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Influence of nonmagnetic impurity scattering on spin dynamics in diluted magnetic semiconductors
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The doping of semiconductors with magnetic impurities gives rise not only to a spin-spin interaction between
quasifree carriers and magnetic impurities but also to a local spin-independent disorder potential for the carriers.
Based on a quantum kinetic theory for the carrier and impurity density matrices as well as the magnetic and
nonmagnetic carrier-impurity correlations, the influence of the nonmagnetic scattering potential on the spin
dynamics in DMS after optical excitation with circularly polarized light is investigated using the example
of Mn-doped CdTe. It is shown that non-Markovian effects, which are predicted in calculations where only the
magnetic carrier-impurity interaction is accounted for, can be strongly suppressed in the presence of nonmagnetic
impurity scattering. This effect can be traced back to a significant redistribution of carriers in k-space which is
enabled by the build-up of large carrier-impurity correlation energies. A comparison with the Markov limit of
the quantum kinetic theory shows that, in the presence of an external magnetic field parallel to the initial carrier
polarization, the asymptotic value of the spin polarization at long times is significantly different in the quantum
kinetic and the Markovian calculations. This effect can also be attributed to the formation of strong correlations,
which invalidates the semiclassical Markovian picture and it is stronger when the nonmagnetic carrier-impurity
interaction is accounted for. In an external magnetic field perpendicular to the initial carrier spin, the correlations
are also responsible for a renormalization of the carrier spin precession frequency. Considering only the magnetic
carrier-impurity interaction, a significant renormalization is predicted for a very limited set of material parameters
and excitation conditions. Accounting also for the nonmagnetic interaction, a relevant renormalization of the

precession frequency is found to be more ubiquitous.
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I. INTRODUCTION

Most of the devices based on the spintronics paradigm that
are commercially available today use the fact that spin-up
and spin-down carriers exhibit different transmission and
reflection probabilities at interfaces involving ferromagnetic
metals [1,2]. However, some applications, like spin transistors
[3], require the control not only of spin-up and spin-down
occupations, but also of the coherent precession of spins per-
pendicular to the quantization axis provided by the structure.
For this purpose, spintronic devices based on semiconductors
are preferable to metallic structures since the dephasing time
in a metal is about three orders of magnitude shorter than
in a semiconductor [4]. In the context of semiconductor
spintronics [5-7], a particularly interesting class of materials
for future applications are diluted magnetic semiconductors
(DMS) [8-22], which are obtained when semiconductors are
doped with transition metal elements, such as Mn, which act
as localized magnetic moments. While some types of DMS,
such as Ga;_,Mn, As, exhibit a ferromagnetic phase [8,23],
other types of DMS, like the usually paramagnetic CdMnTe,
are especially valued for the enhancement of the effective
carrier g factor by the giant Zeeman effect that can be used,
e.g., to facilitate an injection of a spin-polarized current into a
light-emitting diode [24].

A number of different aspects of DMS have been in-
vestigated in the past. These include the growth as well as
structural and material properties of bulk DMS and DMS het-
erostructures (cf. review articles Refs. [8,25,26] and references
therein), the magnetic order [27] and its control via ultrafast
demagnetization after optical excitation [28-31], which is
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particularly relevant for strongly p-doped DMS, or collective
effects such as the formation of magnetic polarons [32-35] and
spin waves [36,37]. Important insights into the fundamental
spin physics in DMS can be obtained by investigating the
spin dynamics in ultrafast optical pump-probe experiments
[10,20,38,39]. For this purpose, intrinsic or n-doped DMS are
particularly transparent because they are usually paramagnetic
and, thus, the long-range magnetic order of the impurities,
which complicates the analysis of the measured signals, is
negligible.

In these systems, the spin dynamics is typically dominated
by spin-flip scattering of quasifree carriers at the magnetic
impurities, which leads to an exchange of spins between
the carrier and impurity subsystems [22]. The exchange
interaction responsible for the spin-flip scattering, which
can be modeled by a Kondo-like Hamiltonian [40,41], has
two distinct microscopic origins, the exchange part of the
Coulomb interaction between carriers and impurities and a
virtual hopping of quasifree carriers onto d-shell states of
the magnetic impurities [42]. The contribution of the latter to
the exchange interaction follows directly from a Schrieffer-
Wolff transformation [43]. The same microscopic sources
that yield the Kondo-like magnetic exchange interaction are
also responsible for a nonmagnetic local interaction between
carriers and impurities in the DMS. In Cd;_,Mn,Te, the
nonmagnetic interaction (~1.6 eV [44]) is about one order of
magnitude stronger than the magnetic interaction (~220 meV
[45]). To understand why the nonmagnetic carrier-impurity
interaction in Cd;_,Mn,Te is so strong, it is instructive to
consider a model where electrons at unit cells without Mn
atoms experience the band structure of CdTe and electrons at
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unit cells where the Cd ions are replaced by Mn experience
the band structure of MnTe. CdTe crystallizes in a zinc-blende
structure, while the lowest energetic crystal structure of bulk
MnTe is the NiAs structure [46]. Thus, when CdTe is doped
with Mn impurities, the MnTe units are also forced into a
zinc-blende structure. This leads to a large energy penalty
with respect to its bulk form and, thus, to a significantly higher
local conduction band edge than CdTe, which determines the
strength of the effective nonmagnetic local carrier-impurity
interaction.

Despite its strength, the nonmagnetic carrier-impurity
interaction in DMS has been discussed in the literature, to
the best of our knowlegde, only in the context of transport
problems [41], where it gives rise to an additional contribution
to the resistance due to nonmagnetic impurity scattering, and
for explaining shifts of the optical spectra of semiconductor
structures upon doping with magnetic impurities [44]. The
effects of nonmagnetic impurity scattering have, so far, not
been addressed in the literature in the context of ultrafast spin
dynamics in DMS. The reason for this is that the spin dynamics
in DMS is almost always described by theoretical approaches
that end up with Markovian rate equations for the spin transfer
between quasifree carriers and impurities and other processes
[19,22,30,31,47-52]. On the level of rate equations, the
nonmagnetic impurity scattering of carriers at the impurities
is an elastic process that conserves the spins of carriers and
impurities individually and only leads to a redistribution of
carriers to states with the same energy as before the scattering
event. As a consequence, the carrier occupation and spin
density remains unchanged by the nonmagnetic scattering
in systems with a parabolic band structure and isotropic
carrier distributions in k space. Thus rate equations only
predict an influence of nonmagnetic impurity scattering on
the spin dynamics if, e.g., k-dependent effective fields due
to spin-orbit coupling are present like in the Elliott-Yafet
[53] or D’yakonov-Perel’ [54] mechanisms. Although it is,
in principle, possible to study DMS systems where the carrier
spin dephasing in such effective fields competes with spin-flip
scattering [55], this situation is not very common and, in
this article, we focus on DMS with negligible spin-orbit
interaction.

