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Polarization dependence of heavy- and light-hole quantum beats
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Simultaneous excitation of heavy- and light-hole quantum-well excitons with linearly polarized ul-
trashort laser pulses results in oscillating four-wave-mixing and pump-probe signals. These are ellipti-
cally polarized, except for exactly parallel and perpendicular incident polarizations, for which they are
also linearly polarized. In the latter case, the heavy- and light-hole components are in phase or out of

phase, respectively.

Recently, quantum beat measurements have been in-
troduced as a tool in time-resolved nonlinear optical
semiconductor spectroscopy.! ® In these experiments,
an ultrashort spectrally broad laser pulse excites a non-
stationary coherent wave packet of several optical transi-
tions, the temporal evolution of which is subsequently
monitored using time-resolved four-wave mixing®~’ or
pump-probe”? techniques. For excitation of two optical
transitions, one observes an oscillating modulation of the
signal, with a time period determined by their energy
splitting. In addition, the damping of the coherent oscil-
lations contains explicit information on relaxation pro-
cesses beyond that contained in “‘conventional” measure-
ments.

The most simple theoretical description of these phe-
nomena considers a three-level model consisting of the
ground state and two excited states from which the wave
packet is formed.®’ However, this approach ignores the
details of the crystal structure and hence cannot describe
the polarization dependence of the effect. In the present
paper, we address this issue for the specific case of quan-
tum beats of heavy-and light-hole excitations in semicon-
ductor quantum well.>>® We consider a six-level model,
describing J =1 and  conduction and valence electrons,
respectively, as studied previously in the context of the
nonresonant optical Stark effect.””!!. Within the frame-
work of this simple model and for linearly polarized ul-
trashort laser pulses, we show analytically that the reso-
nant time-resolved third-order nonlinear optical response
depends sensitively on the incident laser polarizations. (i)
For parallel or perpendicular incident polarizations, the
pump-probe and four-wave mixing signals are also linear-
ly polarized (along the probe pulse), but heavy-and light-
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hole components are in phase or out of phase, respective-
ly. (ii) For all other incident polarizations, the pump-
probe and four-wave-mixing signals are elliptically polar-
ized. Point (i) is also verified experimentally, but the data
show in addition a strong polarization dependence of the
dephasing rate which we are unable to explain at this
time. Other experimental evidence for the latter effect
has been presented previously.'> 3

We consider a laser field E(t) propagating (nearly)
along the growth (z) direction of a cubic semiconductor
quantum-well structure, such as GaAs/Al Ga,_, As.
Within the rotating-wave approximation, its dipole in-

3 =1

teraction with the J =3 valence (v) to J=3 conduction

(c) electron transitions reads
H,,=—[P-E*(t)+P"E(1], (1)

where the polarization operator P obeys the usual circu-
lar selection rules,'* which are included in the dipole ma-
trix elements u,,, = <c,nlerlv,m >,

P= 3 v, c.ut, . (2)

n,m

Here ¢, destroys a conduction electron with moment
n=x1 and v:, creates a valence electron with moment
m=x=x3 (heavy hole, h) or m == (light hole, /). Intro-
ducing the Rabi frequency R,,,(:)=p,,, -E(t), the optical
Bloch equations for the polarization p,,,= <vp,c,>,
conduction electron population c¢,, = <c]fc, >, and
valence electron population v,,,,. = < v,‘:, v,, > read
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0,Dpn Hiles—€b )P, +VE P P()= ,.u4.p3) radiating into the directions k,
=i )—i SR c and 2k, —k,, assuming that pulse 1 is weaker than pulse

mm ma?7 2. The former P{(1) describes pump-probe (PP) experi-

3,0, +iEL —i€% +7% Vv, —8, ) ments, i.e., the modlﬁcatlon of the linear transmission of

pulse 1 because of pulse 2, while the latter, P‘zi;_kl(t), de-

=i [PmnRn()—R,, (o, ] (3)  scribes four-wave-mixing (FWM) experiments, i.c., the
n diffraction of pulse 2 off the transient grating created by

3,Cpn HilEE =€) +V interference with pulse 1. For. an 9ptically thin sample
. . .« R and a slow detector, the respective signals are
i % (R (DPmn —PmnRpn (1)] Ipp< — Imfdt Pf)(t)'El:‘(t) , (5)
Here, 2%, are the conduction (valence) electron energies R
and we have added phenomenological relaxation rates y Tpwym = f dt Isz —k,{ ()*. (6)
to the equations. L. . . .
In order to describe time-resolved two-pulse experi- It is instructive to eyaluate the above equations in the
ments, we split the laser field into two parts, ultrashort-pulse limit E, (1)=E, 8(t—7) and E, (7)
ik, =E, 8(t), where 7 is the time delay between the incident
E(t)‘Ek(t)e ki +Ek(t) 2t 4) 2

pulses. After some straightforward algebra, we obtain for
and calculate the third-order optical polarization the third-order nonlinear optical polarization

