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Abstract. A microscopic quantum-kinetic theory based on density matrix ap-
proach (using Wigner function representation) is formulated to describe the pro-
cesses of short pulse laser interaction with materials such as semiconductors ac-
counting for arbitrary spatial inhomogeneities in the excitation conditions and
other spatial phenomena such as filamentation of tightly focused femtosecond
laser pulses, structural modification and catastrophic optical damage. A system
of Boltzmann-Bloch transport equations is established that includes both space
and momentum dependence of the electron and hole distribution functions and
the polarization. Microscopic electron-phonon and electron-electron scattering
terms as well as scattering terms that lead to transitions between valence and
conduction bands, i.e. impact ionization and recombination terms, are included
explicitly in the equations. The formulated theory describes the spatio-temporal
carrier dynamics in inhomogeneously excited materials including the coherent
interactions of carriers and the laser light field as well as transport due to spatial
gradients and electrostatic forces.

1 Introduction

When dealing with a typical semiconductor-based optoelectronic device irra-
diated with laser light we consider the optical field, the created electron-hole
plasma (EHP) and the crystal lattice of the chosen material. Light generation,
propagation and amplification determine the behavior of the optical field. Carrier
generation and recombination, electrical conduction and diffusion determine the
behavior of the formed plasma. The photon energy of the laser field is converted
and conserved as kinetic and thermal energy of the plasma and thermal energy of
the lattice by creation and annihilation of phonons. All the described processes
take place on different time and space scales but they should be treated in a
self consistent manner with the appropriate coupled equations. Laser beam fila-
mentation, dynamic beam steering, catastrophic optical damage, thermal lensing
leading to formation of hot spots are cases requiring inclusion of spatial varia-
tion in the formalism describing the dynamics of optically generated carriers
interacting with the phonons of the lattice. Inhomogeneous excitation, bulk fila-
mentation laser damage, etc. lead to space dependent carrier distributions.
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2 Theoretical Model

When a spatially homogeneous system is excited by a spatially inhomogeneous
laser field, the dynamical variables become inhomogeneous and off diagonal
density matrices have to be introduced. A mixed momentum and real space rep-
resentation is most similar to classical distribution function and is best suited
for a comparison to semi-classical kinetics described by Boltzmann equation. A
microscopic density matrix theory is formulated accounting for arbitrary spa-
tial inhomogeneities in the excitation conditions leading to space-dependent
Boltzmann-Bloch transport equations for the description of spatio-temporal dy-
namics of electrons and holes of inhomogeneously excited materials such as
semiconductors including the coherent interactions of carriers and the laser light
field as well as transport due to spatial gradients and electrostatic forces. Only
the classical character of the laser optical field is considered while accounting for
the quantum mechanical properties of the semiconductor. Besides the interac-
tion with the light field other important interactions occur in the semiconductor
— Coulomb interaction among the carriers giving rise to screening and to ther-
malization of the nonequilibrium carrier distribution, as well as interaction with
phonons leading to an energy exchange between the carriers and the crystal lat-
tice. Based on typical length and time scales approximations are made with the
aim of obtaining numerically tractable system of equations. We follow the ap-
proach in [1] but unlike them we treat all the scattering terms explicitly without
resorting to relaxation time approximation [2]. We also include terms that lead to
transitions between valence and conduction band — impact ionization and Auger
recombination [3].

We consider a two-band model of an undoped semiconductor such as GaAs.
In the laser-matter interaction process the physical variables that are directly
related to observables of the system such as optical polarizations and distribu-
tion functions are all single-particle quantities calculated by the density ma-
trix. To describe space-dependent phenomena a Wigner representation of the
single-particle density matrix can be used. In Wigner representation the space-
dependent distribution functions (intraband density matrices) of electrons and
holes and polarization (interband density matrix) are defined as
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where ci and d%(c}g and dj;) denote creation (annihilation) operators for elec-
trons and holes with wave vector, respectively and the brackets denote the ex-
pectation value of these operators.
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The single-particleHamiltonian describing the free carrier interacting with a
classical light field as well as the free phonons is given by:

Zg cl ck—i—ZEthd +Zhw~btb~

—Z[ ULl ) By (0

Bt

where 1(k) is the component in the direction of the laser field polarization of
the interband optical dipole matrix element between the electron state |c, k) and
hole state |v, —E). The field is represented by two counterpropagating waves
and the positive frequency component is given by:
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and is expanded in a Fourier series
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In the absence of an external light field the electron states are eigenstates of an
ideal periodic lattice. Deviations from this idealized periodicity due to lattice

vibrations lead to a coupling of the different electronic states. This interaction is
described by the carrier-phonon Hamiltonian.

