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Quantum Kkinetic equations for the ultrafast spin dynamics of excitons in diluted magnetic
semiconductor quantum wells after optical excitation
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Quantum kinetic equations of motion for the description of the exciton spin dynamics in II-VI diluted magnetic
semiconductor quantum wells with laser driving are derived. The model includes the magnetic as well as the
nonmagnetic carrier-impurity interaction, the Coulomb interaction, Zeeman terms, and the light-matter coupling,
allowing for an explicit treatment of arbitrary excitation pulses. Based on a dynamics-controlled truncation
scheme, contributions to the equations of motion up to second order in the generating laser field are taken into
account. The correlations between the carrier and the impurity subsystems are treated within the framework
of a correlation expansion. For vanishing magnetic field, the Markov limit of the quantum kinetic equations
formulated in the exciton basis agrees with existing theories based on Fermi’s golden rule. For narrow quantum
wells excited at the 1s exciton resonance, numerical quantum kinetic simulations reveal pronounced deviations
from the Markovian behavior. In particular, the spin decays initially with approximately half the Markovian rate
and a nonmonotonic decay in the form of an overshoot of up to 10% of the initial spin polarization is predicted.
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I. INTRODCTION

The idea behind the spintronics paradigm [1-4] is to
combine state-of-the-art electronics based on carrier charge
with the manipulation and control of the spin degree of
freedom [5-7]. Diluted magnetic semiconductors (DMS)
[8-10] present an interesting subclass of semiconductors
in this context because they can be easily combined with
current semiconductor technology while at the same time
providing a wide range of spin and magnetization-related
effects and applications [11-22]. In DMS, a small fraction
of magnetic ions, usually manganese [23], is introduced into a
semiconductor. While III-V compounds such as Ga;_,Mn, As
are typically p-doped [8] and can thus exhibit carrier-mediated
ferromagnetism [24], II-VI materials such as Cd;_,Mn,Te are
found to be intrinsic and paramagnetic due to the isoelectrical
incorporation of the Mn impurities.

A lot of theoretical works on DMS has been devoted to
the understanding of structural properties [25-30]. But in
many experiments, also the spin dynamics studied via optical
pump-probe experiments is of interest [17,18,31]. Theoretical
descriptions of such experiments are less developed in
the literature and are typically based on rate-equation
models [12-14,17,31-35], coinciding with Fermi’s golden
rule for vanishing magnetic field. However, a number of
experiments have provided strong evidence that these models
fail to reproduce some of the pertinent characteristics of
the spin dynamics in DMS. Most notably, experimentally
observed spin-decay rates are found to be a factor of 5 larger
than the Fermi’s golden rule result for spin-flip scattering
of conduction band electrons at magnetic impurities [31].
Camilleri et al. [17] have argued that their optical experiments
probe excitons rather than separate electrons and holes. In
this case, the effective mass entering the spin-flip rate has
to be replaced by the exciton mass [12], offering a potential
explanation for the discrepancy noted in Ref. [31].

On the rate-equation level, some groups have already
investigated the exciton spin dynamics in DMS theoreti-
cally [36-41]. However, recent studies using a quantum kinetic
theory for the spin relaxation of conduction band electrons

2469-9950/2017/95(24)/245203(17)

245203-1

in DMS revealed that correlations between the carrier and
impurity subsystems can induce a finite memory [42-45],
which is not captured by rate equations. The resulting non-
Markovian effects were found to be particularly pronounced
for excitations close to the band edge (k =~ 0) [46] and
become more significant with increasing effective mass [47].
These tendencies suggest that non-Markovian features are
particularly relevant for excitons since, first of all, the
conservation of momentum implies a vanishing center of
mass momentum (K = 0) of optically generated excitons, and
second, the exciton mass is much larger than the effective mass
of conduction band electrons.

In this paper, we develop a microscopic quantum kinetic
theory for the exciton spin dynamics in DMS that is also
capable of describing non-Markovian effects by explicitly
accounting for carrier-impurity correlations. In contrast to pre-
vious works [42] where independent electrons and holes were
considered and where higher-order correlations were treated
within a variant of Kubo’s cumulant expansion [48], here a
dynamics-controlled truncation (DCT) [49,50] is employed
for the treatment of Coulomb correlations. This approach is
especially advantageous for the description of optically driven
systems since it ensures a correct description of the dynamics
up to a given order in the generating field. The theory derived in
this paper is applicable in a wide range of different scenarios
as a number of interactions are accounted for, such as the
magnetic and nonmagnetic interactions between impurities
and electrons as well as holes, the Coulomb interaction
responsible for the formation of excitons, Zeeman terms for
electrons, holes, and impurities, as well as the light-matter
coupling.

Moreover, we show that, in the Markov limit and for
vanishing magnetic field, the quantum kinetic description
coincides with the Fermi’s golden rule result of Ref. [12].
Comparing numerical simulations using the quantum kinetic
theory and Markovian rate equations reveals strong non-
Markovian effects in the exciton spin dynamics. In particular,
the quantum kinetic calculations predict that the exciton spin
initially decays with approximately half the rate obtained from
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Fermi’s golden rule and exhibits a nonmonotonic behavior
with an overshoot of up to 10% of the initial spin polarization.
In contrast to the situation for conduction band electrons,
where nonmagnetic impurity scattering typically strongly
suppresses non-Markovian features [44], here we find that,
for excitons, the presence of nonmagnetic impurity scattering
enhances the characteristics of non-Markovian behavior.

The paper is structured as follows. First, we discuss the
individual contributions to the Hamiltonian that determines
the spin dynamics of optically generated excitons in DMS
quantum wells. Next, quantum kinetic equations based on a
DCT scheme are derived for reduced exciton and impurity
density matrices as well as carrier-impurity correlations. We
then derive the Markov limit of the quantum kinetic equations
of motion. Finally, we present numerical calculations and
discuss the results.

II. THEORY

In this section, we present the Hamiltonian that models the
optical excitation and the subsequent spin evolution of excitons
in [I-VIDMS. We explain the derivation of the quantum kinetic
equations and, for comparison, also give the Markov limit of
the equations.

A. Hamiltonian

We consider an intrinsic II-VI DMS quantum well where
initially no electrons are in the conduction band. The time evo-
lution of the system can then be described by the Hamiltonian

H = HE 4 HY + Heont + He + HE + H} + HY™ + H,

+ Hsd + de + Hnem + Hr?m’ (1)
where
Hs + HY =Y Epchenc+ Y Exdlidu )
Ik vk

is the crystal Hamiltonian for electrons and holes, respectively.

Here, c;rk (cix) denotes the creation (annihilation) operator of an
electron in the conduction band / with wave vector k. Similarly,
dik (dyx) creates (annihilates) a hole in the valence band v. The
confinement potentials for electrons and holes responsible for
the formation of a quantum well is denoted by Hons.

