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Ultrafast carrier dynamics in a GaN/Al0.18Ga0.82N superlattice
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Relaxation processes of photoexcited carriers in a GaN/Al0.18Ga0.82N superlattice are studied in femtosecond
spectrally resolved reflectivity measurements at ambient temperature. The transient reflectivity reveals electron
trapping into defect states close to the conduction-band minimum with a 150–200 fs time constant, followed by
few-picosecond carrier cooling. A second slower trapping process into a different manifold of defect states is
observed on a time scale of approximately 10 ps. Our results establish the prominent role of structural defects
and disorder for ultrafast carrier dynamics in nitride semiconductor structures.
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Nonequilibrium carrier dynamics in semiconductors occur
on femto- to picosecond time scales and involve both carrier-
carrier and carrier-phonon interactions [1]. Optical experi-
ments in the ultrafast time domain together with theory and
simulation have generated a quantitative picture of the relevant
processes in III-V semiconductors. For carrier densities above
some 1016 cm−3, the initial nonequilibrium distributions of
photoexcited electrons and holes thermalize into quasiequilib-
rium distributions at elevated temperature on a time scale of
100 fs. The resulting hot quasi-Fermi distributions cool down
to lattice temperature by phonon emission, followed by slower
processes of recombination and/or trapping into localized
states. The high structural quality of bulk and nanostructured
semiconductors from the (Ga-In-As-P) material system with
atomically sharp interfaces between layers and low defect
concentrations has been a key prerequisite for developing this
detailed picture of elementary excitations and their coupling.

Current gallium nitride (GaN) based semiconductors dis-
play a much higher concentration of structural imperfections
and defects [2,3]. As a result, the valence and conduction
band continua are complemented by a large variety of defect
states, in which electrons or holes are localized and/or excitons
are bound to. Such states play a key role for the optical
and transport properties of nitrides, as is evident from, e.g.,
photoluminescence spectra and studies of stimulated emission
[4]. In addition to band-to-band and free and bound exciton
transitions, defect-related optical bands cover a broad energy
range below the band gap. Ultrafast carrier dynamics in this
complex manifold of electronic states includes transitions
between continuum and localized states opening additional
scattering and relaxation channels.

Carrier dynamics in GaN semiconductors have been studied
by time-resolved photoluminescence, which gives insight into
recombination and—to a limited extent—trapping kinetics,
and by femtosecond pump-probe techniques mapping transient
absorption or reflection [5–9]. The latter reveal electron and
hole redistribution on a time scale between several hundreds
of femtoseconds and tens of picoseconds. They have mostly

been interpreted in analogy to the carrier dynamics in (Ga-In-
As-P) semiconductors. However, the interplay of continuum
and localized states in carrier relaxation is far from being
understood, in particular in low-dimensional quantum wells
and superlattices, which play a central role in GaN-based
optoelectronics.

In this Rapid Communication, we present a femtosecond
pump-probe study of nonequilibrium carrier dynamics in an n-
doped GaN/Al0.18Ga0.82N superlattice (SL) with a doping level
and structural parameters close to those of device structures.
The interfaces between the layers introduce additional defects,
which are characteristic for a broad range of GaN based
quantum well, wire and dot structures. We directly measure
carrier trapping times of a few hundred femtoseconds into
defects close to the band extrema, followed by carrier cooling
and a slower picosecond transfer of carriers into localized
states.

The SL was grown by metal-organic chemical vapor de-
position on a GaN buffer layer on a (0001) c-plane sapphire
substrate. It consists of 60 periods of 3 nm GaN and 2 nm
Al0.18Ga0.82N. The Al0.18Ga0.82N barrier layers are n-doped
with Si atoms of a concentration of 3 × 1018 cm−3. To suppress
chemical degradation, the sample was covered with a SiN λ/4
layer for a wavelength λ = 350 nm (photon energy 3.54 eV)
[10]. Figure 1(a) shows the stationary reflectivity spectrum of
the SL at room temperature (angle of incidence 8◦), displaying
a dispersive modulation in the range of the fundamental band
gap of the SL.