Inrecent studies based on a non-Markovian quantum kinetic
theory [56] that did not account for nonmagnetic impurity
scattering, it was predicted that in certain situations, such as
confined systems like quantum wells and optical excitations
close to the band edge [57], the spin dynamics in DMS after
optical excitation deviates significantly from the Markovian
exponential behavior. For example, the time evolution of
the spin polarization can become nonmonotonic [58]. Fur-
thermore, genuine many-body correlation effects, such as a
renormalization of the carrier spin precession frequency and
the build-up of correlation energy [59] may influence the
ultrafast spin dynamics. The build-up of correlation energy was
found to enable a scattering of electrons to states with higher
kinetic energy and it affects, in particular, the asymptotic
values of the carrier spin polarization in the presence of an
external magnetic field at long times after the optical excitation
[60]. Also, these many-body correlation effects cannot be
explained in a theoretical description based on Markovian rate
equations for uncorrelated carriers and impurities. Since the
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appearance of non-Markovian behavior and correlation effects
depends strongly on the dynamics of carriers in k space, it
can be expected that the strong nonmagnetic carrier-impurity
interaction, which is present in real DMS but has not been
included in the framework of the quantum kinetic theory
[56] so far, significantly influences the non-Markovian spin
dynamics.

The goal of the present paper is to investigate the influence
of the nonmagnetic carrier-impurity interaction on the ultrafast
electron spin dynamics in paramagnetic II-VI DMS after
optical excitation. To this end, the quantum kinetic theory
of Ref. [56] is extended and not only the magnetic s-d
interaction is taken into account, but also the nonmagnetic
carrier-impurity interaction as well as Zeeman energies for
carriers and impurities, which makes it possible to study the
spin dynamics in the presence of an external magnetic field.

Here, we find that in the conduction band of a narrow
Cd;_,Mn, Te quantum well, non-Markovian effects predicted
by calculations neglecting the nonmagnetic carrier-impurity
interaction are strongly suppressed by nonmagnetic impurity
scattering. While, in this case, the nonmonotonic behavior
of the spin dynamics disappears, the quantum kinetic theory
predicts quantitative changes in the effective spin transfer rate
compared with its Markovian value obtained by Fermi’s golden
rule. The suppression of the non-Markovian features is mainly
caused by a significant redistribution of carriers away from the
band edge where the non-Markovian effects are particularly
strong [57]. This carrier redistribution is facilitated by the
build-up of strong carrier-impurity correlations providing a
correlation energy of the order of a few meV per electron that
leads to an increase of the average kinetic electron energy
by about the same amount. Due to the different strengths
of the interactions in the conduction band of Cd;_,Mn,Te,
the nonmagnetic carrier-impurity correlation energy is much
larger than the magnetic correlation energy studied before
in Ref. [59]. In other cases, such as in the valence band
of Cd;_,Mn,Te, the nonmagnetic impurity scattering can be
much weaker than the magnetic spin-flip scattering and the
non-Markovian effects prevail. In the presence of an external
magnetic field parallel to the initial carrier spin polarization,
the correlation-induced change of the asymptotic value of the
carrier spin polarization at long times ¢ with respect to its
mean field value [60] is found to be significantly enhanced
when in addition to the magnetic carrier-impurity interaction
also the nonmagnetic interaction is accounted for. If the
initial carrier spin polarization is perpendicular to the external
magnetic field, the carrier spins precess about the effective
field comprised of the external field and the mean field due to
the impurity magnetization. As shown in Ref. [59], the carrier-
impurity correlations built up by the magnetic s-d interaction
renormalize the carrier spin precession frequency. Here, we
show that when both, the magnetic and the nonmagnetic
interactions are taken into account, the renormalization of
the carrier spin precession frequency can be different in sign
and magnitude compared with calculations in which only the
magnetic interaction is considered.

The article is structured as follows: first, quantum kinetic
equations of motion for the carrier and impurity density
matrices as well as for the magnetic and nonmagnetic carrier-
impurity correlations are formulated for a DMS with magnetic
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and nonmagnetic carrier-impurity interactions. Then, we
derive the Markov limit of the quantum kinetic theory
which enables a comparison and allows us to distinguish the
genuine quantum kinetic effects from the Markovian behavior.
Furthermore, from the Markov limit we can derive analytic
expressions for the carrier-impurity correlation energies as
well as the correlation-induced renormalization of the carrier
spin precession frequency. After having laid out the theory,
we present numerical simulations of the quantum kinetic
equations for the conduction band of a Cd;_,Mn, Te quantum
well including magnetic and nonmagnetic scattering at the Mn
impurities and discuss the energetic redistribution of carriers
as well as the correlation energies. Then, we estimate the influ-
ence of nonmagnetic impurity interaction on the spin dynamics
in the valence band of Cd,_,Mn, Te. Finally, we discuss the
effects of the nonmagnetic impurity scattering on the spin
dynamics in DMS in the presence of an external magnetic
field parallel and perpendicular to an initial nonequilibrium
carrier spin polarization.

II. THEORY
A. DMS Hamiltonian

In the present paper, we consider an intrinsic DMS such as
Cd;_,Mn,Te in the presence of an external magnetic field.
The effective magnetic s-d exchange interaction between
conduction band carriers and localized magnetic impurities
is usually modeled by [41,45]

Ha=Ja) 81 i8R, —ry), (la)

Ii

where S; and §; are the spin operators of the /th magnetic
impurity and the ith conduction band electron, respectively,
and R; and r; are the corresponding positions. Jyg is the
magnetic coupling constant, which defines the strength of
the magnetic carrier-impurity interaction. We assume that
the nonmagnetic carrier-impurity interaction can be written
similarly as

Himp = Jo Y _8(R; —17), (1b)

Ji

where Jy is the nonmagnetic coupling constant. In order to
account for spin-independent scattering not only at Mn im-
purities but also at additional nonmagnetic scattering centers,
such as in quaternary compound DMSs like HgCdMnTe [55],
we allow the number of scattering centers Njy, in general to
be larger than the number of magnetic impurities Nyp,. Here,
we use the notation that the index I runs from 1 to Ny, while
the index J runs from 1 to Njyp. The value of the coupling
constant for the magnetic impurity interaction in DMS is
well established in the literature [45]. Here, we determine
the value of the nonmagnetic carrier-impurity interaction so
that the shifts of optical spectra upon doping of CdTe with
Mn [44] are reproduced within the mean-field/virtual-crystal
approximation of Hiyp.

Note that we assume that the carrier-impurity interaction is
short-range although it originates mainly from the Coulomb
interaction between carriers and impurities. This assumption
is justified for II-VI DMS, since the Mn impurities are

PHYSICAL REVIEW B 95, 045204 (2017)

incorporated into the II-VI lattice isoelectrically. Thus the
long-range monopole part of the Coulomb interaction between
electrons and Mn impurities is the same as the corresponding
part of the interaction between electrons and the Cd ions
that are replaced by the Mn ions. Therefore the long-range
part of the nonmagnetic Mn-carrier interaction is already
covered by the effective crystal Hamiltonian, where Coulomb
interactions are screened by the sea of electrons in the valence
bands. The long-range part of the Coulomb interaction may
be expected to be relevant in III-V DMS, where Mn ions
typically act as acceptors and remain negatively charged
[8]. However, even in the case of GaMnAs, models using
a local approximation for the nonmagnetic carrier-impurity
interaction have been successfully employed in the framework
of the V-J tight-binding model of Ref. [61], where a good
quantitative agreement with ab initio calculations for the
Curie temperature and with experimental data for the optical
conductivity was obtained.