As usual for the description of near band-edge excitations
of semiconductors, we consider the part of the Coulomb in-
teraction conserving the number of electrons and holes, which
corresponds to the typically dominant monopole-monopole
part in a multipolar expansion [50-53]. The Coulomb interac-
tion then reads
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with the Fourier transform of the Coulomb potential given
by Vq < q—lz, where e is the elementary charge and ¢,

€€
is the vacuoum permittivity. The dielectric constant € ~ 10
includes the contribution of the crystal lattice [54,55]. Thus
Hc comprises all direct electron-electron, hole-hole, and
electron-hole Coulomb interactions.

We account for the effects of a homogeneous external
magnetic field B on the electrons, holes, and magnetic impurity

atoms, respectively, via the Zeeman terms

Hf = gepp » B sicher, (4)
1k
HY = =2kpp Yy B Jodlydo. (4b)
v’k
H)™ = gyt Y B Sun B (4c)
Inn’

In the above formulas, g. is the g factor of the electrons, k
is the isotropic valence-band g factor [56], gmn denotes the
impurity g factor, and g is the Bohr magneton. The vector of
electron-spin matrices is given by sj;,, J,, is the vector of 4 x 4
angular momentum matrices when accounting for heavy hole
(hh) and light hole (1h) bands with angular momentum v,v" €
{—%, — %,%,%} and S, denotes the vector of impurity spin
matrices. In the case of manganese considered here, we have
n,n' € —%, — %, . ,%}. The impurity spin itself is described
by the operator 15”’", = |I,n){I,n’| where the ket |I,n) denotes
the spin state n of an impurity atom /.

Rather than assuming some initial carrier distribution, we
explicitly account for the optical excitation and thus the light-

matter coupling via the Hamiltonian

Hlm = — Z(E . M[UC]deI_k + E. Muldv—kclk) (5)
vk

with an electric field E and the dipole moment M;, for a tran-
sition from a state in the valence subband v to the conduction
subband /. Here, the well-known dipole approximation [57]
is used to consider only interband transitions with vanishing
center of mass momentum.

The dominant spin depolarization mechanism in DMS is
given by the sp-d exchange interaction which models the
scattering of s-like conduction-band electrons and p-like
valence-band holes, respectively, at the localized d-shell
electrons of the Mn impurities. These interactions can be
written as [8,9,43]

Jvd et 1% N
_ I - K KR, BI
H, = v E Sun - SppepcCree P (6a)

nn'’

Inn’
II'KK

J d + Tk —K). N
Hpa = 55 3 Sue - Shydiydunce™ O™ Bl (6b)

Inn’'
vv'kK'

with the hole spin matrices given by s'lju, = %J vv- Note that we
employ the convention that the factor 7 which typically enters
in the definition of the spin matrices is instead absorbed in the
coupling constants Jg; and Jp,; as well as up in case of the
Zeeman terms.
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In a recently published paper, it was shown that the
combined action of nonmagnetic impurity scattering and
magnetic exchange interaction may have a significant impact
on the spin dynamics of conduction band electrons [44].
Therefore we also include the nonmagnetic impurity scattering
in the form

JS -
Hy, = 70 Z C;kczk/el(k TR (7a)
1
KK/
Jh 1— (k!
Hy = 7 D dicue’ 0% (7b)
Iv
KK’

with scattering constants J¢ and J for electrons and
holes, respectively. Considering a DMS of the general form
A|_Mn,B, these can be determined under the assumption
that unit cells containing doping ions experience an energetic
penalty due to being forced into the same structure as the
surrounding semiconductor lattice AB. This allows for an
estimation of the nonmagnetic coupling strength based on the
change of the band gap of the pure AB material compared to
the pure MnB material. Note that we only take into account the
short-range part of the carrier-impurity interaction even though
it stems largely from the Coulomb interaction between the
impurity atoms and the quasifree carriers [44].

We do not include the influence of phonons on the
carrier spin dynamics in our model since typical experi-
ments [17,31,35] are performed at low temperatures of about
2 K where only phonon emission is relevant because there are
no phonons available for absorption. But since we consider
only direct laser-driven excitation of excitons with vanishing
center of mass momenta, phonon emission processes are also
strongly suppressed as there are no final exciton states lower
in energy to scatter to. Additionally, phonons do not couple
directly to the spin and thus represent a secondary relaxation
process, which only becomes relevant in combination with
other effects, such as spin-orbit coupling. Theoretical rate-
equation models that include the scattering due to phonons
also support that the s-d exchange interaction is the most
important scattering mechanism at low temperatures [34].
Given that the recently reported [19] spin-lattice relaxation
time of Mn?" ions in typical DMS quantum wells is on the
order of us, the coupling of phonons to the Mn system can also
be disregarded on the typical ps time scale of the carrier spin
relaxation [31,44,58]. Furthermore, spin-orbit effects [58] as
well as the hyperfine interaction [59] due to nuclear spins
typically also only become relevant at much longer time
scales.

In a quantum well, it is convenient to switch from a
three-dimensional basis set to a description where only the
in-plane part consists of plane waves and the z dependence is
treated separately. One can then expand the single-particle

=

basis functions E in terms of a complete set of envelope

J

d A
N ;3& - Zn(P},.);

M (7) =
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functions, which yields

> ame™ u(z) ®)

nk

Sro) =
u(r,z)—«/Z

with envelope functions u,ﬁ““(z) of electrons and holes, respec-
tively, and expansion coefficients a,. Here and throughout the
remainder of this paper, the appearing wave vectors k as well
as the in-plane position r are two-dimensional quantities.

For narrow quantum wells, where the energetic separation
between the individual confinement states is large, it is a
good approximation to only consider the lowest confinement
state [60] uglh(z), which corresponds to setting a,x = 0 for
all n # 0. Thus we project the Hamiltonian given by Eq. (1)
onto the corresponding subspace. For the carrier-impurity
interactions in Egs. (6) and (7), this amounts to substituting
> iw — dlug™(Z)*. In numerical calculations, we assume
infinitely high potential barriers at z = :i:%, so that the
envelope functions for electrons and holes become

2
ui™(z) = \/;cos (%z) 9)

B. Dynamical variables and truncation scheme

Our main target is the modeling of the electron or hole
spin dynamics in a system where all particles are excited
optically as electron-hole pairs. Within the DCT scheme
this is most conveniently achieved by deriving quantum
kinetic equations of motion for the four-point density matrices
(c;[l kldzl kydvoks Chk, ) from which all relevant information can
be deduced [50]. To provide an example, the electron density
matrix is given by

(C;lelchkZ) = Z <C1Jr]k|dikdvkcl2k2) + O(E4) (10)
vk

Starting from the Hamiltonian given by Eq. (1) and using the
Heisenberg equation of motion, one ends up with an infinite
hierarchy of equations that needs to be truncated in order to
be solvable. In this paper, we employ a dynamics-controlled
truncation [49] which classifies all appearing expectation
values in terms of their order in the generating optical field.
Using this procedure, we keep all contributions up to the order
O(E?), which is sufficient in the low-density regime [61].