The photoluminescence (PL) spectrum recorded in the same
reflection geometry with continuous-wave excitation at 3.8 eV
is shown in Fig. 1(a). Its main band with a maximum at 3.53 eV
originates from interband transitions in the SL. The two shoul-
ders at lower energies of 3.45 and 3.37 eV represent PL from
the GaN buffer layer, generated by excitation light transmitted
through the SL and by SL luminescence reabsorbed in the
buffer layer (for details of this excitation mechanism see [11]).

The time-resolved pump-probe experiments were per-
formed with an Yb-based laser system (Monaco; Coherent)

2469-9950/2018/97(16)/161303(5) 161303-1 ©2018 American Physical Society

http://crossmark.crossref.org/dialog/?doi=10.1103/PhysRevB.97.161303&domain=pdf&date_stamp=2018-04-23
https://doi.org/10.1103/PhysRevB.97.161303


FELIX MAHLER et al. PHYSICAL REVIEW B 97, 161303(R) (2018)

FIG. 1. (a) Stationary reflectivity spectrum (red line) and photolu-
minescence spectrum (excitation at 3.8 eV, blue line) of the SL sample
with a SiN λ/4 top layer. The inset shows a schematic of the sample.
(b) Band structure (left, cb: conduction band; vb: valence band) and
the density of states (DOS, right) of the SL. The green line includes
the contribution of trap states to the DOS. (c)–(f) Transient electron
distributions at different stages of carrier relaxation (see text).

pumping a noncollinear optical parametric amplifier (OPA)
(Opera-F; Light Conversion). For the measurements, we gen-
erate the second harmonic of the signal pulses from the OPA.
This second harmonic is tunable from 325 to 450 nm (3.8 to
2.8 eV) with average powers of up to 0.5 W at a repetition rate
of 1 MHz. The pulse lengths as determined by a two-photon
autocorrelator are below 50 fs at all wavelengths used. The
linearly polarized pump and probe pulses are replicas of the
OPA output with a pump-to-probe intensity ratio of 10.

Since the GaN layer below the SL absorbs at the transi-
tion energies of the SL, the pump-probe measurements are
performed in a reflection geometry [Fig. 1(a)]. While the
pump beam is incident normal to the surface, the direction
of the probe beam is tilted by 30◦ from the normal for spatial
separation of the two beams. The energy of the pump pulses
is either 6 or 0.6 nJ on an area of (25 μm)2, yielding a
maximum carrier density per GaN well of 2.8 × 1013 cm−2

(2.8 × 1012 cm−2) under the assumption that the pulse energy
is absorbed completely in the SL. The pump beam is blocked
periodically with a mechanical chopper. After interaction with
the sample, the probe beam is spectrally dispersed in a 1/4 m
grating monochromator with a spectral resolution of 2 nm (20
meV), and measured with a photodiode. The output from the

FIG. 2. (a) Transient reflectivity spectra of the SL sample for
different pump-probe delays. The pump-induced reflectivity changes
of the probe pulse are plotted as a function of photon energy. The
arrows show the photon energies for the curves in (b) and (c) and the
position of the SL gap, and the hatched area the pump spectrum.
(b), (c) Time-resolved reflectivity changes at the photon energies
indicated for pump-pulse energies of 6 nJ (solid lines) and 0.6 nJ
(dashed lines). The 0.6 nJ curves are normalized to the corresponding
6 nJ curves.

photodiode is sent to a high-speed analog-digital converter
that determines the required pump-induced reflectivity change
�R/R0 = (R − R0)/R0 (R,R0: sample reflectivity with and
without excitation).