In second quantization and in k space, the total Hamiltonian
of the DMS system under consideration is

H=H0+Hsd+Himp+H§+Hg[nv (2&)
Hy = Z hwkclkcak, (2b)
ko
Jd i(k'— D
Hsd = 75 Z ann’ : Saa’cikca’k’el(k bR Pn’nfs (2C)
kKoo’ Inn'
Jo (K —
Hinp = 3 D2 3 o, Cd)
kk'c J
5 = 3 heab s X
koo’
Hg[n = Z thnMBB . Snl’l'ﬁn]n’f (2f)

Inn'

where Hj is the single-electron Hamiltonian due to the crystal
potential and HS and H)™ are the carrier and impurity Zeeman
energies.

In Eq. (2), clk and ¢,k denote the creation and annihilation
operators for conduction band electrons with wave vector k
in the spin subband o = {#,]}. The magnetic Mn impuri-
ties are described by the operator ﬁ,{n, = |I,n){I,n’| where
|1,n) is the nth spin state (n € {—=3,—3,...,3}) of the Ith
magnetic impurity located at R;. The band structure of the
semiconductor is described by Awyg, which we assume to be
parabolic wy = % with effective mass m*. V denotes the
volume of the sample. S,,,, and s,,, are the vectors with
components consisting of spin—% and spin—% spin matrices for
the impurities and the conduction band electrons, respectively,
where the unit i has been substituted into the definition of
Jsa so that 85,5, = %agm, where 0,5, are the Pauli matrices.
Finally, g, and gm, are the g factors of the electrons and the
impurities, respectively, and g is the Bohr magneton.

Furthermore, we consider a narrow quantum well where
only the lowest confinement state is excited. Projecting the
total Hamiltonian in Eq. (2) onto the corresponding subspace
is essentially equivalent to replacing the three-dimensional
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bulk wave vectors k and kK’ by two-dimensional in-plane wave
vectors [62].

B. Quantum Kkinetic equations of motion

The goal of this article is to study the spin dynamics in DMS
after resonant optical excitation with circularly polarized light.
To this end, we derive equations of motion for the carrier
and impurity density matrices as well as carrier-impurity
correlations based on a correlation expansion scheme [56].
The principles of such a theory go back to the cumulant
expansion of higher order correlations by Kubo [63]. For
investigations of the ultrafast dynamics in semiconductors,
correlation expansion methods have been proven very fruitful
in the past, in particular, when many-body effects arise due
to Coulomb or carrier-phonon interactions [64—66]. A density
matrix formalism for the investigation of spin dynamics in
semiconductors has been provided by the kinetic spin Bloch
equation [48]. The latter, however, were formulated only for
uncorrelated single-particle density matrices using the Markov
approximation to integrate out correlations arising from the
many-body interactions.

In Ref. [56], a density matrix theory was developed for
the single-particle density matrices as well as the carrier-
impurity correlations built up by the Kondo-like magnetic
interaction Hyy in DMS. This theory has been modified in
order to describe the spin dynamics in the presence of a finite
impurity magnetization [67] and external magnetic fields as
well as k-dependent effective spin-orbit fields [62]. Here, we
extend the quantum kinetic theory further to also include the
nonmagnetic impurity interaction Hipp.

Following Ref. [56], we seek to obtain a closed set of
equations for the reduced carrier and impurity density matrices
as well as for the carrier-impurity correlations:

M =(B,,,), 3a)
i = {ch i Co): (3b)
Coe = V(e \ come ™ R for K, # ki, (3¢)
07 = Vel copoe®TRPL ) for ko #ky. (3d)

M,? and C 2k are the impurity and electron density matrices

k k
and C%e as well as Q72,2 are the nonmagnetic and magnetic

carrier-impurity correlatlons, respectively. In Eq. (3), the
|
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brackets denote not only the quantum mechanical average of
the operators, but also an average over a random distribution
of impurity positions, which we assume to be on average
homogeneous so that (e/*k—koRsy — g, |

The equations of motion for the variables defined in
Eq. (3) can be derived using the Heisenberg equations of
motion for the corresponding operators. Note, however, that
this procedure leads to an infinite hierarchy of variables
and equations of motion, since, e.g., the equation of motion
for (c;k]c(,zk e kKR, f” ,) contains also terms of the

form (cj, K Coke' ™ k‘)R’e’(k2 Ry Pnlm P!') for I' # I which
cannot be expressed in terms of the variables in Eq. (3). Thus,
in order to obtain a closed set of equations, one has to employ a
truncation scheme. Here, we follow the procedure of Ref. [56]:
we factorize the averages over products of operators and define
the true correlations to be the remainder when all combinations
of factorizations have been subtracted from the averages. For
example, we define (for k, # k)

1 ko—k|)R; pI
S(C(‘;lleUZkZ ek p >

i

= (c] | coppe®TRORPL )
(et o fe RN EL)
Heb Come TN )

ko—k))R pl
+( i(ko—Kp) ’)(kalcazkvpnll’lz))

“

where §(...) denotes the true correlations. The basic
assumption of the truncation scheme of Ref. [56] is
that all correlations higher than §(c! \ ok, e/®~*R1) and
b (cilklcazkzei(kz_k‘)R' P!, ) are negligible. This assumption
results in a closed set of equations of motion for the reduced
density matrices and the true correlations. However, it turns
out [68] that the equations of motion can be written down
in a more condensed form when switching back to the full
(nonfactorized) higher-order density matrices as variables,
after the higher (true) correlations are neglected. For details of
this procedure, the reader is referred to Refs. [56,68].

Applying this truncation scheme to the total Hamiltonian
(2) including magnetic and nonmagnetic carrier-impurity
interactions as well as the Zeeman terms for carriers and
impurities leads to the equations of motion for the variables
defined in Eq. (3):

ad , -
n E : n n 2 : 2 : a "nyK o’'nk
— lha M 2= h(z)Mn . (Sym]an - Snan nn Saa onk Snzn : sao’anlk]v (53.)
n n kk'oo’
Nm ,
o _ E : 0 o n § § : on'ky on’k
_lha Calkl hwe ' (SUUI Cak] — Soyo Calkl + ‘ISd nn' * Soo Qank - S * Soy0 Qalnkl)
o nn’ ko
Nim = =
P (72k| (Tzk
Tl 2 (o = €. (5b)
k
ad 1 11 111 imy
. oanoky onsky arnsky arnsky ornsk; o212k, 1MP
—lﬁg Q(r.n.k] - h(a)kl - wkz) an.k] + balnlkl + bmnlkl + bmn.k] + balnlkl ’ (SC)
d - = 1 11 11 sd
. ok, o02k; ok ork; ork; ok, S
—iho-Coy = Mo, — o1,)CAZ + el + e+ ey (5d)
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with
Uonzko (o) ny 02 n
glnlk] E -Isd nn; * Soo’ (80'10 - g'lkl)ca'k M - Sn2n : SUU’(&H& - Co'kz) O-]k] Mm] (56)
an(T
11
o ky _ 2 : onsky onky 2 : oz ko ornky
balnlkl - h(z)e : (S(’(fl Qon1k| - S”z” an]k|) + th" . (S””l Qa]nk| - S”Z" an.lq)’ (Sf)
n
1 J
oan2ky _ Jsd § E onrky onk
balnlkl - 7 !(Snnl *Sooy Qank - Snzn *Soy0 Qalnlkl)
n ko
_ S . S anzkz _ Qaznkz) (S Qa nzk Q(r 'nk )] (5 )
oo’ olkl nny < gnk "7’1 onik ok2 nny < onk, ”2" onik; g
a2 ky IMP _ oy 1y onr ko Uznzk
bmn]kl =Jo (Calkz - Calk] M + = Z : a]nlk - dlnlkl) ’ (5h)
and
okl 0 .
ok, JO(CtT]kz Cﬂlkl)’ (51)
11 =
(Tzkz _ (Tzko (Tkz 1
e = E hwe - (So0, Cope,” — SonoCopc. ) (59)
ok 111 _ ﬁ (C_‘”zkz _ C‘Uzk ) (Sk)
Ca]kl - ok ok, /)’
|4
azkzsd _ n o o sd NMn azn’kz on’'k
c¢71k1 — sd E E M nn Saol Cakz - Saza g]kl V N E E Snn sam onk Soga lenk])’ (51)
nn’ © P ko
[
. . . . . oanoky M
where bgzzﬂlzz are the source terms for the magnetic carrier- vectors of the correlations due to the s-d interaction. b(,fnfkf