However, since we are dealing with a DMS, we also have to
treat correlations between carriers and Mn atoms. This is done
using a correlation expansion similarly to Ref. [42] where, due
to the Mn atoms being far apart in a DMS, correlations that
involve magnetic dopants at different sites are disregarded.
Applications of correlation expansions in condensed matter
physics are manifold and can be found explained numerous
times in the literature [42,57,62-65].

Setting up the equations of motion for an on-average
spatially homogeneous system, a closed set of equations
of motion can be formulated for the following dynamical
variables:

(11a)
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Y = (dy—x, Crpk, ), (11b)
livval Tt
kllrl}(lzvlqu = <Cllkldv|—k2dvz—k3 Clzk4)6k1—k2sk4—k3 ) (11c)
d e KR, A
QYZTIillll‘]iz(Z) =V N Z 8z — Z1)<dU1*k1 Cllkzel(kz kR Pn11n2>’ for k, 75 ks, (11d)
1
_ d .
W@ =V ~ > 8z = ZD){dy e TR, fork # ko, (11e)
Mn
1
d i LR, A
O, ik, () = V= D20 = Znleju oo TR TOBL ) forki —lo # ke ks, (11D
n
1
. d i (ky— —ky)-
Mok, = Vo Y 8z — Z)eh i dl ity i TR for k) — ko # Ky — k. (11g)
1
(
In the above equations, M/(z), Ylfllll’ and Nﬁfﬁ;{fﬁfﬂ repre-  same site, so that Eq. (12) reduces to
sent the Mn density matrices, the electron-hole coherences, and —r . AR A
. . . . . = (Ak+AK)-R; B
the exciton density matrices, respectively. The magnetic and So = (Xel P n1:1’2>3nz.,n’1 (13)

nonmagnetic correlations between coherences and impurity
. npvily Uil 3
atoms are given by Qy,’y,(z) and Y (z), respectively,

- lvival vl -
and in turn by Q2! We (2) and NPT between excitons

and impurities. In addition to the usual quantum mechanical
average of the operators, the brackets (.) in Egs. (11) as well as
throughout the rest of this paper also contain an average over
the distribution of Mn positions in the sample. This distribution
is assumed to be random but homogeneous on average, so that
(elle—k)Riy — &5 . The delta distribution in Eq. (11c) is a
consequence of the spatial homogeneity of the system.

Using these variables, it is straightforward but lengthy to
set up a hierarchy of equations of motion whilst retaining only
terms up to O(E?) according to the DCT scheme. However, it
turns out that the magnetic interactions Hyy and H 4 introduce
additional source terms in the equations for the correlations
that are not expressible using the variables from Egs. (11)
because they contain products of Mn operators as well as
exponential functions containing the randomly distributed Mn
positions R; in the exponent. Following along the lines of
Ref. [42], where a correlation expansion has been successfully
employed to treat these terms, we sketch the general method of
such an expansion when applied to the expressions derived in
this paper. Our approach for dealing with random impurity
positions can also be related to the treatment of interface
roughness via random potentials as well as the influence of
disorder in semiconductors [66—68].

Consider a general expectation value of the form

So = (Xe! KR AR pl Pl ), (12)

nny " n

where X contains up to four Fermi operators so that (X) is up
to O(E?) and Ak # 0. Using the DCT scheme, it can be easily
shown that assisted expectation values such as the quantity in
Eq. (12) are of the same order in the generating electric field
as the corresponding bare expectation values of the Fermi
operators. We then treat the expression in Eq. (12) as follows.

(i) The situation I = I’ has to be considered separately
since in this case we are dealing with Mn operators on the

in accordance with the definition of the Mn operators P! .
The remaining quantity can then be expressed in terms of the
variables introduced in Eq. (11).

(i) If AK’ = 0, we get

So “E° (xeitkRipl Pl ), (14)

niny* nin}

so that the number of operators effectively is reduced by one.
(iii) In the most general case, i.e., I # I’ and Ak’ # 0, we
decompose Eq. (12) using a correlation expansion. This yields

e RN Py

+ §(Xe'MR(P!

niny

So = §(Xe'AkR P!

niny

2K E(Ph)  019)
with true correlations denoted by §¢. . . ). In the above equation,
we have only written down the nonvanishing terms of
the expansion by neglecting correlations evaluated either at
different Mn sites or involving two or more impurity operators.
Furthermore, it can be shown that correlations of the form
8(e'kRi P ), which could be used to model impurity spin
waves, are not driven during the dynamics if they are zero
initially and thus need not be explicitly accounted for.

This approach enables the formulation of a closed set of
equations of motion containing only reduced density matrices
and the true correlations. However, instead of using the true
correlations as dynamical variables, we switch back to the
nonfactorized correlations [c.f. Eqs. (11)] because this allows
for a much more condensed and convenient notation of the
equations of motion.

C. Transformation to the exciton basis

Since the highest-order density matrices depend on four
wave vectors, the resulting equations are numerically very
demanding. Instead, when essentially only bound excitons are
excited, it is much more convenient and efficient to use a two-
particle basis [50,61,69-71], which in this case allows for a
significant reduction of relevant basis states. We note in passing
that one could also change to the exciton basis before deriving
equations of motion. However, this way a classification of
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contributions to the equations of motion in terms of powers
of the electric field is not straightforward. Therefore we first
derive the equations of motion in the single-particle basis and
transform to the two-particle basis afterwards.

We consider the excitonic eigenvalue problem in the
quantum well plane given by

(Hg + HY + He) Yok (r*,1") = Exxyox (1) (16)

with the exciton energy E,x and the two-dimensional position
vectors of the electron and the hole r® and r", respectively.
Using the effective mass approximation as well as the strong
confinement limit of the Coulomb interaction, the Hamiltoni-
ans read

hz 2 2
HE = o (9% + 95%) + Eq, (17a)
h hz 2 2
HY =~ (05 + 83). (17b)
2 2
He = fdz[d Al e (17¢)
471660\/(re -2+ (z — 7/)?

with in-plane electron and heavy-hole effective masses m. and
my, respectively, as well as the band gap E,. The exciton wave
function can be decomposed into a center of mass and a relative
part according to

Yok (51" = ——e™® R (r) (18)

JZ

with the exciton center of mass momentum K and the
exciton quantum number x. The relative coordinate is given
by r=r°—r" and R = 5.+ n,r" denotes the center
of mass coordinate of the exciton with the mass ratios
Ne := 55 and ny := 5, where M = m. + my, is the exciton
mass.

