-wave plate QWP2
and the analyzer AN (see Fig. 2) as described in Ref. 21.
The direction of the optical axis of QWP2 and the
transmission direction of analyzer AN are varied indepen-
dently to find the positions where extinction is obtained
with the analyzer. In this case the optical axis of QWP2
is parallel to one of the principal axes of the ellipse of the
Stokes light. The ratio of major to minor axes and the
phase shift between y and x component of the Stokes field
are calculated from the orientations of QWP2 and AN ac-
cording to Ref. 21. Part of the Raman pulse is coupled
out for reference by glass plate GP and is directed to pho-
todiode PD2 via a 90° deflection prism TP. Glass plate
GP is inserted nearly normal to the laser path to minimize
changes of the Stokes polarization.

The pump-laser threshold intensity for stimulated Ra-
man scattering is determined in the following way. The
pump-laser power is measured by the calibrated photo-
diode PD1 and the corresponding Stokes power is record-
ed with photodiode PD3. A detectable signal at photo-
diode PD3 corresponds to a Raman conversion efficiency
of about 1%. The pump-laser intensity I is calculated
from the pump power and the measured laser beam area.
Photodiodes PD1 and PD3 are interfaced to a computer.
The ratio of laser pulses L with detectable Stokes signal to
the total number L, of laser pulses is plotted versus
pump-laser intensity / in Fig. 3.

The threshold intensity I'® for SRS is defined by
L /L,=0.5. The error limits AT of our experimental re-
sults correspond to L /L,=0.1 and 0.9 (see Fig. 3). The
relative error AT /I'" of the threshold intensity is typical-
ly 5%. For each determination of the threshold intensity
at a definite pump-laser polarization about 200 laser shots
are analyzed by the computer.



28 RAMAN OPTICAL ACTIVITY AND STIMULATED RAMAN ... IN a-QUARTZ

15 T T T T
=]

Normalized threshold intensity

O 1 1 1 1 i
0 45 90 135 180

Y(deg)

Normalized threshold intensity I™M(y)/[I™(45°)
_; of SRS vs angle y. The open and solid cir-

FIG. 4.
+I“‘(135")]]32 om
cles correspond to the 132-cm™! mode of right- and left-handed,
optically active quartz, respectively. The open rectangles
represent the 468-cm~! mode. The solid, broken, and dashed-
dotted lines are calculated curves. [ linearly, e elliptically, rc
right circularly, and lc left circularly polarized pump light.

B. 132-cm~! mode
1. Threshold intensity for stimulated Raman scattering

(a) Quartz crystals with different angles between the end
surfaces. Two quartz crystals with different angles 6 be-
tween the end surfaces were investigated at T'=10 K. For
right-circularly-polarized pump light the threshold inten-
sity of the crystal with 6~10" was lower by about a factor
of 1.8 than that with 6~1’. In addition the threshold in-
tensity increased with rising angle between the laser beam
and the optical axis of the quartz crystal. Both results in-
dicate that the surfaces of the crystal form a Raman reso-
nator. The measured threshold intensity for right-
circularly-polarized pump light is about 400 MW/cm?
(for 6~10"). In Sec. III C 1(b) the Raman gain factor g,
of the 132-cm~! mode is determined by comparison of the
threshold intensity of this mode with the 468-cm ™! mode,
whose gain factor is taken from spontaneous Raman data.
Using this value of g, =(3+2)Xx 1073 cm/MW we calcu-
lated in Sec. II B 5(c) threshold intensities of 212 and 833
MW /cm? for the oscillator system and the traveling-wave
system, respectively. The measured threshold intensity of
about 400 MW/cm? is between the two limiting cases.
This fact indicates that an oscillator with a reduced num-
ber of passages through the crystal due to the angle 0 be-
tween the crystal surfaces gives the best description of the
experimental situation.