. . k, X
impurity correlations, ¢

netic correlations and

are the sources for the nonmag-

1 :
©vn = gt B + id— 5 2S00 Co (6a)
k(r(f’
N
@c = gepsB + ﬂﬂ Z S M, (6b)

are the mean-field precession frequencies of the impurity and
carrier spins, respectively. The first terms on the right-hand side
of Eqgs. (5a) and (5b) represent the precession of the impurity
and carrier spins in the mean field due to the carrier and
impurity magnetization as well as the external magnetic field.
The second terms in Egs. (5a) and (5b) describe the effects of
the magnetic carrier-impurity correlations on the impurity and
carrier density matrices and the last term of Eq. (5b) describes
the scattering of carriers at nonmagnetic impurities.

In analogy to the situation without nonmagnetic impurity
scattering (Jy = 0) studied in Ref. [68], we label the source
terms of the correlations on the right-hand side of the Eqgs. (5¢)

I
and (5d) as follows. The terms bgfﬁft: are the inhomogeneous
driving terms depending only on single-particle quantities.

Kk, 1 . . .
bgf;fkf are homogeneous terms which describe a precession-

type motion of the correlations in the effective fields w. and

k. ! . ..
wwn. The source terms bgzzzkf compnse the driving of the

magnetic correlations by other magnetic correlations with
different wave vectors and describe a change of the wave

denotes the contributions to the equation for the magnetic

correlations due to the nonmagnetic impurity scattering. The

k, X . .
source terms ¢,y > for the nonmagnetic correlations are clas-

sified analogously A straightforward but lengthy calculation
confirms that Eq. (5) conserve the particle number as well as
the total energy comprised of the single-particle contributions
and the correlation energies.

C. Markov limit

Although Eq. (5) can readily be used to calculate the spin
dynamics given a set of appropriate initial conditions, it is
instructive to derive the Markov limit of the quantum kinetic
equations [62,67,68]. On the one hand, this enables us to
distinguish the Markovian behavior from genuine quantum
kinetic effects. On the other hand, it allows us to derive
analytic expressions for the correlation energies and the
renormalization of the precession frequencies in the presence
of an external magnetic field [59].

The derivation of the Markov limit comprises two steps
[62]. First, the equations of motion for the correlations
are formally integrated yielding explicit expressions for the
correlations in the form of a memory integral. This yields
integro-differential equations for the single-particle variables,
where the values of the single-particle variables at earlier times
enter. Second, the memory integral is eliminated by assuming
a §-like short memory.

However, the first step, which involves the formal integra-
tion of the carrier-impurity correlations, can, in general, be
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111

complicated. Nevertheless, if the source terms beZf::f and

oka 111 imp

¢’ as well as the correlation-dependent part of
181

and cgf]l:f * are neglected, the formal solution of Eqs. (5¢) and

(5d) becomes much easier. In absence of nonmagnetic impurity
scattering, it has been shown that these source terms are indeed
numerically insignificant [68]. Furthermore, a straightforward
calculation shows that neglecting these terms also yields a

consistent theory with respect to the conservation of the total

mnzk7”1 02k21”
on;k ’ C(rlkl
O")I‘lzkg mp UkaSd :

the correlation-dependent parts of b’ "* = and ¢, s
indeed a good approximation in the presence of nonmagnetic
impurity scattering can be tested by comparing the numerical
results of the quantum kinetic equations with and without
accounting for these source terms.

Neglecting the aforementioned source terms in Eq. (5), we
first formulate a set of quantum kinetic equations for the new
dynamical variables:

bo’mzko
oiniky

energy. Whether neglecting the terms b and

1‘12
Z niny 111’ (72)
niny
ng = § co. (7b)
i
Sk =D S50, Conc (7¢)
0102
_Olkg (Tzk')
¢ =D stmConc (7d)
0102
ak, 2 :E : Uzﬂzkz
Qlk] - 0102 n.nz O’]Il]k]’ (76)
0102 nny

where (S) is the average impurity spin and ny and sk are the
occupation density and spin density of the carrier states with
wave vector Kk, respectively. C‘)‘kz as well as Qf‘l:‘lz comprise
the nonmagnetic and magnetic carrier-impurity correlations.
In Eq. (7), we use a notation in which the Latin indices are
in the range {1,2,3}, while the Greek indices also include the
value 0, where s2 . = 85,0, is the 2 x 2 identity matrix. The
corresponding equations of motion for the variables defined in
Eq. (7) are explicitly given in the Appendix.

Note that the source terms bfkk]z for the correlations Q?‘kklz
depend on the second moments of the impurity spins (S’ S/) =
D ninons Snln2 S,{znsM "5 for which we do not present equations
of motions, although such equations can, in principle, be
derived from Eq. (5). Here, we use the fact that for typical
sample parameters the optically induced carrier density is
usually much lower than the impurity concentration, so that the
average impurity spin only changes marginally over time [68].
For the numerical calculations, we assume that the impurity
density matrix can be approximately described as being in
thermal equilibrium at all times where the effective impurity
spin temperature Ty, can be obtained from the value of
(S). From this thermally occupied density matrix, the second
moments (S S/) consistent with (S) can be calculated in each
time step.

The equations of motion for the variables defined in
Eq. (7) are the starting point for the formal integration of the
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correlations. Note that Eqs. (Ald)-(Alg) for the correlations
Q"‘kZ and C al];z can be transformed into the general form

d . .
o Ok = —i(o — o) QR +ixiw0y

+ixoomn O + b (8)

where xi,x2 € {—1,0,1} and the terms proportional to w, =

|we| and wmy = |@wMmn| originate from the precession of the
. . k, 11 Kk, 11
correlations described by the source terms b)2"2, 2 dc?2
1nK; 01K
k! . .
The term bk.2 here denotes the contributions from the source

Uznokz 0'21(2 O")I‘lzkzlmp O'szSd
terms b M> ¢l by, and ¢t and only depends

on the single-particle variables. The formal integration of
Eq. (8) yields

t
QET(I)Z/ dt/ei[wkz7(0’k1+Xlwe+XZan)](t’7t)bll:fI(t/). 9)
0

The Markov limit consists of assuming a short memory,
i.e., the assumption that the correlations at time ¢ depend only
significantly on the single-particle variables at the same time

t, so that one is inclined to evaluate bll:]zl(t’) inEq.(9)att’ =¢
and to draw the source term out of the integral. However,
first, one has to make sure that the source terms are indeed
slowly changing variables. For example, the carrier spin can
precess rapidly about an external magnetic field. Therefore we
first analyze the mean-field precession of the single-particle
quantities and split the source terms into parts oscillating with
some frequencies w of the form