Using polar coordinates, the relative part of the exciton
wave function in two dimensions can be further decomposed
into aradial part R, (r) with a principal quantum numbern € N
and an angular part ¢!/ with angular momentum quantum
number |/| = 0,1, ...,n — | according to [72,73]

¢x(r) = R,(r)e'", (19)

where the quantum numbers n and / are condensed into a single
index x.

The creation operator of an exciton with an electron in the
conduction band / and a hole in the valence band v can be
written as

Yk = f d*r / Py k@ 2l R (20)
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using the Wannier operators

A= Ze*l‘“ Cehes (21a)
el (21b)

Xorh = ﬁ%

Then, the relation between the exciton creation operator and
the Fermi operators reads

e _ch -
lvxK - Zwk ) Clke v—kh? (2221)
kekh
' r e _1hyx A
Cltkedlt—kh = Z (W;(K g ) Yli)xK (22b)
xK

with the matrix element

. 1 . .
IR = e / dPr KO ). (23)

Using the transformation in Eq. (22a), we switch from the
quantities defined in Egs. (11) to the new dynamical variables
in the exciton basis:

vl _ ki, —Kki\* vl
Yx10 - Z(wxﬂ) ) Yk1 ’ (243)
llvlv2]2 _ ki, —kz k4,7k3 * arlivivaly
lel ZwllKl XIKI ) Nk|k2k3k4’ (24b)
K ks
Kk,
npvily _ Ky, —kj\* novily
vV @ =Y (V%) Oritih @) (24c)
kiky
v 1 k,,—k VA 1
Vi@ =) (i) Rl @), (24d)
ki ky
nalyvivaly ks, —k3
QN111x1K1x2K2(Z) walKl szz )
ki ky
ksky
nzlﬂ)lvzlg
X QNn]klkzk3k4(Z)’ (246)

llvlvzlz ki, —kz k4,7k3 llvlvzlz
)C]K])C';K')( ) - Z w}k]K] X';Kz ) k|k2k3k4( ) (2’4f)

ki ko
Kksky

D. Equations of motion

Applying the DCT scheme and the correlation expansion
in the equations of motion in the electron-hole representation
and subsequently using the transformation to the exciton basis
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according to Egs. (24) leads to the following equations of motion:

PHYSICAL REVIEW B 95, 245203 (2017)

Js ,
M"’(z) D (810 M;, (@) = S, M (2)) - | hoonan + S @) Y s N d| HOIDBEM Y

n '
xK
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d| O( )| sll’ f—r]hxx ( nan QanxKx’K’(Z) - SVl”I Qanch’K’(Z))
I'vn
xKx'K’

pd o'l o'l

+ d| 0( )| Z S 7, xx! nzn QNZ]:)&(X'K/(Z) - Snm QNZ;IEZ’K’(Z))
v'ln
xKx'K'

inLyvh — g

8t X|0 llv] V

nn’
xK

NM

> / dz(J5u5@ fopin Vi @ + T £, 287K @),
. 8 2 2
i NI = B (MY = M (7))o + (B2 —Ez::ia)Ni:;’e:’-lz

(< ]1U1U21 l’Ulvzlz llvlvlz h l[’UUzlz
+ z :h(x)e ’ (Slle)C]K] - Slll XK + Z he, - U2” X‘Kl - SUU'NXIK‘ )
I

dNMn n'ljvival KK, n'lvival,
/d | O(Z)| an” ’ Slzlf nhxlx QNnx:KllxK(Z) Sll]f NhXX] QNI‘MI(])C]K] <

Inn’'
xK

PdNMH K K n'ljvyvl h KK n'livvyl
/d |MO(Z)| ZS”" ' vzv r]e)qx QNnx:Kllxi((Z)_Sumfexxl ]QNnlexlsz]

vnn’
xK

JOCNMH Ivvl KK Livyvl
+ V2 /dz‘uo(z)’ Z f—mmx xllKl,;Ié( 2) — f—nhxm lelK)](uKzl( ))

Jo NMH KK 77!
11)11)712 KK 11U1U7lz
dz’uo(z)‘ Z 7]&/\1/\ leleK( ) - fnexm INxKx Kl( ))’

(5 ) Vo

a vl 1 11 111
. 2v1ly _ vl 0 navily navil navily novl
i Qi (@) = (B, + 2R oy @+ g ) + B 0+ i@,

JE + Jh NM v v I _ ) 1
(O—VO)") @+ YR @) +ﬁxl‘ﬁl(z) + A @),

. a Sl vyl
lhEY)CllKll (Z) = <Exlllé| +
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: 2livivaly _ naval X2 navily vl vl
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1 11 111
< Qanllvluzlz (Z)+bngllv1vzlz (Z) +bnzllu1v712 ( ) +bnzl}v1vzlz (Z)

nmx KK n1x1 KKy n]Xllesz n1x1 KoKy
ihiﬁllvlvzlz ( )_ (Mx1 vzlv( )8 sz ( v111 ( )) S )+ (Evzlv _ Ev111 ) llulvzlz ( )
ot KK, \2) = vl LK, 20K 0 — My, Lk (R K3,0 0K 0K VoK nK, 2
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The mean-field precession frequencies and directions of
impurities, electrons, and holes, respectively, are given by

®Mn = ggMn//LBBy (26a)
1 JsaNm )
we = gensB + = n / dz|u$(2)|"(S(z)),  (26b)
6 Joa Notn
Wy = —EKMBB+ P;VM fd2|ug(2)|2(S(Z)), (26¢)

where (S(2)) =), (Suw M” (z)) is the mean impurity spin.
In the exciton representation, the dipole matrix element
becomes Mj, := M;,¢.(r = 0). The wave-vector dependent
form factors that arise in Eq. (25) are given by

£ = [ ey @,

o0
= 271/ dr rR,, (N R, (r)i e 2V J (K or)
0

@7

with € {—n,n.}, Al =01 -1, K;p = |K; —K;|, and
Jai(x) denoting the cylindrical Bessel function of integer
order Al. Furthermore, ¥, is the angle between the vector
(K; — K3) and the x axis. To arrive at the above formula,
the Jacobi-Anger expansion has been used. The source terms
B, B, b, and b for the correlations are listed in Egs. (Al) in
Appendix A.

In the equations of motion, one can identify terms with
different physical interpretation. For instance, in Eq. (25b),
the first term on the right-hand side represents the optical
driving by the laser field, followed by a homogeneous term
proportional to the quasiparticle energy of the exciton. Note
that the nonmagnetic impurity interaction renormalizes the
band gap and therefore the quasiparticle energy. The terms
proportional to . and @, describe the precession around
the effective field due to the external magnetic field as
well as the impurity magnetization. The influence of the
magnetic carrier-impurity correlations is given by the terms
proportional to the magnetic coupling constants Jyq and J g4,
while terms proportional to andJ( describe the effects of the
nonmagnetic correlations. Apart from the term proportional to
@y in Eq. (252), which describes the mean-field precession
of the impurity spins around the external magnetic field, all
other contributions in Egs. (25a)—(25c) can be interpreted
analogously.