(b) Dependence on pump-laser polarization. The thresh-
old intensity for SRS was measured for different polariza-
tions of the pump laser light at T~10 K. The pump-light
polarization was varied by changing the angle ¥ of the op-
tical axis of the quarter-wave plate QWP1 with respect to
the transmission direction of polarizer POL (see Fig. 2).
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The measured threshold intensities I'™"(y) are normalized
to the sum I'"(45°)+I'"(135°), which is of the order of 1
GW/cm?. The results are plotted in Fig. 4. The open and
solid circles correspond to SRS from the 132-cm~! mode
of right- and left-handed, optically active quartz crys-
tals,! respectively. The solid and broken lines are calcu-
lated according to Eqgs. (40) and (41) of the oscillator
theory. It should be mentioned, however, that the polari-
zation dependence of the threshold intensity is the same
for the traveling-wave and oscillator systems over almost
the complete range of y. There is good agreement be-
tween theory and experiments. The following results
should be emphasized. (i) The Raman threshold is lowest
for circularly-polarized pump light (y =45° and 135°). (ii)
There is a difference in threshold intensities for right- and
left-handed circularly-polarized pump light, which has the
opposite sign for right- and left-handed, optically active
quartz crystals.!> It is caused by Raman optical activity.
Neglecting Raman optical activity, the Raman threshold
intensities for right- and left-circularly-polarized pump
light must be equal [see Egs. (25), (26), and (31)].

(¢) Raman circular intensity difference. We determine
the Raman circular intensity difference AZ and AZ for for-
ward and backward scattering by comparing the measured
ratio I'(135°)/1™(45°) of the threshold intensities of left-
and right-circularly-polarized light with calculations.
Since the end surfaces of the quartz crystal form a Raman
resonator [see Sec. III B 1(a)], comparison is made with the
Raman oscillator theory of Sec. IIB5. According to Eq.
(20) the forward Raman circular intensity difference Af is
determined by the differences of the refractive indices,
n;, —ng, and wave vectors, k; —kg, while the sums of
these quantities enter AZ for backward scattering [see Eq.
(21)]. We expect, therefore, Raman optical activity in the
backward direction to be large compared to the forward
direction, i.e., AZ>> AL, In the calculations we assume AF
to be zero. The measured ratio I™(135°)/I'™(45°)=1.5
(for left-handed, optically active quartz) is reproduced by
the oscillator calculations when a value of AZ=0.48 is
used.

In Ref. 12 the results of Fig. 4 were discussed using a
traveling-wave theory, i.e., neglecting the effect of reflec-
tions on the Raman intensity. Since the difference be-
tween forward and backward scattering was also not taken
into account, a mean value of (A,),,~0.2 was determined
from the experimental results.!?

The measured value of AZ of quartz is considerably
larger than the Raman circular intensity differences Agpn
of chiral molecules investigated recently.'*!> The origin
of this large difference is not clear at present.

(d) Polarizability tensors. The magnetic dipole polariza-
bility G, and the electric quadrupole polarizability 44
may be determined from the Raman circular intensity
differences A and A2 using Egs. (20) and (21). However,
the small value of AL cannot be calculated with sufficient
accuracy from our experimental results. We therefore use
the results of spontaneous Raman measurements® to deter-
mine G, and A,. Pine and Dresselhaus® investigated
spontaneous Raman scattering in the backward direction
from the 132-cm™! mode in quartz at liquid-helium tem-
perature. For a laser wavelength of A, =488 nm they



6018
L T — ———
- T
Lo _,__.?.g:_DE-mﬂadj @
L .g° i
o8 3 //90
8 4
g‘: 2 1 1 L
£
=
fv 4
=
3 3
[
e
2 2
£z
d
@
=
M
0 1 1 1
0 20 40 60 80
Temperature T(K)
FIG. 5. Normalized threshold intensity I™"(T)/
[170)] _; of SRS in a-quartz vs temperature 7. The open

132 cm
circles and rectangles correspond to the 132- and 468-cm

modes, respectively. The solid, broken, and dashed-dotted lines
are calculated curves (for details see text). (a) Linearly polarized
pump light. (b) Right-circularly-polarized pump light.
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found no difference in the spontaneous Raman intensities
of right- and left-circularly-polarized incident light. We
conclude that A%(488 nm)~0. Spontaneous Raman mea-
surements were also made at a laser wavelength of
Ar =632.8 nm. For this wavelength a small difference in
the Raman intensities of right- and left-circularly-
polarized incident light was found. We estimate a value
of A2(632.8 nm) of about 0.08 from Fig. 4 (upper trace)
of Ref. 6. Together with AZ(488nm)~0 we get
| G¢ | /¢ =0.06+0.03 and |A4y|/c=(3.01+1.5)x10~°
cm. The Raman scattering tensor component ¢ is estimat-
ed from the gain factor g, to be about 3.6 10~2° cm?3
[Egs. (18) and (25)].