DD

o xe{-1,0,1}

e’ () R (SN[

Then, the different oscillating parts bll:fw’x(t) can be drawn
out of the memory integral and the remaining integral can be
solved in the limit of large times ¢ [62]:

/ dr’ &2 23 18(Aw) — E (11)

0

This procedure yields particularly transparent results in
the case where the external magnetic field and the impurity
magnetization are collinear, as is usually the case when
the number of impurities exceeds the number of quasifree
carriers (Nym > N.), and the impurity density matrix is
initially occupied thermally. Choosing the direction of w.
as a reference and defining sy , S1:=8- 2 and

wll\l,[n = Owmn - ‘, the Markovian equatlons obtained for the
spin-up and spin—down occupations and the perpendicular

carrier spin component with respect to the direction of @,

=S

nltl/l = n—;' + sl! (12a)
Sbi= s — 2l (12b)

We
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are given by

9 v _
9t

h2V2

+8[a)k2 - (a)kl + (we — an))]Js%NMH[<<SL2> + %<S”)>(l T/i)n]t?/T
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1 2
{ (@x, — o1, [JstMn2<S” ) £ JsaJo(Natn + Nimp)(S1) + 202 1mp](n£{¢—n£,”)

<<Su> - %(Su)>(1 i/r)nltlm] }

(13a)
3
TR Z{ Y [JdNM“ (") (s, + i) — 205 N (s —Sﬁ)}
1 1
+ 8[wn, — (wx, + (@e — an))]§(<sL2> - §<s“)(1 - 2n]ﬁ2))s¢]
1 1
+ 8w, — (i, — (@e — an))]§<<Si2> + (s (1 - 2n§2)>s¢1}
L 1 JsaJdo S 1 1
e X S+ s ; R (S) % [(Nimp — Natn)Sig, + (Nvin + Nimp)sic, |
2
. JstMn H 1<(SJ_2>_1(S>(1_2’11£2)><& XSIJ(‘I)
Wk, — (wkl + (we — an)) 2 2 @We
2
) TN 1<(sﬂ> + Lshy(1 = 2a )) (“’— < s;) } (13b)
wk, — (a)k1 — (we — a)Mn)) 2 2 2 e

The first line on the right-hand side of Eq. (13a), which
is proportional to nM ¢ nltl/ ¥, describes a redistribution
of occupations of spm up and spin-down states within a
shell of defined kinetic energy via the term proportional to
8(wk, — wx,). For a parabolic band structure, this implies a
redistribution between states with the same modulus |k| of the
wave vector k, while the total carrier spin remains unchanged.
If accompanied by a wave-vector dependent magnetic field
like a Rashba or the Dresselhaus field, this term leads to
a D’yakonov-Perel’-type suppression of the spin dephasing.
Here, however, we do not consider any wave vector dependent
field and the system under investigation is isotropic in k space,
so that the first line in Eq. (13a) has no influence on the
dynamics of the total spin. The second line in Eq. (13a)
describes a spin-flip scattering from the spin-up band to
the spin-down band and vice versa. Since these bands are
energetically split by hw,. and a flip of a carrier spin involves
a corresponding flip of an impurity spin in the opposite
direction, which requires a magnetic (Zeeman) energy of
hwl‘\‘dn, the total magnetic energy released in a spin flip process
is £hA(w. — an) Thus 8[wk, — (wk, £ (we — an))] ensures
a conservation of the total single-particle energies in the
Markov limit. It is noteworthy that, if the mean-field dynamics
of the source terms as in Eq. (10) is not correctly taken into
account, other energetic shifts are obtained in the é function,
which yields equations in the Markov limit that are not
consistent with the conservation of the single-particle energies
[62]. Note also that the right-hand side of Eq. (13a) correctly
deals with Pauli blocking effects. Because the nonmagnetic
impurity scattering enters in the equations of motion (13a) for
the spin-up and spin-down occupation only via the first line
which plays no role in an isotropic system, it has no influence
on the spin dynamics in the Markov limit.

(

The first three lines in Eq. (13b) for the perpendicular
carrier spin component, which are proportional to § functions,
indicate an exponential decay of the perpendicular carrier
spin component towards zero. The last three lines describe
a precession of the perpendicular carrier spin component. The
mean-field precession frequency w, is renormalized by the
carrier-impurity correlations. This renormalization originates
from the imaginary part of the memory integral in Eq. (11).
Besides the terms proportional to ——————  —, which

wkz—(wkli(we an))

are also present when only the magnetic s-d interaction is
taken into account [59], the nonmagnetic impurity scattering
introduces another contribution which is a cross-term, i.e.,
it is absent when either the magnetic or the nonmagnetic
impurity scattering is absent, which can be seen from the
fact that it is proportional to the product of Jy and Jy. In
the quasicontinuous limit, the sum over k, can be replaced
by an integral over the spectral density of states. In quasi-
two-dimensional systems like quantum wells, the spectral
denstiy of states D(w) = 2 5% is constant. Thus the frequency
renormalization can be integrated and yields logarithmic

divergences
1 WRZ
Z = f do D(w)
o Pk — @0 0 w — wo
Am* —
_ m In WBz — Wo (14)
2nh wo

at the poles wy = wk, and wy = wk, £ (We — an) These
logarithmic divergences are similar to the ones obtained in
the discussion of the Kondo effect in metals with magnetic
impurities [40]. Despite the formal divergence, the summation
over a nonsingular carrier distribution always leads to a finite
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value of the precession frequency of the total carrier spin, since
the logarithm is integrable [62]. From Eq. (14), one can see
that the cut-off energy hwgz, which corresponds to the width
of the conduction band and is typically of the order of 1 eV,
enters as a new model parameter in the theory and cannot
be eliminated by assuming that wgz — 00, since then the
frequency renormalization also diverges. As a consequence,
the Markovian expression for the frequency renormalization
can only give an order-of-magnitude estimation and a more
detailed treatment of the band structure is necessary if a
quantitatively more accurate description is required.

For the special case of zero external magnetic field,
vanishing impurity magnetization and low carrier densities,
equation (13) are equivalent to the simple rate equations

d 1

Sk, = — Sk
ar T

where the rates coincide with that obtained by Fermi’s golden
rule or equivalent approaches [19,22,30,31,47-52]. In two
dimensions, one obtains [58]
135 J? am* Ny 1
20 12 RV d

5)

(16)

D. Correlation energy

In Egs. (9) to (11), Markovian expressions for the carrier-
impurity correlations are derived as functionals of the car-
rier and impurity variables. Using these expressions, it is
straightforward to also obtain analytic expressions for the
carrier-impurity correlation energies as functionals of the
carrier spins and occupations [62]. Splitting the averages over
the magnetic and nonmagnetic carrier-impurity interactions
into mean-field and correlated contributions,

(Hy) = (HY") + (HZ"). (17a)
(Himp) = (Hiny) + (Hiy): (17b)
Ja NV,

(Hy") = deM“ Z(S>-sk, (17¢)

(H) = SdNM“ZZQi'.:Z (17d)
kk i

() = 2 S, (170
k

(Higp) = 20 5 ek (179

k. k'

one obtains in the Markov limit

2 I
(HE) = _JSd‘i\’zMn 3 { L 1a(8") g + 2J0(S)si.
Kk k2 Wk, — Wk,
Ja((84%) = J(sh) (1 = ni )
Wk, (wk1 + (we — an )
a5 51 = k) I ase
Wk, — (a)k1 (we — an ) ’
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Jonk, + Jsa( S”)S

— wg,

JONlmp Z

ki ky

(Hcor) —

imp

(18b)

Equation (18) have the same poles as Eq. (13b) for the
frequency renormalization and, thus, also contain formally
logarithmic divergences in two-dimensional systems.