A similar classification is possible for the source terms
of the correlations in Egs. (25d)—(25g): source terms with
the upper index I contain inhomogeneous driving terms

that only depend on the coherences Y;’l‘é‘ and the exciton

1 )i .. . .
densities N,'g™? and not on carrier-impurity correlations.

The index I 1 denotes homogeneous contributions that cause
a precession-type motion of the correlations in the effective
fields given by Egs. (26). Finally, terms labeled by the index
111 describe an incoherent driving of the magnetic and non-
magnetic correlations by other carrier-impurity correlations
with different wave vectors.

It is noteworthy that, in the absence of an electric field,
Eqgs. (25) conserve the number of particles as well as the total
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energy comprised of mean-field and correlation contributions,
which can be confirmed by a straightforward but lengthy
analytical calculation. This provides an important consistency
check of the equations and can be used as a convergence
criterion for the numerical implementation.

E. Reduced equations for exciton-bound electron spins

An optical excitation with circularly polarized light gen-
erates excitons composed of electrons and holes with cor-
responding electron and hole spins in accordance with the
selection rules. Here, we are dealing with a narrow semicon-
ductor quantum well, where the hh and lh bands are split at
the I" point of the Brillouin zone due to the confinement as
well as strain [56]. We consider the generation of heavy-hole
excitons as they typically constitute the low-energy excitations.
In this case, the hh spins are typically pinned because the
precession of a hole spin involves an intermediary occupation
of 1h states which lie at higher energies. Furthermore, for direct
transitions between the —% and % hh states, the corresponding
matrix elements in the Hamiltonian given by Eq. (1) are zero.
As a consequence, if the hh-lh splitting is large enough, hh
spins do not take part in the spin dynamics and the initially
prepared hole spin does not change. Therefore it is sufficient
to concentrate only on the dynamics of the exciton-bound
electron spins, which can be described by a reduced set of
equations of motion.

In the following, we focus on an excitation with o~
polarization, so that heavy-holes withm ; = —5 and electrons
in the spin-up state 1 are excited. Then, it is instructive to
consider the dynamical variables

1 2
mak =g | dvn D NI (28a)
1 (7 ,
Sk = 50 | dv D SeoNI%, (28b)
2
14
y;l/l — E dyn Y.y, (28¢)
1 dx L 0K 2 1
qnlxll(lz = E dl/f fn,wxll /dZ|M()(Z)| ZSnn
X QYn)cT]LL (2), (28d)

ok =5 / avi £,% [ deuPTI

(28e)
CleKz _ L 27Td znd K1K2 d 2
Qr]llel ) 141 (43 fﬂxlxz Z|uo(2)|
Z Srlm’smr ZXUI%IXZKZ (Z) (28f)
Z CleKz _ 1 27Td znd K1K2 d 2
n Ky — 4_7_[2 wl 0 1ﬂ2 fﬂXlXZ Z|MO(Z)|
X ZSO'U X|K|X7K2(Z) (28g)

245203-7



F. UNGAR, M. CYGOREK, AND V. M. AXT

with [ € {1,2,3} and « € {0,1,2,3}, where sgm =05,,0,- We
have introduced an average over polar angles {/; of the wave
vectors K;, which does not introduce a further approximation
in an isotropic system as defined by the Hamiltonian in Eq. (1)
but significantly reduces the numerical demand. In Eqgs. (28),
ny k, is the occupation density of the excitons with quantum
number x; and modulus of the center of mass momentum
K, and s, g, describes the spin density of exciton-bound
electrons. The interband coherences are described by y,, and
the remaining variables are correlation functions modified by
the form factors f, defined in Eq. (27).

Note that, in order to obtain a closed set of equations for
the dynamical variables defined in Eqs. (28) starting from
Egs. (25), the source terms g//7, g1 b1 and b'!! have to
be neglected. However, since these terms contain only sums of
correlations with different wave vectors, they can be expected
to dephase very fast compared to the remaining source terms.
In previous works on the spin dynamics of conduction band
electrons [74], similar terms were shown to be irrelevant
by numerical studies. Furthermore, the optically generated
carrier density is typically much lower than the number of
impurity atoms in the sample. This results in a negligible
change of the impurity spin over time which is therefore
disregarded.

With these assumptions, quantum kinetic equations of
motion for the variables defined in Egs. (28) can be derived.
The results are given in Appendix B where we have introduced
the angle-averaged products of form factors

mKiKy .
mxpx2

1 2 2w KK K Ko
472 dwl A dwzf’llxl)]fz Z(frlle)lcz 2)

- 47'[2 0
2w 0 oo

= 27{/ dlp/ dr/ dr'rr' Ry, (r)Ry,(r)Ry, (r")
0 0 0

X Ry, (r") Iy, (M K 2P Iy, (2 K 12 (Y)r"),
(29)

which contain the influence of the exciton wave function on the
spin dynamics. In the second step, we have used the expansion
in Eq. (27) together with the fact that K, = |K; — Kj|
depends only on the angle ¥ between K; and K,. For
infinite confinement potentials, the influence of the envelope
functions defined in Eq. (9) enters the spin dynamics via the
factor

d

1= d/7 dzlug()|* = % (30)

d
2

Note that Egs. (B1) also contain second moments of
the impurity spin given by (S'S/) =3, S . St M.
Instead of deriving equations of motion for these second
moments, we once more exploit the fact that the carrier
density is typically much lower than the impurity density,
so that the impurity density matrix is well described by its
initial thermal equilibrium value throughout the dynamics

[74].
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F. Markov limit

While the dynamics can in general contain memory effects
mediated by carrier-impurity correlations, it is also instructive
to consider the Markovian limit of the quantum kinetic theory,
where an infinitesimal memory is assumed. On the one hand,
this allows one to obtain analytical insights into the spin-flip
processes described by the theory. On the other hand, a
comparison between quantum kinetic and Markovian results
facilitates the identification of true non-Markovian features
and allows an estimation of the importance of correlations in
the system.