(e) Temperature dependence. We measured the thresh-
old intensity I'" of SRS as a function of temperature for
right-circularly, left-circularly, and linearly polarized
pump light in left-handed optically active quartz. In Figs.
5(a) and 5(b) the threshold intensity is plotted versus tem-
perature T for linearly and right-circularly-polarized
pump light, respectively. The solid and broken lines cor-
respond to the traveling-wave and oscillator systems,
respectively. The curves are fitted to the experimental
points. All threshold intensities are normalized to the
threshold intensity [I,“'(O)]132 .m—1 Of the 132-cm ™! mode
for T—0 K. The circles and rectangles correspond to the
132 and 468-cm™! modes, respectively. The 468-cm ™!
mode will be discussed below [Sec. III C 1(b)].

In Fig. 5(b) the threshold intensity I of the 132-cm™!
mode increases drastically with rising temperature. It fol-
lows from Egs. (18) and (32) that in a traveling-wave sys-
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tem the threshold intensity is proportional to the spon-
taneous Raman linewidth &%,, which has been measured®
as a function of 7. In Ref. 5 the experimental results were
discussed using phonon decay and scattering processes
and were found to be in good agreement with calculations.
The normalized Raman linewidth v, (T)/8v.(0) is shown
as a solid line in Fig. 5(b). The broken line is calculated
according to the Raman oscillator theory of Sec. II B 5(c).
The increase of I'" is smaller for the oscillator system
than for the traveling-wave system. In the oscillator sys-
tem the gain factors g7 and g/ of the forward and back-
ward propagating Stokes light are different due to the dif-
ferent center frequencies of the Raman gain profiles [see
Fig. 1(a)]. This difference decreases with increasing tem-
perature because of the increasing Raman linewidth.’
Thus the increase of I'® with &%, in the traveling-wave
system is partially compensated by the larger values of
gr® and gPF [see Eqs. (37) and (38)] in the oscillator sys-
tem for higher temperatures.

In Fig. 5(a) the results for linearly polarized pump light
are shown. The discussion is similar to Fig. 5(b). The
only difference between both figures is the higher thresh-
old intensity of the 132-cm~! mode for linearly polarized
laser light compared to right-circularly-polarized laser
light.

2. Polarization of the Raman Stokes light

The polarization of the stimulated Raman Stokes light
was determined for different polarizations of the pump-
laser light. It was analyzed with quarter-wave plate
QWP2 and analyzer AN according to the procedure
described in Sec. III A. The measurements were carried
out at T=20 K for left-handed optically active quartz.
In Fig. 6 the ratios of the minor to major axes E; /E,, of
the laser and Stokes ellipses (triangles and circles, respec-
tively) are plotted versus angle ¥ between the transmission
direction of polarizer POL and the optical axis of
quarter-wave plate QWP1. The open and solid symbols
correspond to right- and left-handed polarized light.'?
Three different regions are distinguished.

(i) For 0°<y <87° the ratio Ey,; /E5, is about 1 within
the experimental accuracy. The Stokes light is left circu-
larly polarized. It has the opposite sense of rotation of the
electric field vector as the elliptically polarized laser light.

(ii) For 104° <y <166° the laser light has left-handed el-
liptical polarization, while the Stokes light is right circu-
larly polarized.

(iii) In the regions 87°<y <104° and 166°<y <180°
measurements of the Stokes polarization were difficult be-
cause of the large fluctuations of the Raman light.

The experimental results of regions (i) and (ii) are in
agreement with the calculations of Secs. IIB4 and IIB 5.

C. 468-cm~! mode
1. Raman threshold intensities

(a) Dependence on pump-laser polarization. Stimulated
Raman scattering from the 468-cm™! mode of a-quartz



28 RAMAN OPTICAL ACTIVITY AND STIMULATED RAMAN ... IN a-QUARTZ

T T T
10 - 1—0 o—
1
| a
|
o | |
u.lE A
= 05f | ] .
E
wd l ‘
|
IA |
00 . { . .
0 45 90 139 180
Y (deg)

FIG. 6. Ratio E.;/E, of minor to major axes of the ellipses
of the laser and stimulated Stokes light of the 132-cm~! mode vs
angle y. The triangles and circles correspond to the laser and
Stokes light, respectively. The open symbols represent right-
handed polarization, the solid symbols left-handed polarization.