III. RESULTS

After having derived the quantum kinetic equations for
the description of the spin dynamics in DMS including
magnetic and nonmagnetic scattering and having obtained
rate-type Markovian equations, we now present results of
numerical simulations. Here, we focus on the case of a 4-
nm-wide Cdg 93 Mng g7 Te quantum well. For this material, the
magnetic coupling constant is J,g = —15 meV nm’ (NyJyg =
—220 meV) [45], while the nonmagnetic coupling constant
is approximately Jy = 110 meV nm’ (NoJy = 1.6 eV) [44],
where Ny is the number of unit cells per unit volume.
Furthermore, we use a conduction band effective mass of
m* = 0.1 mg and assume that the impurity magnetization is
described by a thermal distribution at a temperature of 7 = 2K
and the g factors of the conduction band carriers and Mn
impurities are g, = —1.77 and gm, = 2, respectively [60]. We
assume that there are no other scattering centers present beside
the Mn impurities, which implies Ninp = Nua-

Here, we are interested in pump-pulse measurements,
where the spin dynamics of the carrier system is probed after
resonant excitation with a circularly polarized light beam that
directly induces a spin polarization of the optically excited
carriers via spin selection rules. We assume that the spins
of the optically excited holes are pinned due to the strong
heavy-hole-light-hole splitting in narrow quantum wells and
only the dynamics of the conduction band electron spin is
of interest. For our calculations, we further assume that an
ultrafast circularly polarized Gaussian pump pulse resonant to
the band gap has excited spin-up electrons into the conduction
band at time r =0 and we use a corresponding Gaussian
spectral electron occupation of the spin-up conduction band as
an initial value for the carrier density matrix. This assumption
requires that the pump pulse is weak enough, so that Pauli
blocking and saturation effects during the excitation, e.g.,
Rabi flops, are negligible. Here, we consider a pump pulse
with full width at half maximum (FWHM) pulse duration
of about 350 fs, which translates into a spectral width of
the initial Gaussian occupation of spin-up electrons with
standard deviation of E; = 0.4 meV. Earlier studies where
only the magnetic carrier-impurity interaction was taken into
account showed that the predictions of such initial value
calculations are very well reproduced if the optical excitation is
directly taken into account via the corresponding light-matter
interaction Hamiltonian in dipole approximation [69].

With these initial values, the equations of motion are
integrated numerically using a Runge-Kutta algorithm. To
this end, the k space is discretized and truncated, i.e., only
taken into account up to a cutoff energy of hwgz = 40 meV.
Moreover, we assume that the initial occupation of the carrier
density matrix is isotropic in the two-dimensional k space.
Then, the values of the density matrices and the correlations
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FIG. 1. (a) Time evolution of the carrier spin for zero magnetic field with (/ = 110 meV nm?) and without (J = 0) nonmagnetic impurity
scattering. QKT1 (points) denotes the results according to the full quantum kinetic equation (5), while QKT?2 (lines) describes the results
of the reduced set of equation (A1l). The purple dash-dotted line shows the results of the Markovian equation (13), which is independent
of nonmagnetic impurity scattering. The inset shows a magnification of the region where the quantum kinetic theory for J, = 0 predicts a
nonmonotonic behavior. (b) Occupation of carrier states at + = 0 and ¢+ = 10 ps for the calculations with and without nonmagnetic impurity

scattering.

depend for all times only on the modulus |Kk| of the wave vector
k and not its polar angle in the two-dimensional k space. This
implies that for each k index of a density matrix or correlation,
only a one-dimensional continuum has to be discretized, which
speeds up the numerics significantly.

We first discuss the spin dynamics in the conduction band of
a Cdg.93Mng g7 Te quantum well for zero magnetic field with a
focus on the impact of nonmagnetic impurity scattering on the
spin dynamics and investigate the redistribution of carriers
in k space as well as the build-up of correlation energy.
Then, we study the spin dynamics in the valence band in a
simplified model. Finally, we investigate the spin dynamics
in the presence of an external magnetic field parallel and
perpendicular to the carrier spin polarization and discuss, in
the latter case, how the nonmagnetic impurity scattering affects
the carrier spin precession frequencies.

A. Zero magnetic field

Figure 1(a) shows the time evolution of an initially polarized
electron spin in a Cdg 93Mng o7 Te quantum well for vanishing
magnetic field. The Markovian equation (13), which are not
affected by nonmagnetic impurity scattering for the case
considered here and are therefore independent of Jj, predict
a simple exponential decay of the carrier spin, which is
transferred to the impurities. Note that due to Ny, > N,, the
asymptotic value of the carrier spin for long times ¢ is close to
zero, since the impurities act as a spin bath. If only the mag-
netic spin-flip scattering is accounted for (Jo = 0), the time

evolution according to the quantum kinetic theory is nonmono-
tonic and shows an overshoot below the asymptotic value.
Such an overshoot has already been discussed in Refs. [57,58].
Here, we find that these non-Markovian effects are strongly
suppressed in the calculations including nonmagnetic impurity
scattering (Jo = 110 meV nm?) and the time evolution of the
total spin follows the Markovian dynamics more closely. An
exponential fit to the dynamics of the full quantum kinetic
theory yields an effective spin transfer rate about 15% smaller
than the Markovian rate in Eq. (16). Interestingly, while the
full quantum kinetic equation (5) yield identical results as the
reduced set of equation (A1) in the case without nonmagnetic
impurity scattering, deviations between both approaches can
be clearly seen when the nonmagnetic impurity scattering is
taken into account.

In order to understand the suppression of the nonmonotonic
features in the spin dynamics with nonmagnetic impurity
scattering, it is useful to recapitulate the findings of Ref. [57],
where the origin of the non-Markovian behavior of the spin
dynamics in absence of nonmagnetic impurity scattering
was discussed: it was found that the depth of the memory
induced by the correlations is of the order of the inverse
energetic distance of the carrier state under consideration to
the band edge times /. Memory effects become insignificant
if the kinetic energy of the carrier hwy, is much higher
than the energy scale of the carrier-impurity spin transfer
rate % For the parameters used in the simulations, one
obtains from Eq. (16) a value of 72? = 2.97 ps and therefore
% ~ (.22 meV. Figure 1(b) shows the redistribution of carriers
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FIG. 2. Kinetic energy (red line), magnetic correlation energy
(blue line), non-magnetic correlation energy (purple line) and total
energy (cyan line) per electron for the quantum kinetic calculation
shown in Fig. 1 with J, = 110 meVnm®. The red circles show
the kinetic energy obtained from the Markovian calculation in
Fig. 1. The pluses and crosses depict the results according to
the analytic Markovian expressions for the correlation energies in
Eq. (18) evaluated using the carrier distribution of the quantum kinetic
calculation at selected time steps.