To derive the Markov limit, we formally integrate
Egs. (B1f)—(B1i) for the correlations. Afterwards, the resulting
integral expressions for the correlations are fed back into
Egs. (Bla) and (B1b) for the occupation densities n, ¢ and the
spin densities s, g , respectively. This yields integro-differential
equations for n,x and s,x alone. In the Markov limit, the
memory integral in these equations is eliminated by assuming
that the memory is short so that one can apply the Sokhotsky-
Plemelj formula

, .
f dr' et 2 a5(Aw) — ~—. (1)
A Aw

Note that, if a spin precession becomes important, such as in
finite magnetic fields, the precession-type motion of carrier and
impurity spins as well as of carrier-impurity correlations have
to be treated as fast oscillating contributions that have to be split
off in order to identify slowly varying terms that can be drawn
out of the memory integral [74]. This procedure is similar
to a rotating-wave description. The precession frequencies
then lead to a modification of Aw in Eq. (31), which, in
the Markov limit, corresponds to additional energy shifts that
ensure energy conservation during spin-flip processes [43].
In the following, we consider a situation where the impurity
magnetization as well as the precession vectors are parallel or
antiparallel to the external magnetic field. Then, we can write

we = alweep, (32a)
won = ol wpes, (32b)
WM = UﬁanneB, (32¢)
(S) = o (Shes, (32d)

where the factors 0,050 .08 € {—1,1} determine the
direction of the corresponding vector with respect to the
direction of the magnetic field ep. It is convenient to choose

the variables

T

1
nle] = anlKl isx;K] - €p, (333)
1
Sy k, = Suk, — (Suk, - €s)es, (33b)

which describe the spin-up and spin-down exciton density as
well as the perpendicular exciton-bound electron spin density,
respectively. For these variables, the Markovian equations of
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motion are
0 4/ _ pisb o T Nwn MY (26 £ 20 B0 4 2 J€2) K K
Enxll(l - 1—‘E + hz—vzz S(wa _leK])(nxK _nxll(l)[(‘lsd + ‘ISdJO + JO )Fnhxxl
xK
2 (S € e
+ (26" = 20,0 J00° + 208V FIER 4 (40808 — 20,0 J§0° £ 2050 J00° F 20500 pab" ) F_ 5]
s _ + (68w, — o8 J2 FKK (VI _ pF M 34
+ (wXK (wlel (Ue We GanMn))) sd* xxi nyg nlel ’ ( 3.)
3sL _ i 4 ZL N Z S(wex — wux, ) (Sx — St g )| (2987 — JEBNYERER 4 (g2,60 + 2007 Jg°)
ot Ky — T E thz xK X1 K, xK x1 K 0 sd NhXX] pd 0 pdJo
xK
e b~
x FIEKT — (20,4 J§6° + Tpa J0B° — 2151&)&;;12{“] - [75(%,( — (@&, + (02w — o, 0mm)))
b+
+ Tg(wxl( - (a)lel - (UeBwe - O—l\ﬁann))) + 2b”8(wxl( - wlel):|J¥2dFr;7hhx1§|[<l S)Jc_l K, }
1IN J
n L Mn sd I _ ~ghz0 neKKi _ ~ yer 0 pmKK
* (we * SXIKI){l + We ﬁ2V2 ;(: I:C()XK — Wx K, <(2deb 2J0b )F—nhxxl 2J0b Fm‘hxx' 1)
bt b~ ) 1
+ - ~J2 F”hxlch‘} } (34b)
(wxx — (wnx, — (0we — 0B ,0mn))  Oek — (0, + (0Bwe — o 0ma)) ) 275 M

In the above equations, the shorthand notation b* -
(S — (S -ep)?) £aP(SM), bl := 1((S-ep)?), and b°:
of (S"y has been used for the second moments of the Mn
spin. Here, we model the optical excitation by the generation
rates F]T:/ ‘and I' for the spin-up and spin-down occupations
and the perpendicular spin component, respectively.

In Eq. (34a), the term proportional to (n%(l — nIl/ Iﬁl)
describes processes conserving the exciton spin, whereas the
term proportional to (bin)%(T — b“FnI.I/ ,i(l) is responsible for the
spin-flip scattering of excitons. The delta functions ensure con-
servation of energy. Similarly, the terms proportional to (siK —
sil k,) in Eq. (34b) can be interpreted as exciton-spin conserv-

ing contributions, whereas the prefactors of sxll k, are responsi-
ble for a decay of the perpendicular spin component. Finally,
the cross product . x s)f] k, describes the mean-field preces-
sion around w, which is renormalized by terms resulting from
the imaginary part of the memory integral given by Eq. (31).

The exciton spin-conserving parts of Eq. (34) lead to a re-
distribution within a given energy shell as well as to transitions
between excitonic states with different quantum numbers, as
can be seen from the argument of the corresponding delta
functions. In situations where spin-orbit coupling and thus
a D’yakonov-Perel’-type spin dephasing is important, these
terms give rise to an additional momentum scattering and
thereby indirectly influence the spin dynamics. However,
spin-orbit coupling is typically of minor importance for the
spin dynamics in DMS compared with the carrier-impurity
interaction [58]. In an isotropic system as considered here, the
exciton spin-conserving parts of Eqgs. (34) do not influence the
spin dynamics. Since the magnetic coupling constant J,; for
the valence band as well as the nonmagnetic coupling constants
J¢ and J only enter these terms, the nonmagnetic interactions
and the pd interaction do not affect the spin dynamics on the
Markovian level.

(

For spin-flip scattering processes, an exciton with a given
spin an energy fiwy, g, is scattered to a state with opposite
spin and energy /iw,g. The appearance of the energy shift
+h(cBw. — o8 wwmn) in the corresponding delta function
in Eq. (34a) can be understood as follows: a flip of the
exciton-bound electron spin requires or releases a magnetic
energy ficZw,. However, since a flip of a carrier spin also
involves the flop of an impurity spin in the opposite direction,
the corresponding change in magnetic energy of the impurity
spin fioy3 wmn has to be accounted for to ensure conservation
of energy.

An interesting limiting case can be worked out for zero
external magnetic field, vanishing impurity magnetization, and
optical excitation resonant with the 1s exciton state. Then,
Egs. (34) can be condensed into the simple rate equation

9 ~1
Eslskl = — Tk, 515Ky (35)
where the spin-decay rate is given by
_ 35 Nwnl I M
Tk = Ty i Favists (36)

12 R3dv

and d denotes the width of the DMS quantum well. In contrast
to the quasifree electron case, where the spin-decay rate is
constant in a quantum well [11,59], the decay rate for excitons
explicitly depends on K, which is consistent with previous
findings in the literature [12].

III. RESULTS

We now apply our quantum kinetic theory to the exciton
spin dynamics for vanishing external magnetic field and
impurity magnetization after an ultrashort laser pulse resonant
with the exciton ground state and compare the results with the
corresponding Markovian calculations. In order to do so, it is
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TABLE 1. Selected material parameters of Cd;_,Mn,Te and
Zn;_,Mn,Se. The coupling constant is chosen such that it is
consistent with the band offsets at a CdTe/Cd;_,Mn,Te and
ZnSe/Zn,_,Mn,Se interface, respectively [44]. The cubic lattice
constant is given by a and m  denotes the free electron mass.