HE = Zc[ bacg — clbleg, o — b badp + dibldg, o @)

where the electron- phonon coupling constant for interaction with optical phonons

ot = (52) e mw) = <q262+ @ ®

er (00) and ¢, (0) are the relative static and optical dielectric constant, respec-
tively, ¢ is the absolute dielectric constant of the vacuum, fwro is the optical
phonon energy and V' is the normalization volume. The charged carriers inter-
act via the Coulomb potential V; and the Hamiltonian describing carrier-carrier
interaction processes conserving the number of particles per band is given by:
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This carrier-carrier Hamiltonian can be separated into a mean field (Haretree-
Fock) Hffp part and a remaining part depending on two-particle correlations
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HES,... The effective single particle Hamiltonianis Heyy = Ho+H . The cor-
relation part of the carrier-carrier interaction Hamiltonian gives two phenomena:
scattering processes between the carriers and screening of the bare Coulomb in-
teraction.

The part of the perturbation Hamiltonian that yields impact ionization and

its inverse process, Auger recombination is given by [3], [4]:
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M. (q) = Vzgq, where Vg = Veorr? is the Coulomb potential and g is the

interband-transition form factor.

3 Generalized Boltzmann-Bloch Equations

By using Heisenberg’s equations of motion, the equations of motion for the
single-particle density matrices in Wigner representation can be derived. The
effective single-particle Hamiltonian H.;; gives a closed set of equations for
the distribution functions of electrons and holes and by interband polarization.
Being Wigner distributions these quantities are functions of space and momen-
tum but there is a big difference of time scales between the momentum space and
real space dynamics. Scattering and dephasing processes lead to fast relaxation
of the microscopic variables towards their local quasi-equilibrium values on a
femtosecond time-scale while the spatial transport happens on a much slower
time-scale (10 ps to ns). Because of the typical separation of time scales be-
tween the E—space and 7-space dynamics, the influence of spatial gradients on
the k-space dynamics is often negligible. However, some of the scattering terms
in the equations of motion for the distribution functions conserve the density of
carriers and therefore the density is not influenced by the fast relaxation pro-
cesses and its spatial transport cannot be neglected. In the equation of motion
for the polarization no conserved quantities exist and thus the spatial transport of
polarization is usually not important. In principle the complete set of equations
required is therefore the Maxwell-Boltzmann-Bloch-Poisson equations for the
nonequilibrium distribution functions f*(k, 7), interband polarization p(k, 7),
electric potential ®(7), and the laser field E(7,t), with k and 7 being the two-
dimensional (2D) vectors in reciprocal (momentum) space and real space, re-
spectively.

Keeping the first order spatial derivatives of the distribution functions and
neglecting any spatial transport of polarization, the equations of motion for elec-
tron and hole distribution functions are given by the generalized Boltzmann
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equations for two band model including the coherent interband transport con-
tributions.

d .\ - ot 10 (k, ) of (k, 7, t)
ot ho Ok ar
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The lowest order contribution to the polarization is included, where the spa-
tial coordinate enters only as a parameter and locally the dynamics coincide with
those of the inhomogeneous case and there are no transport effects. This lowest
order picture is sufficient to describe pump-probe experiments in which filamen-
tation is observed.
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Z[ ;8_ — Vi, _z] is the renormalization of the single particle carrier en-

is the single particle energy, 6 (k,7) = — 3 f*(F, Ve _:
Y

ergy due to exchange interaction, qu =

(FO) is the screened Coulomb po-
eq,

tential. The electrostatic potential due to the Hartree terms in the mean field
Hamiltonian satisfies the Poisson equation:

50 ) = 2 [ (B = (5) (10
The generation rate in the equation (8) is given as follows:
Re (Ié F) —i [Q (E F) p* (E F) —or (E F) P (E f‘)] NN
where (E F) is the renormalized Rabi frequency defined by:
e (E F) — (E) E )+ p (IZ’J)VES%,. (12)
v

The second term in the above expression is the internal field responsible for
Coulomb enhancement.
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4 Scattering Processes

Within a semiclassical picture when scattering processes are described in terms
of scattering rates, the scattering contributions to the equation of motion have
the structure of the Boltzmann collision terms. The electron-phonon scattering
rates are obtained from Fermi’s golden rule and quadratic or higher order terms
and terms involving simultaneous electron-phonon and hole-phonon interaction
have been neglected in the polarization and in the carrier-phonon Hamiltonian.
Incoherent scattering processes appear for the first time in second order contri-
butions [1,3,5,6].

Collisional contributions in equations (1) and (2) lead to relaxation in the
carrier distributions and decay in the interband polarization:

% ’ (E’ F)col - % i (E’ F)aa + %fa (E’ F)eh * %fﬂ (E’ F)LO (13)
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The first term on the RHS of equation (3) depicts the scattering processes arising
from the correlation part of the carrier-carrier Hamiltonian and the third term
arises from the carrier-phonon Hamiltonian

a a1 € e 7 — = e 7 =
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where the scattering matrices are given by:
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The Boltzmann scattering matrices Wg’_hﬂ for electrons and holes are real quan-
tities and the scattering matrices W,§_§,; in the equation of motion for the polar-
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ization are complex and the real part is related to ngq

P according to:

Re (W2 ) = lwgﬂzg 1= (B=ar)] +wep e (F-ar)
+%qua L (R | R G i e N )

The real part of W” 7 describes scattering processes leading to a dephasing of

the polarization and the imaginary part describes second-order contributions to
the band-gap renormalization.