was investigated at T =65 K. The dependence of the Ra-
man threshold intensity on pump-laser polarization is
shown in Fig. 4. The threshold intensity ([J) is normal-
ized to the sum [I™(45°)+1'""(135)] ., _, of the thresh-
old intensities of the 132-cm~! mode and plotted versus
angle y of the polarizer POL, with respect to the optical
axis of quarter-wave plate QWP1. The threshold intensity
is about 1.4 GW/cm?. Within the experimental accuracy
it is independent of pump-laser polarization. This result
is expected from Egs. (57) and (58) if effects of Raman
optical activity are neglected. We conclude that the Ra-
man circular intensity differences are small, i.e., AL and
AZ <1

(b) Temperature dependence. The temperature depen-
dence of the threshold intensity of the 468-cm~! mode is
shown in Fig. 5(b) for right-circularly-polarized pump
light in left-handed optically active quartz. The threshold
intensity is normalized to the threshold intensity
[I(0)] 5, .o—1 Of the 132-cm ™' mode for T—0 K. The

open rectangles are the experimental points. The dashed-
dotted line represents the normalized spontaneous Raman
linewidth of the 468-cm ™! mode.>!! The 468-cm ™! mode
could be observed only in a narrow temperature range be-
tween 55 and 70 K. Below 55 K stimulated Raman
scattering of the 132-cm~! mode occurs and suppresses
the 468-cm~—! mode. Above 70 K our quartz crystal was
damaged because of the high pump-laser intensity.

For linearly polarized pump light SRS from the 468-
cm~! mode could be observed in the temperature range
between 30 and 70 K because of the higher Raman thresh-
old of the 132-cm~! mode [see Fig. 5(a)]. The Raman
threshold of the 468-cm™! mode was nearly constant
within the experimental accuracy as expected from the
temperature behavior of the spontaneous Raman line.>!!

We estimate the ratio g. /g, of the Raman gain factors
of the 132- and 468-cm~! modes from the crossing point
T, of the Raman threshold intensities of both modes. For
right-circularly-polarized pump light we obtain a crossing
temperature of 7,=55+3 K from Fig. 5(b). Numerical
calculations for the Raman oscillator [Sec. II B 5(c)] yield
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TABLE 1. Ratios E;/E, of the principal axes of the ellipses
of laser (L) and Stokes (S) light for SRS from the 468-cm~!
mode of a-quartz.

E¢/E; E{/E;
0 0
0.07+0.05 0.07+0.05
0.37+0.05 0.42+0.05
0.57+0.03 0.60+0.03
0.98+0.03 0.97+0.03

a crossing of the curves at 55 K for g, /g, =0.89. Taking
into account the temperature dependence of the spontane-
ous Raman linewidth® we get g. /g, ~3.2 for T < 10 K.

We estimate the value of the Raman gain factor g, of
the 468-cm~! mode from spontaneous Raman data. Mea-
surements of the absolute Raman scattering cross section
of this mode have been carried out at room temperature in
Refs. 29 and 30. Taking into account the temperature
dependence of the spontaneous Raman linewidth>!! &%,,
we find a value of the Raman gain factor g,
=(1.1£0.4)x 1073 cm/MW for T<70 K at a pump
wavelength of A; =1.064 um.

From our measured ratio g. /g, we determine a Raman
gain factor of the 132-cm~! mode of g,=(3+2)x 1073
cm/MW for T <10 K. It should be emphasized, however,
that this value represents a lower limit since mode-pulling
effects and transient effects have not been taken into ac-
count in the estimate.

2. Polarization of the Raman Stokes light

The polarization of the laser light and the stimulated
Raman Stokes light was measured with quarter-wave plate
QWP2 and analyzer AN as described in Sec. IIT A (see
Fig. 2). The measured ratios E¢/E, of the principal axes
of the ellipses of the laser and Stokes light are given in
Table I. E;/E,=0 and 1 correspond to linearly and cir-
cularly polarized light, respectively. The ratios E’g /E .,L,
and E E/E f, are equal within the experimental accuracy in
agreement with theory [Eq. (61)]. The sense of rotation of
the electric field vectors of the laser and Stokes light were
found to be the same.

IV. CONCLUSIONS

Stimulated Raman scattering of the 132- and 468-cm ™!
modes’ along the ¢ axis (z direction) of a-quartz was in-
vestigated with a single-mode Nd:YAG laser as a pump-
light source. The 132-cm~! E mode and the 468-cm ™! 4,
mode exhibit a different behavior according to their dif-
ferent symmetry.