Parameter Cd;_,Mn,Te Zn;_,Mn,Se
a (nm) [10] 0.648 0.567
me/mg [60,75] 0.1 0.15
M/ mo [60,75] 0.7 0.8

Joy (meV nm?) [10] —15 —12

Jpa (meV nm?) [10] 60 50

J¢ (meVnm?®) [10] 110 2

JI (meV nm?) [10] 7 0

€ [55] 10 9

necessary to first calculate the exciton wave functions and the

. mx2 K>
resulting form-factor products F " "% "

A. Exciton form factors

In order to calculate the exciton form factors, we first
decompose the exciton wave function according to Eq. (19)
and then numerically solve the Coulomb eigenvalue problem
given by Eq. (16) for the radial part using a finite-difference
method, which yields the exciton energies as well as the wave
functions. From the exciton wave functions, the form-factor
products defined in Eq. (29) are calculated. The steps and
cutoffs in the real-space discretization have been adjusted to
ensure convergence.

The results for the form-factor product F, ,;:‘5‘152 relevant for
spin-slip scattering on the 1s exciton parabola can be found
in Fig. 1(a) as a function of wave numbers K| and K, using
the parameters for Cd;_,Mn,Te listed in Table I. It can be
seen that F,Z'llf'lfz is symmetric with respect to the bisectrix
and decreases continuously with increasing wave number.
In Fig. 1(b), we present the spin-decay rate in the Markov
limit according to Eq. (36), which follows the diagonal values
F :hhlf ‘lfl . To compare the resulting rate to the quasifree electron
case, we also plot the spin-decay rate from Ref. [44] for
electrons and normalize both results to the exciton spin-decay
rate for K = 0. The spin-decay rate for excitons at K =0
is about eight times faster than the electron spin-decay rate,
which is due to the much larger exciton mass. Furthermore, the
exciton spin-decay rate strongly depends on K and can even
be smaller than the constant electron spin-decay rate for large
wave numbers.

The fact that the spin-decay rate for excitons depends on K
has already been pointed out in Ref. [12]. There, an exponential
ansatz with a variational parameter for the radial part of the
exciton wave function leads to the decay rate [12]

1 1 202
—(K) = —(0)¢p("K"), (37
Tsf Tsf

where the constant « contains the parameters of the model and
the function ¢ is given by [12]

$(x) = L1+ (1 + )1 +2x0) 73 (38)
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To compare this result to our calculations, we fit the constant
« in Eq. (37) to our data obtained from Eq. (36) and plot the
resultin Fig. 1(b). It can be seen that the predictions of Ref. [12]
agree with the Markovian limit of our quantum kinetic theory.

B. Spin dynamics

Having obtained the exciton form factors, we can now
calculate the spin dynamics according to the quantum kinetic
Egs. (B1). To address the question of the importance of
quantum kinetic effects in the exciton spin dynamics, we
also present numerical solutions of the Markovian (34).
Furthermore, we study the influence of nonmagnetic scattering
as well as the magnetic pd coupling.

For the numerical implementation, we use a forth-order
Runge-Kutta algorithm to solve the differential equations in the
time domain and discretize the K space up to a cut-off energy
of a few tens of meV. This is done in the quasicontinuous limit
Yk — J dKD*(K) using the two-dimensional density of
states D?(K) = 4 K for a quantum well with area A. For all
calculations, we have checked that the number of excitons in
the system as well as the total energy remain constant after the
pulse.

We limit our study to the exciton ground state and treat
the optical excitation in a rotating-wave approximation. As
discussed in Sec. IIE, we focus on a situation where the hh
spins are pinned and do not take part in the dynamics. Thus
our main quantity of interest is the time evolution of the spin of
the exciton-bound electron. In all cases, the optical excitation
is modeled by a circularly polarized Gaussian laser beam with
a width (FWHM) of 100 fs centered at r = 0 ps resonant
to the exciton ground state and we consider a quantum well
with width d = 10 nm. We calculate the time evolution of the
exciton spin for two different materials, namely Cd;_,Mn, Te
[Fig. 2(a)] as well as Zn;_,Mn,Se [Fig. 2(b)] with impurity
concentration x = 5%. The relevant parameters for these two
materials, which are both of zinc blende crystal structure [10],
are collected in Table 1.

The mean-field results displayed in Fig. 2 show no spin
decay because the time evolution of the exciton density
matrix [cf. Eq. (B1b)] after the optical excitation in the
absence of a magnetic field is governed by the magnetic
and nonmagnetic correlations, which are neglected in the
mean-field approximation. If the correlations are treated on
a Markovian level, the spin decays exponentially with the
spin-decay rate Tl_s}(I defined in Eq. (36). The spin dynamics
in Cdg 9sMng o5 Te is slower than in Zng9sMng o5Se, which is
mainly due to the larger exciton mass in ZnSe.

However, the full quantum kinetic spin dynamics in both
materials is clearly nonmonotonic and shows a pronounced
overshoot after approximately 5 ps of about 10% of the spin
polarization immediately after the pulse in the situation de-
picted in Fig. 2(a). Furthermore, for the first few picoseconds,
the quantum kinetic result is actually closer to the results of
a calculation using only half the Markovian spin-decay rate.
The spin overshoot in Fig. 2 is absent if the nonmagnetic
impurity scattering of electrons and holes in the DMS as well
as the pd exchange interaction are neglected, as suggested
by a calculation with J§ = (ﬁ‘ = Jpa = 0 (cf. black boxes in
Fig. 2). Without these contributions, the time evolution of the
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FIG. 1. (a) Angle-averaged form-factor product Fn'ihllf,} X2 for the exciton ground state (1s) as a function of the center of mass momentum

K. (b) K dependence of the Markovian spin-decay rate for excitons (z'), which follows the diagonal of plot (a), is compared to the constant
rate found for quasifree electrons [43] (r;' ). Both rates are normalized with respect to the exciton spin-decay rate for K = 0 and are calculated
without external magnetic field. Additionally, Eq. (37) is used to fit rs;I to the exciton spin-decay rate of our model.

spin virtually coincides with an exponential decay with half
the Markovian spin-decay rate. Note that the nonmagnetic
scattering as well as the pd interaction do not influence the spin
dynamics on the Markovian level, as follows from Egs. (34).
Interestingly, the role of nonmagnetic impurity scattering
is here opposite to what has been found for the electron spin
dynamics in the band continuum [44]: while for excitonic
excitations this scattering enhances the overshoot, for above

Cdg.95sMng o5 Te

exciton-bound electron spin (norm.)

time (ps)

band-gap excitations it typically almost completely suppresses
the nonmonotonic time dependence of the electron spin
polarization.