in the calculations with and without nonmagnetic impurity
scattering. One can clearly see that, while without nonmagnetic
impurity scattering the carrier distribution at + = 10 ps is
only slightly broadened, including the nonmagnetic impurity
scatterings leads to a drastic redistribution of carriers to states
many meV away from the initial distribution. For these states,
the memory is very short compared with the spin relaxation
time and therefore the Markovian approximation is justified.
The redistribution of carriers to states several meV away
from the band edge raises questions about the conservation of
energy, since for zero magnetic field the mean-field energy
of the system is comprised of only the kinetic energy of
the carriers. In the quantum kinetic calculations, however, we
also consider the carrier-impurity correlations which introduce
correlation energies that are not captured in a simple single-
particle picture. The different contributions to the total energy
over the course of time for the simulations presented in Fig. 1
are shown in Fig. 2. There, it is shown that the average kinetic
energy per electron increases from the initial value of the
order of the width of the initial carrier distribution to a much
larger value of about 4 meV on a time scale of about 0.5 ps.
This energy is mostly provided by a decrease of nonmagnetic
correlation energy from zero to a negative value. The magnetic
correlation energy is comparatively small since the magnetic
coupling constant Jg is about one order of magnitude smaller
than the nonmagnetic coupling constant J,. The pluses and
crosses in Fig. 2 show the results of the analytic expressions
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(18) for the correlation energies evaluated using the carrier
distributions of the full quantum kinetic theory in the respective
time steps. The analytic results are found to coincide with the
values extracted from the quantum kinetic theory after the first
0.5 ps. Even though the analytic expressions for the correlation
energies are obtained within the Markovian description, it
should be noted that in the Markovian equations of motion
(13) for the spins and occupations only single-particle energies
are considered for evaluating the energy balance. As in our
case, the single particle energies comprise only the kinetic
energies of the carriers, the latter are constant in the Markovian
description in sharp contrast to the quantum kinetic treatment.
Note also that the total energy comprised of single-particle and
correlation energies remains constant in the quantum kinetic
simulations, which provides a further test for the numerics.

B. Valence band

The fact that in the conduction band of a Cd;_,Mn,Te
quantum well the nonmagnetic scattering at the impurities
suppresses the characteristic nonmonotonic features of gen-
uine quantum kinetic behavior raises the question whether this
statement is true in general and non-Markovian effects always
only change the spin dynamics quantitatively. In this section,
we provide an example of a situation where the non-Markovian
features are not suppressed due to impurity scattering.

We consider now the valence band of a Cd;_,Mn,Te
quantum well. The details of the valence band structure in
a quantum well are influenced by, e.g., spin-orbit coupling,
strain or the shape of the confinement potential. In principle,
these effects can be described in terms of k.p theory as
contributions to a Kane or Luttinger Hamiltonian [70], which
can be mapped onto fw, and hw, - S4,4, in the quantum kinetic
equation (5) provided w, is considered k-dependent and s, .,
is generalized to a basis of traceless Hermitian 4 x 4 matrices
for the description of the heavy- and light-hole subbands.
However, the matrix elements of the Luttinger Hamiltonian
depend explicitly on the polar angle of the wave vector k
in k space that has to be resolved in numerical calculations,
which increases the numerical demands enormously. Thus a
realistic description of the band structure is beyond the scope
of this article. Instead, we perform a model study, where we
assume that heavy-hole and light-hole bands are degenerate.
In this case, we can use the quantum kinetic theory derived for
the conduction band and take the material parameters for the
heavy holes. The magnetic coupling constant in the valence
band is J,g = 60 meV nm> [45] and the heavy-hole mass is
my = 0.7mg [71]. The difference of the band gaps between
CdTe and zinc-blende MnTe of about 1.6 eV is split into
the conduction and valence band offsets by a ratio of 14:1
[72]. Thus one obtains a value for the nonmagnetic coupling
constant in the valence band of about J, = 7 meV nm?>. The
results of the quantum kinetic simulations for these parameters
are shown in Fig. 3.

In comparison with the conduction band, the four times
larger magnetic coupling constant in the valence band leads
to much stronger non-Markovian effects. In particular, one
finds not a single overshoot, but pronounced oscillations of
the spin polarization about its asymptotic value. In Fig. 3,
the calculations with and without accounting for nonmagnetic
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FIG. 3. Spin dynamics in a degenerate valence band of a
Cdo93Mngg;Te quantum well with and without accounting for
nonmagnetic impurity scattering.

impurity scattering yield virtually identical results. Thus, due
to the fact that in the valence band the nonmagnetic coupling
constant is much smaller than the magnetic coupling constant,
no suppression of non-Markovian effects in the spin dynamics
is observed.

C. Finite magnetic field: Faraday configuration

Next, we investigate the effects of nonmagnetic impurity
scattering on the spin dynamics in DMS in the presence of an
external magnetic field. In this section, we study the case in
which the external field and the initial carrier spins are parallel,
which is known as the Faraday configuration. This case has

1.2 .
(a) QKT, Jy = 0 meVnm?® —

1 QKT, Jy = 110 meVnm? -

Markov

spin polarization (norm.)

time [ps]

carrier distribution
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also been considered in Ref. [60], but without accounting for
nonmagnetic impurity scattering.

In Fig. 4(a), the time evolution of the carrier spin polar-
ization parallel to an external magnetic field B = 100 mT is
shown. Note that the nonmonotonic behavior that can be seen
in the case without an external magnetic field is suppressed
for finite external fields even if the nonmagnetic scattering is
disregarded. The most striking feature in the time evolution of
the carrier spin polarization is that the Markovian result and the
quantum kinetic simulations predict very different asymptotic
values of the spin polarization at long times ¢.

As discussed in Ref. [60], the different stationary values
are related to a broadening of the distribution of scattered
carriers in the spin-down band, which is shown in Fig. 4(b).
Note that the broadening of the carrier distribution is not
primarily an effect of energy-time uncertainty, which is
commonly found in quantum kinetic studies [73,74], since
the width of the distribution does not shrink significantly over
the course of time [60]. Rather, it is a consequence of the
build-up of correlation energy which enables deviations from
the conservation of the single-particle energies in spin-flip
scattering processes.

In the Markov limit, the stationary value is obtained when a
balance between scattering from the spin-up to the spin-down
band and vice versa is reached. In the quantum kinetic calcula-
tions, the distribution of the scattered carriers is broadened, so
that also spin-down states below the threshold Aw, — ha)lll,m are
occupied, whose back-scattering is suppressed since there are
no states in the spin-up band with the matching single-particle
energies. If additionally the nonmagnetic impurity scattering
is taken into account, the scattered impurity distribution is
even broader and more spin-down states with kinetic energies
below Aw, — hwﬂ,[n are occupied, so that the back-scattering is
more strongly suppressed and the deviation of the asymptotic
value of the spin polarization from the Markovian value is even
larger.

1.2 . .
(b) T,t=0ps
Jo =0 meVnm?, 1, ¢t = 10 ps -~
Lr J():OmeVnm‘?‘, l,t=10 ps —
Jo =110 meVnmf, T,t=10 ps -----
0.8 Jo =110 meVnm?, |, t = 10 ps — |
Markov, T, t = 10 ps
Markov, |, t = 10 ps
0.6 i
0.4 i

o
ot
—_
o

kin. energy [meV]

FIG. 4. (a) Time evolution of the carrier spin polarization parallel to an external magnetic field (B = 100 mT). (b) Spin-up (1) and

spin-down occupations (|) at # = 0 and 10 ps.
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FIG. 5. (a) and (b) Time evolution of the carrier spin polarization for (a) B = 25 and (b) 100 mT (b) using the quantum kinetic equation (5)
and the Markovian equations Eq. (13b), where the terms responsible for the frequency renormalization in the Markovian equations have been
dropped. The precession frequency normalized with respect to its mean-field value w, is shown in (c) and (d) using a fit of an exponentially
decaying cosine to the quantum kinetic results and the analytic expressions obtained from Eq. (13b) and the occupations from the quantum
kinetic calculations. The black dash-dotted lines in (c) and (d) show the analytic results for a cut-off energy of hAwgz = 1 eV.