(i) 132-cm~! mode. Strong variations of the threshold
intensity of stimulated Raman scattering with pump-laser



6020

polarization were found. It is lowest for circularly-
polarized pump light.!*> The observed difference in the
threshold intensities of right- and left-circularly-polarized
incident light is due to Raman optical activity. In the in-
vestigated temperature range between 10 and 55 K the
threshold intensity increased rapidly with rising tempera-
ture due to the increase of the spontaneous Raman
linewidth.> For elliptically polarized laser light the polari-
zation of the stimulated Raman Stokes light was circular,
except for the case where the laser light is nearly linearly
polarized. The electric field vectors of the laser and
Stokes light had the opposite sense of rotation.

(ii) 468-cm—! mode. The threshold intensity of stimu-
lated Raman scattering is nearly independent on pump-
laser polarization and temperature for 7' < 70 K. No indi-
cation of Raman optical activity was found within our ex-
perimental accuracy of about 5%. The polarization of the
stimulated Raman Stokes light was the same as that of the
laser-pump pulse.

The experimental results were compared with calcula-
tions of stimulated Raman scattering and Raman optical
activity and found to be in satisfactory agreement. For
most situations the traveling-wave theory and the oscilla-
tor theory of stimulated Raman scattering yielded the
same results. When a difference between both theories
was found, e.g., for the absolute values and the tempera-
ture dependence of the threshold intensity of the 132-
cm~! mode, the experimental results were observed to lie
in between the limiting cases of the traveling-wave system
and the perfect oscillator system. The experimental re-
sults correspond to an oscillator system with a reduced
number of passages through the crystal because of not
perfectly parallel crystal surfaces.

Magnetic dipole polarizability Gj;:
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APPENDIX: POLARIZABILITY TENSORS

is

The magnetic dipole polarizability tensor G'is general-
ly a nonsymmetric second-rank Cartesian tensor, whereas
the electric quadrupole polarizability tensor A is a third-
rank tensor being symmetric in the last two indices,
Ajjx =Ajj. These tensors must be decomposed with
respect to the irreducible representations of the point
group D; of crystalline quartz in order to determine the
nonvanishing tensor components which contribute to Ra-
man scattering. Usually only the irreducible parts of fully
symmetric tensors are tabulated.>’3 Therefore we have
performed the required decomposition by standard
group-theoretical procedures. The tensors considered here
were written in form of direct products, G/;=wu;v; and
Ajj =u;v;ur, where u; and v; symbolize vectors being dif-
ferent from one another. Linear combinations of these
products transforming according to irreducible representa-
tions of D3 were determined in the basis x +iy,x —iy for
the E representation and z for 4, by applying the coupling
coefficients given in the tables of Koster et al.’* The re-
sulting expressions were transformed into the basis x,y (E)
and z(A4,), which is usually used to describe Raman
scattering. Each irreducible representation occurring in
the decomposition was identified by an invariant denoted
by the symbols G, to Gy for Gj; and A4, to 4, for 4.
Then the irreducible Cartesian tensors were expressed in
terms of these invariants as given in the following.

G, 0 O 0 G, 0
A;: G'=|0 G, 0, 4, G'@=|-G. 0 0
0 0 G, 0 0 0
G, O 0 0 -G, —Gy
E: G'x)=|0 —G. G|, G'p)=|—-G. © 0
0 G; O —-G; 0 0
In the case of G’ being symmetric, i.e., Gjj=Gj;, G, vanishes and G; =G;.
Electric quadrupole polarizability 4,
A, O 0 0 —4, —A4, 000
AII Axij= O _Aa Ab > Ayij: —Aa 0 0 s Azij: 00O >
0 4, © 4, 0 0 000
0 4; 4 4 0 0 A, 0 0
Ay A= |4; 0 0|, Ay(2)= |0 —4; 4|, Ay(2)=|0 4, 0 |,
4, 0 0 0 4, 0 0 0 4,

<
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A, +4, 0 0 0 4, Ay
E: Agx)=| 0 A.—A, Ag|, Agp)= |4, 0 0 |,
0 Ay Ay A4; 0 0
0 A, Ay A, —A4, O 0
Ay,j(x)= Ae 0 0 N AY’J(y)z 0 Ac+Ae _Ad ’
4, 0 0 0 —ds 4
0 A, A, 4, 0 O
Az,-j(x)= Ag 0 0|, Az,J(y)——: 0 —Ag Ah
A4, 0 0 0 4, O

In the case of 4;j being fully symmetric, we have 4, =0, 4y =A4;, Ay =A4,, 24, =A., and Ay =A4,.
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