The deviations from the Markovian limit can be traced back
to the optical excitation at the bottom of the exciton parabola
(K =~ 0): while the memory kernel in the Markovian limit
given by Eq. (31) contracts to a delta function in energy space,
for finite times the energy-time uncertainty relation leads to a

Zmng.95Mng g55e

QKT — b
Markov — i
Markov, half rate - -
mean field i
J§ = Jé’ =0 + b
de =0 x -

Js=J8=Juu=0 o

time (ps)

FIG. 2. Spin dynamics of the exciton-bound electron in a 10-nm quantum well using the parameters of (a) CdyosMnggsTe and (b)
Zny.9sMny osSe for vanishing external magnetic field after an optical excitation with a circularly polarized Gaussian laser beam resonant to the
exciton ground state. The time axis is chosen such that the pulse maximum lies at t = 0 ps with a width (FWHM) of 100 fs. For each material,
we show the quantum kinetic results based on Egs. (B1) (QKT) as well as Markovian calculations using Eqs. (34) (Markov), a spin decay with
half the Markovian rate (Markov, half rate), and the results of a calculation where all correlations are neglected (mean field). Additionally, we
plot the spin dynamics in the artificial situation where different coupling constants J¢, J&, and/or J,, are set to zero. All results are normalized
with respect to the mean-field spin polarization for long times. The inset in figure (a) shows the kinetic energy (Eyi,), the magnetic sd/pd
correlation energies (Egg;,,), the nonmagnetic correlation energy (E{i"), and the total energy (E) normalized with respect to the exciton
density after the pulse.
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E

Ers0 [--mmmeee--

FIG. 3. Sketch of the 1s exciton parabola together with the real
part of a typical memory kernel o< W [cf. the left-hand
side of Eq. (31)] for a fixed time ¢ with E; = E 5 (blue solid line)
and E; > Ejy (red dashed line). For excitons optically generated at

K = 0, the memory is effectively cut in half.

finite spectral width as sketched in Fig. 3. In a quantum well,
the spectral density of states is constant but vanishes below
the vertex of the exciton parabola, resulting in a cut-off of the
memory kernel in energy space [46]. At K = 0, the integral
over the memory kernel yields therefore only half the value
predicted by the Markovian assumption of a deltalike memory.
This translates into a reduction of the effective spin-decay rate
by a factor of %

The influence of nonmagnetic impurity scattering manifests
itself in a redistribution of center of mass momenta on the
Is exciton parabola. As a result, states further away from
K = 0O are populated. For these states, the cutoff of the memory
integral due to the density of states is shifted correspondingly
and oscillates with time, which causes the overshoots in the
dynamics of the spin polarization in Fig. 2. It is noteworthy
that, even if the heavy-hole spins are pinned throughout the
dynamics, the magnetic pd exchange interaction can still
influence the dynamics of the exciton-bound electron spin
since it allows for spin-conserving scattering of exciton-bound
holes at magnetic impurities. In this sense, the magnetic pd
interaction has a similar effect as nonmagnetic scattering. This
can be seen from the results depicted in Fig. 2 where either
the nonmagnetic or the pd interactions are switched off. In the
case of CdgosMngsTe, where J,q ~ %JS, both interactions
are of similar importance. However, for Zng 9sMng gsSe, where
Jpa = 2J;5, the magnetic pd interaction dominates the spin
dynamics and nonmagnetic impurity scattering is almost
negligible.

The fact that the pd interaction and the nonmagnetic
impurity scattering facilitate a redistribution of center of mass
momenta can be seen from the inset of Fig. 2(a), which shows
the time evolution of the kinetic energy as well as correlation
energies. A significant increase in kinetic energy of about
5 meV per exciton is found, which is mainly provided by a
build-up of correlation energies due to nonmagnetic scattering
and due to the pd interaction. The inset in Fig. 2(a) also
shows that the total exciton energy is indeed conserved after
the pulse and obtains a small negative value with respect
to the mean-field energy of a ls exciton at K = 0. This is
possible because carrier-impurity correlations are built up
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already during the finite width of the pulse. In the case of
Cdy.9sMng o5 Te, the magnetic pd interaction as well as the
nonmagnetic impurity scattering lead to similar correlations
energies, which is consistent with their comparable influence
on the time evolution of the spin as depicted in the main panel
of Fig. 2(a).

IV. CONCLUSION

We have derived quantum kinetic equations for density
matrices in the exciton representation that describe the time
evolution of the exciton spin in laser-driven DMS in the
presence of an external magnetic field. Our theory takes into
account contributions up to second order in the generating
laser field and explicitly keeps correlations between the carrier
and the impurity subsystem. The model not only includes the
magnetic sp-d interaction between electrons, holes, and Mn
atoms, but also accounts for elastic nonmagnetic scattering at
the impurities. This makes our theory a widely applicable tool
to study the ultrafast spin dynamics in DMS beyond the single-
particle Born-Markov picture. Furthermore, we have shown
how rate equations can be straightforwardly extracted from our
quantum kinetic theory by using the Markov approximation
to eliminate the correlations. This approach allows us to
obtain spin-flip scattering rates for situations where the spin
polarization is oriented parallel or perpendicular with respect
to the external magnetic field. In contrast to the situation of
quasifree conduction band electrons studied in Ref. [44], for
excitons it is found that the Markovian spin-decay rate strongly
depends on the wave vector via a form factor reflecting the
shape of the exciton wave function.

A numerical solution of the quantum kinetic equations
including exciton-impurity correlations in the absence of
a magnetic field and for vanishing impurity magnetization
reveals strong deviations from the Markovian predictions in
the form of an overshoot of the spin polarization as well
as a slower initial decay with about half of the Markovian
rate. Accounting for nonmagnetic impurity interaction as
well as the pd interaction in the valence band was found
to have an essential impact on the spin polarization since
the overshoot is only seen in calculations that include these
interactions. In contrast, nonmonotonic behavior in the spin
dynamics of conduction band electrons is strongly suppressed
by nonmagnetic impurity scattering [44].

In Ref. [31], where results for spin-decay rates in DMS
measured by different groups have been compared, it was
found that the experimentally obtained rates for vanishing
magnetic field are consistently about a factor of five larger than
the value expected from Fermi’s golden rule for conduction
band electrons. A possible explanation for this deviation is that
excitons instead of quasifree electrons have to be considered.
Substituting the exciton mass for the electron mass in Fermi’s
golden rule leads to an approximately eight times larger
spin-decay rate. However, in this article, we have found that
non-Markovian effects lead to a spin decay on a time scale
corresponding to about half the Markovian rate. Thus our
theory predicts that the spin-decay rate measurable in ultrafast
optical experiments is about four times larger than predicted
by a Markovian model using quasifree carriers and is therefore
close to the findings of experiments.
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APPENDIX A: SOURCE TERMS FOR THE CORRELATIONS

The source terms for the correlations in Eq. (25) are
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