D. Finite magnetic field: Voigt configuration

The situation in which an external magnetic field and the
optically induced carrier spin polarization are perpendicular
to each other is usually referred to as the Voigt configuration
and is the subject of this section. In this situation, the carrier
spin precesses about the effective magnetic field @, due to
the external field and the impurity magnetization. As shown
in Ref. [59], where the nonmagnetic impurity scattering was
disregarded, the carrier-impurity correlations are responsible
for a renormalization of the precession frequency. There, it was
also shown that the strength of this renormalization depends
on the details of the carrier distribution and the strength of the
effective field w,.

In Fig. 5(a), we present simulations of the spin dynamics
in a DMS in Voigt geometry for an external magnetic
field of B = 25 mT, which corresponds to a situation with
[(S)| &~ 0.05, where the magnetic-correlation-induced fre-
quency renormalization according to Ref. [59] is particularly
strong. Simulations with (Jo = 110 meVnm?®) and without
(Jo = 0) accounting for the nonmagnetic impurity scattering
are compared to Markovian calculations based on Eq. (13).
Note that for the Markovian calculation shown in Fig. 5 the

frequency renormalization was not taken into account. The
results of all simulations shown in Fig. 5(a) are very similar
and follow closely the form of an exponentially damped cosine.
Note that at long times, the phases of the oscillations of
the calculations accounting for nonmagnetic impurity scat-
tering matches the Markovian calculation without frequency
renormalization, while accounting only for magnetic spin-flip
scattering leads to oscillations with a slightly higher frequency.

The frequency renormalization for the simulations shown
in Fig. 5(a) is presented in Fig. 5(c), where an exponentially
decaying cosine is fit to the quantum kinetic results and,
for comparison, the total precession frequency including
the correlation-induced renormalization in the Markovian
description in Eq. (13b) evaluated using the spin-up and
spin-down occupations of the quantum kinetic simulations is
depicted. Due to the time evolution of the occupations, also
the renormalization predicted by Eq. (13b) becomes a function
of time, which, however, is for all times close to the constant
extracted by fitting the quantum kinetic result. The calculations
without nonmagnetic impurity scattering predict an increase
of the carrier spin precession frequency of about 2%—-3% with
respect to the mean-field value w,, which is consistent with
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the findings of Ref. [59]. On the other hand, the contribution
from the nonmagnetic carrier-impurity correlations leads to a
decrease of the precession frequency which partially cancels
the contribution from the magnetic correlations.

In Figs. 5(b) and 5(d), the time evolution of the carrier spin
polarization and the frequency renormalization are shown for
an external magnetic field of B = 100 mT. In this case, the
envelope of the spin polarization decays only exponentially
for the calculations without nonmagnetic impurity scattering.
For Jy = 110 meV nm?, the spin polarization follows the
exponential decay of the simulation with Jy = 0 only up to
about 5 ps. After that, it decays much slower, which is a
new non-Markovian effect that is absent if the nonmagnetic
impurity scattering is disregarded. As can be seen in Fig. 5(d),
the frequency renormalization due to the magnetic interaction
alone is almost zero. Nevertheless, when the nonmagnetic
carrier-impurity correlations are taken into account, the pre-
cession frequency shows a decrease of about 2%—-3%. Thus, in
contrast to the correlation-induced renormalization in absence
of nonmagnetic scattering where the renormalization is only
observable for a very narrow set of initial conditions [59],
including the nonmagnetic carrier-impurity interaction results
in a significant renormalization for a much broader set of
excitation conditions.

It is noteworthy that the frequency renormalization in
the quantum kinetic calculations is well reproduced by the
Markovian expression in Eq. (13b). The numerical demands
of the full quantum kinetic equations require a restriction of
the conduction band width hwgz used in the calculations to
a few tens of meV. However, in realistic band structures, the
band widths are of the order of eV. In order to give an order-
of-magnitude estimation of the frequency renormalization for
such band widths, we present in Figs. 5(c) and 5(d) also
the results of the Markovian expression for the frequency
renormalizations using the value of hwgy = 1 eV together with
the occupations obtained in the quantum kinetic calculations
for hwgz = 40 meV. This estimation yields a renormalization
of the precession frequencies due to the combined effects
of magnetic and nonmagnetic scattering of about 5%—7%.
A quantitatively more accurate description requires a more
detailed treatment of the band structure, which is beyond the
scope of this article.

Note also that the frequency renormalization due to the
nonmagnetic carrier-impurity correlations is dominated by a
cross-term proportional to JygJy [cf. fourth line in Eq. (13b)].
Thus, the sign of the frequency renormalization depends on the
relative signs of the coupling constants Jyg and Jy. In principle,
this allows a determination of the sign of the magnetic coupling

J
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constant Jgg, which cannot be obtained directly, e.g., by
measuring the giant Zeeman splitting of excitons [45].

IV. CONCLUSION

We have investigated the influence of nonmagnetic im-
purity scattering at Mn impurities on the spin dynamics
in Cd;_,Mn,Te diluted magnetic semiconductors. To this
end, we have developed a quantum kinetic theory taking the
magnetic and nonmagnetic carrier-impurity correlations into
account. The Markov limit of the quantum kinetic equations is
derived in order to distinguish the Markovian dynamics from
genuine quantum kinetic effects.

In the Markov approximation, the nonmagnetic impurity
scattering is found to have no influence on the spin dynamics in
DMS whatsoever. However, in narrow Cd;_,Mn, Te quantum
wells where the spin dynamics induced by the magnetic
carrier-impurity interaction alone is predicted to show sig-
nificant non-Markovian features, such as overshoots of the
carrier spin polarization below its asymptotic value for long
times [58], these nonmonotonicities are found to be strongly
suppressed when also the nonmagnetic impurity scattering is
accounted for. In contrast, in the valence band of Cd; _,Mn, Te,
the nonmagnetic carrier-impurity interaction for holes is much
weaker than the magnetic interaction and therefore does not
influence the spin dynamics visibly.

Furthermore, many-body correlation effects, such as the
renormalization of the carrier spin precession frequency and
the build-up of correlation energy, are significantly enhanced
by the nonmagnetic carrier-impurity interaction. For example,
the correlation energy built up by the nonmagnetic carrier-
impurity interaction is more than one order of magnitude larger
than the contribution due to the magnetic interaction alone.
This is also the reason why significant deviations from the
conservation of the single-particle energies during spin-flip
scattering events are obtained when nonmagnetic impurity
scattering is accounted for on a quantum kinetic level. As a
consequence, the carriers are redistributed in k space. The most
prominent manifestation of this redistribution is the change of
the asymptotic value of the carrier spin polarization at long
times in the presence of an external magnetic field parallel to
the optically induced carrier spin polarization.
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APPENDIX: REDUCED SET OF EQUATIONS OF MOTIONS

The equations of motions for the variables defined in Eq. (7) are

im kk' im
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