Pump-probe measurements in a spectral range close to
the SL band gap at 3.52 eV were performed with pulses
centered at 3.48 eV [for the spectrum see Fig. 2(a)]. The
transient reflectivity spectra presented in Fig. 2(a) exhibit a
negative and a positive reflectivity change �R/R0 of the
probe pulse at low and high photon energies, respectively.
Time-resolved reflectivity transients at fixed photon energies
are shown in Figs. 2(b) and 2(c). It is important to note that
the negative reflectivity change at 3.42 eV displays a delayed
rise compared to the transients measured at higher photon
energies, which show an onset within the time resolution of
the experiment. Concomitantly, the negative component of
the transient spectrum in Fig. 2(a) increases with a delay of
150–200 fs relative to the positive reflectivity change. On a
longer time scale up to 10 ps, only gradual changes of the
reflectivity signals are observed, which decay on a time scale
of several hundreds of picoseconds.
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FIG. 3. Time-resolved reflectivity changes of the SL sample
recorded with photon energies for pumping and detection as indicated.
The solid lines show the data for 6 nJ pump-pulse energy, and the
dashed lines for 0.6 nJ. In (a), the 0.6 nJ curve is shown multiplied
by 10.

An analysis of our interaction geometry shows that the
reflectivity changes originate mainly from changes of the real
part of the refractive index of the SL [12], but with a change
of the sign of the signal caused by the SiN layer on top
of the SL. A pump-induced increase of the refractive index
�n > 0 of the SL without the SiN layer would lead to an
increase of the reflectivity, i.e., a positive �R/R0, whereas
in the present sample with the SiN layer on top a �n > 0
leads to a decrease of the reflectivity and, thus, to a negative
�R/R0. To summarize, the data in Fig. 2 exhibit a �n < 0 with
an instantaneous rise at high photon energies and a �n > 0
with a delayed rise at low photon energies. This behavior is
independent of the excitation density, as seen by the agreement
between the data obtained with pump-pulse energies of 6 nJ
(solid lines) and 0.6 nJ (dashed lines).

Figure 3 shows time-resolved transients at photon energies
above the SL band gap. At high photon energies [Fig. 3(a)],
the negative �R/R0 displays a fast rise, followed by a first
decay and a slower evolution toward a positive �R/R0 at
late delay times. The time for the first decay depends on the
pump-pulse energy; it is about 2 ps for 6 nJ and 0.5 ps for
0.6 nJ. In contrast, the transients at lower photon energies
show a biphasic rise with a first quasi-instantaneous component
followed by a slower buildup within 2 ps. Their decay becomes

slower with decreasing photon energy and covers a time range
up to about 10 ps where a residual �R/R0 < 0 is reached.

We first explain the basic mechanism inducing the ob-
served reflectivity changes. The sub-50-fs pump pulses excite
electron-hole pairs in the SL and—to a much lesser extent—in
the GaN buffer layer underneath the SL. Carriers excited
in the SL are delocalized over many GaN layers because of
the wave-function overlap along the SL stacking axis. The
reflectivity changes measured by the probe pulses mainly arise
from the interface between the SiN layer and the SL where the
largest jump in refractive index occurs. At an excitation density
of 1013 cm−2, corresponding to a three-dimensional density of
3.3 × 1019 cm−3 per SL period, one gets a strong absorption
decrease by Pauli blocking of interband transitions, i.e., band
filling [13–15]. In parallel, the band gap of the excited sample is
renormalized, resulting in a shift to smaller transition energies
[16–21]. For an excitation density of 1019 cm−3, one estimates
a band-gap reduction by some 20 meV [22]. The strong
changes of interband absorption are connected with changes
of the refractive index, which are mapped in a spectrally and
temporally resolved way in our femtosecond experiments.

The transient reflectivity data in Fig. 2 display strong
changes of the refractive index �n below the renormalized
band gap of the SL at ESL

g ≈ 3.5 eV. Band filling in the SL
minibands results in a �n < 0 below the band gap [23], ac-
counting for the positive reflectivity change �R/R0 observed
between 3.45 and 3.5 eV [Fig. 2(a)]. This signal is mainly due
to electron-hole pairs in states directly excited by the pump
pulse and, thus, shows a quasi-instantaneous rise [Fig. 2(b)].
Below 3.45 eV, �R/R0 becomes negative, corresponding to
�n > 0. This signal is caused by the population of initially
empty defect or trap states below the SL band gap, which
display a nonzero transition dipole with valence-band states
and, thus, contribute to the nonlinear changes of absorption and
index of refraction. It is important to note that the reflectivity
changes due to such defect states exhibit a delayed rise with a
time constant of 150–200 fs. This rise time reflects the trapping
kinetics of electrons from the SL miniband into the traps, a
process temporally resolved here. The transients measured at
early delay times at photon energies well above ESL

g (Fig. 3)
exhibit a negative �R/R0, in agreement with the positive index
change �n expected well above the band gap [23].