The carrier-carrier scattering rate in the collisional contribution to the polar-
ization equation describing the effect of correlations is given by:
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The carrier-phonon scattering rate in the collisional contribution to the po-
larization equation is given by:
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5 Impact lonization and Auger Recombination

Since we interested in the processes of laser damage and filamentation in the

. . . 0 -
semiconductor material, we include the gfa (k, F) terms that lead to tran-
eh

sitions between valence and conduction bands, i.e. impact ionization term and
Auger recombination term [3]. Impact ionization and Auger recombination are
second-order two-particle Coulomb scattering processes (proportional to Coulomb
scattering). In a case when we have a homogeneous system (material) that is ei-
ther homogeneously or inhomogeneously excited the Coulomb matrix elements
depend on the momentum transfer g only, i.e. |Vq~|2.

These contributions are derived using second-order perturbation theory such
as Coulomb scattering [3] which is very important to conduction-electron dy-
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namics and the change of electron density.
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The semiclassical generation rate for carrier-light interaction is obtained by
eliminating the polarization as independent variable [6]. This is done by solving

the equation for polarization within the adiabatic and Markov approximation.
For Gaussian pulse with a space dependent amplitude

B (71) = By (7 exp [~ (t/72)’] (@3)

)
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the time integration of the polarization equation (2) gives

R® (E’ 7;») _ (271')1/2 (@)271 exp [—2 (t/TL)z]

X exp {; (TLAwk)ﬂ x [1 _ e (E F) _fh (E F)} (24)

Awy, = wy, — % (se (12 F) 4t (E F)) (25)

is the detuning of a given transition with wavevector % from resonance, wr, being
the laser frequency.

The time integration is possible only under the assumption that during the
laser pulse the polarization is not influenced by any scattering processes leading

where
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to phase-breaking during carrier generation. The only density dependence of
this rate is due to phase-space filling. While adiabatic elimination of polarization
leads to a simple closure of the total set of equations, this set of equations have
a severe deficiency, especially in the presence of any kind of spatial inhomo-
geneity. That is why in the formulated approach we are keeping the Boltznann-
Bloch transport equations for the three distribution functions f¢(k, 7), f"(k, ),
p(k, ), though all transport terms involving explicit spatial variation of p(E, 7)
are ignored. For ultrafast spatial inhomogeneous processes such spatial terms in
the polarization equations should be important.

6 Numerical Procedures in Progress

The microscopic dynamics of the distribution function and the nonlinear polar-
ization are governed by the equations of motion (1) and (2). The k-resolved
interband polarization equations have to be solved self-consistently for all space
and time grid points. A full kinetic treatment of the scattering processes will
be performed by using e.g. Monte Carlo simulations. Generalized Monte Carlo
methods taking into account phase relations between different type of carriers
(polarization effects), interaction of carriers with external coherent inhomoge-
neous electromagnetic field (generation effects), and the correlation and renor-
malization effects associated with carrier-carrier interaction can be utilized [7].

7 Conclusion

A microscopic quantum-kinetic theory based on density matrix formalism [8]
is formulated to describe the processes of short pulse laser interaction with ma-
terials such as semiconductors accounting for arbitrary spatial inhomogeneities
in the excitation conditions and other spatial phenomena such as filamentation
of tightly focused femtosecond laser pulses, structural modification and catas-
trophic optical damage. A system of Boltzmann-Bloch transport equations are
established that include both space and momentum dependence of the elec-
tron and hole distribution functions and the polarization. Microscopic electron-
phonon and electron-electron scattering terms as well as scattering terms that
lead to transitions between valence and conduction bands, i.e. impact ionization
and recombination terms, are included explicitly in the equations. The formu-
lated theory describes the spatio-temporal dynamics of electrons and holes in
inhomogeneously excited materials including the coherent interactions of car-
riers and the laser light field as well as transport due to spatial gradients and
electrostatic forces.

Acknowledgements

This effort is sponsored by the Air Force Office of Scientific Research, Air Force
Material Command, USAF, under grant number FA8655-08-1-3080.

265



Tz. Apostolova

References

[1] O. Hess, T. Kuhn, Phys. Rev. A 54 (1996) 3347.

[2] J. Li, C.Z. Ning, Phys. Rev. A 66 (2002) 023802.

[3] T. Apostolova, D. Huang, P.M. Alsing, J. Mclver and D.A. Cardimona, Phys. Rev.
B 66 (2002) 075208.

[4] W. Quade, E. Scholl, Phys. Rev. B 50 (1994) 7398.

[5] O. Hess, T. Kuhn, Prog. Quantum Electr. 20 (1996) 85.

[6] T. Kuhn, F. Rossi, Phys. Rev. B 46 (1992) 7496.

[7] S. Haas, F. Rossi, Phys. Rev. B 53 (1992) 12855.

[8] M. Lindberg and S.W. Koch, Phys. Rev. B 38 (1988).

266