PP()=—i® —1)O(r) 3 phwe " T By e T T B )
n,mn’',m'
—i(ef —ep — iy T
Fm B e T B ) (B By ), ()
_'C_U_iCU '(C'_U’ il‘l: :)T
PR, 1 (0=—10O(=7) 5 pyme T By s By e T By ) ®
n,mn',m'

These expression are written in a time-ordered fashion. In the case of PP (7> 0), pulse 2 acts first (at time 0) and gen-
erates valence and conduction electron populations which propagate for a time interval 7 until pulse 1 arrives (at time
7). In the case of FWM (7 <0), pulse 1 acts first (at time - |7|) and generates a polarization which propagates for a time
interval |7| until pulse 2 arrives (at time 0).

To proceed, we assume (without loss of generality) that pulse 2 is linearly polarized along the x direction (¢p=0),
while the polarization direction of pulse 1 is rotated by an angle ¢. We also adopt the usual 3:1 ratio for c-h to c-I tran-

sition probabilities.'* Denoting the dipole matrix element for c-h transition by u, we find for the PP and FWM polariza-
tions

; cos¢ c v cv c v Ci
_ 1 . —yec., —i(ef—ep —iyNt—7) —i(eC—el—iy{")t—1)
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These expressions can now be substituted into Egs. (5)
and (6) to (analytically) obtain the detected PP and FWM
signals in the ultrashort-pulse limit.

In Egs. (9) and (10), two types of terms appear: Those
that are polarized along pulse 1, with angle ¢ relative to
pulse 2, and those that have polarization —¢. Both
evolve differently in time, so that, in general, the signals
are elliptically polarized. The experimentally detected
signal depends then sensitively on whether one places a
polarizer behind the sample or not. In the following, we
will assume that this is the case for PP measurements
(with polarizer along probe pulse 1), but not for FWM
measurements, as already implied by Egs. (5) and (6).

For parallel and perpendicular incident polarizations,
the induced PP polarization is polarized parallel to probe
pulse 1, and the two terms in Eq. (9) add in phase or out
of phase, respectively. This translates into a phase
difference of 7 for the respective PP quantum beats
and is illustrated in Fig. 1 for the following dephas-
ing rates: y«'=yp =y =20ps,yi =y
=y% ~1=6 ps. For an angle of 45° between the incident
polarizations, only the first term in Eq. (9) contributes to
the PP signal and quantum beats are absent.

For parallel and perpendicular incident polarizations,
much the same behavior is found for the FWM signal, as
illustrated in Fig. 2 for the same parameters. The only
difference is that the induced FWM polarization for per-
pendicular incident polarizations is now polarized anti-
parallel to pulse 1. This behavior also arises in the case
of selective c-h or c-I excitation and is well known from
previous studies of impurity transitions in solids.'> It is a
direct consequence of circular selection rules.

We have also experimentally investigated the polariza-
tion dependence of h-/ quantum beats in a ten-period
170-A GaAs/Al,Ga,_,As quantum-well sample using
time-resolved four-wave mixing. The laser source is a
100-fs Kerr-lens mode-locked Ti-sapphire laser. The in-
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FIG. 1. Pump-probe signal in the ultrashort-pulse limit for

parallel (solid) and perpendicular (dashed) polarizations.
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FIG. 2. Four-wave-mixing signal in the ultrashort-pulse limit
for parallel (solid) and perpendicular (dashed) polarizations.

cident pulses are tuned between the first c-h and c-/ tran-
sitions, which are split by about 4.2 meV. The spectral
width of the laser pulses is about 20 meV. Excitation
density (<10° cm™?) and lattice temperature (T, ~12.5
K) are kept low to avoid fast dephasing due to exciton-
exciton and exciton-phonon scattering.'® Figure 3 shows
the experimental FWM results for parallel (solid line) and
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FIG. 3. Experimental four-wave-mixing signal in

GaAs/Al,Ga,_,As for parallel (solid) and perpendicular
(dashed) polarizations.
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perpendicular (dashed line) incident polarizations, mea-
sured both in the direction 2k,—k; (upper part) and
2k, —k, (lower part). All traces show pronounced quan-
tum beats with a period of about 950 fs, in good agree-
ment with the k-l splitting. The quantum beats for paral-
lel and perpendicular polarizations have a phase
difference of 7, as predicted by Eq. (10). The experimen-
tal data also confirm the prediction that the signal for
parallel polarizations has its maximum near zero delay.
The decay time of the FWM signal is much slower for
parallel than for perpendicular polarizations, as reported
previously for the decay of c-h FWM signal.'>!> This
effect is not understood at present, but appears to be sam-
ple dependent. Also note that the peak intensities are
larger for parallel polarizations, consistent with the
slower dephasing.

Note that there is also a pronounced rising FWM sig-
nal for positive delay (i.e., pulse 2 preceding pulse 1)
which has been predicted!” and observed>®!#~2° previ-
ously. This rising FWM signal is a consequence of
exciton-exciton interactions and not described by our
simplified model. For perpendicular polarizations, the
rise and decay times are close to the predicted ratio 1:2.17
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For parallel polarizations, however, the ratio is much
larger, about 1:5. Again, at present, we do not have an
explanation for this effect.

In conclusion, we have studied heavy-hole-light-hole
quantum beats in the third-order nonlinear optical
response of semiconductor quantum wells. Our theoreti-
cal and experimental results clearly demonstrate a pro-
nounced dependence on incident laser polarization. Part
of this can be readily accounted for by the symmetry of
the conduction and valence Bloch states. However, the
data reveal additional polarization dependencies, in par-
ticular, of the dephasing rate, which are not understood
at present. Since, for example, the four-wave-mixing sig-
nal intensity decreases with dephasing, it appears entirely
possible that, in samples with very fast dephasing for per-
pendicular incident polarizations, no significant signal
can be detected at all.?!

We would like to thank R. Eccleston, J. Feldmann, E.
O. Gobel, M. Koch, J. Kuhl, and H. Kurz for sharing
their unpublished data with us and for many stimulating
discussions.

ly, Langer, H. Stolz, and W. von der Osten, Phys. Rev. Lett. 64,
854 (1990).

2E. O. Gébel, K. Leo, T. C. Damen, J. Shah, S. Schmitt-Rink,
W. Schifer, J. F. Miiller, and K. Kéhler, Phys. Rev. Lett. 64,
1801 (1990).

3K. Leo, T. C. Damen, J. Shah, E. O. Gdbel, and K. Kéhler,
Appl. Phys. Lett. 57, 19 (1990).

4K. Leo, T. C. Damen, J. Shah, and K. Kdohler, Phys. Rev. B 42,
11 359 (1990).

3B. F. Feuerbacher, J. Kuhl, R. Eccleston, and K. Ploog, Solid
State Commun. 74, 1279 (1990).

6K. Leo, E. O. Gobel, T. C. Damen, J. Shah, S. Schmitt-Rink,
W. Schifer, J. F. Miiller, K. Kohler, and P. Ganser, Phys.
Rev. B 44, 5726 (1991).

7K. Leo, J. Shah, E. O. Gébel, T. C. Damen, S. Schmitt-Rink,
W. Schifer, and K. Kd6hler, Phys. Rev. Lett. 66, 201 (1991).

8S. Bar-Ad and . Bar-Joseph, Phys. Rev. Lett. 66, 2491 (1991).

9M. Combescot, Solid State Commun. 68, 471 (1988).

10R . Zimmermann, Adv. Solid State Phys. 30, 295 (1990).

1y, Schldsser, A. Stahl, and I. Balslev, J. Phys. CM 2, 5979
(1990).

12K, Leo, J. Shah, S. Schmitt-Ri}lk, and K. Kohler, in Proceed-
ings of the Seventh International Symposium on Ultrafast Pro-
cesses in Spectroscopy, edited by A. Lauberau and A. Seil-
meier, IOP Conf. Proc. No. 126 (Institute of Physics and

Physical Society, London, 1992), p. 477.

134, H. Yaffe, Y. Prior, J. P. Harbison, and L. T. Florez, in
Proceedings of the Second Conference on Quantum Electronics
Laser Science, 1991 Technical Digest Series (Optical Society of
American, Washington, D.C.,1991), Vol. 11, p. 196.

14R. C. Miller and D. A. Kleinman, J. Lumin. 30, 520 (1985).

I5I. D. Abella, N. A. Kurnit, and S. R. Hartmann, Phys. Rev.
141, 391 (1966).

16] . Schultheis, A. Honold, J. Kuhl, K. Kéhler, and C. W. Tu,
Phys. Rev. B 34, 9027 (1986).

17C, Stafford, S. Schmitt-Rink, and W. Schifer, Phys. Rev. B 41,
10000 (1990). .

18M. Wegener, D. S. Chemla, S. Schmitt-Rink, and W. Schifer,
Phys. Rev. A 42, 5675 (1990).

19K. Leo, M. Wegener, J. Shah, D. S. Chemla, E. O. Gébel, T.
C. Damen, S. Schmitt-Rink, and W. Schifer, Phys. Rev. Lett.
65, 1340 (1990).

20§, Schmitt-Rink, S. Mukamel, K. Leo, J. Shah, and D. S.
Chemla, Phys. Rev. A 44, 2124 (1991).

213, Kuhl et al. (private communication) have also studied the
polarization dependence of h-I quantum beats using backward
FWM and different samples. Contrary to the results reported
here, they find results characteristic of an isotropic medium,
i.e., the signal simply vanishes as the polarization angle of the
incident pulses is turned from 0° to 90°.