We now discuss the carrier relaxation manifested in the
temporal and spectral evolution of the reflectivity changes.
Figure 1(b) shows a schematic of the valence (vb) and con-
duction (cb) structures of the SL, plus a tail of trap states
below the cb minimum, and the corresponding density of states
(DOS). Optical excitation of electron-hole pairs to the SL
miniband states above ESL

g creates a nonequilibrium electron
distribution f (E) schematically shown in Fig. 1(c). Intraband
carrier-carrier and carrier-LO phonon scattering establish hot
quasiequilibrium distributions of electrons and holes in the
minibands within our sub-100-fs time resolution [Fig. 1(d)].
At this initial stage, the LO phonon emission rate is very high
because of the strong polar-optical coupling of GaN and leads
to a rapid carrier cooling to temperatures between 300 and
500 K and to pronounced excess populations of LO phonon
states.

After this initial intraminiband relaxation, electrons are
transferred into the trap states close to the SL band edge,
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resulting in an increase of f (E) in this range [Fig. 1(d)]. The
relevant time scale extends over hundreds of femtoseconds,
as is evident from the data in Fig. 2. In parallel, the hot
carrier distributions cool further down over a period of 1–2 ps,
resulting in the decay of �R/R0 at photon energies probing
states above the quasi-Fermi level EF [Fig. 3(a)] and the
picosecond rise of �R/R0 around EF [Figs. 3(b) and 3(c)].
The picosecond kinetics are in line with previous studies of
carrier cooling in nitride semiconductors at 300 K [6–9].

Carrier cooling is followed by slow kinetics extending to
a delay time of approximately 10 ps. At the highest photon
energies [Fig. 3(a)], the reflectivity changes �R/R0 become
positive, while at the lower photon energies of Figs. 3(b) and
3(c) the amplitude of the negative �R/R0 becomes smaller.
This behavior is caused by an overall population decrease
in the SL minibands, moving the quasi-Fermi energy EF

and, correspondingly, the high-energy tail of the electron
distribution closer to the SL band gap [Fig. 1(f)]. The loss
in miniband population is due to slower trapping processes
into a manifold of localized defect states, which are different
from the trap states close to the conduction-band minimum and
may cover a wide energy range in the GaN and AlGaN band
gaps. Eventually, all reflectivity changes decay on a time scale
of hundreds of picoseconds, similar to the photoluminescence
decay (not shown).

For a theoretical analysis of the carrier relaxation and
trapping scenario, one needs to consider different types of de-
fects and the structural disorder in GaN/AlGaN nanostructures
[4,24–26]. In the present SL with 2 nm, i.e., 8-monolayer-thick
barriers containing 18% Al atoms, the random positions of
Al atoms represent a prominent type of disorder. We solved
the effective mass Schrödinger equation in real space in
the envelope-function approximation [27] to find the energy
eigenvalues and wave functions of this SL. We use one value
of the potential for a lattice site with Al and one for a lattice
site with Ga. The alloy is assumed to be ideal, i.e., every site
has a probability of 18% to be occupied by Al, independent
of the neighboring sites [28]. In contrast to the GaAs/AlGaAs
system with a substantially smaller electron effective mass, the
electron wave functions of the present GaN/AlGaN SL are not
averaged over the alloy fluctuations in the barriers. As a result,
an additional tail of eigenstates develops between the bulk GaN
cb minimum and the cb edge of a SL without alloy fluctuations.

The wave functions of electronic states in this tail display a
dotlike character in the quantum well layers and a wirelike
character in the barriers. As a result, these eigenfunctions are
delocalized over two or more quantum wells along the growth
direction and contribute to the interband absorption spectrum
of the SL.

With the cb wave functions we calculated the corresponding
electron–LO-phonon scattering rates [29] (because of the low
Al concentration, only bulk GaN phonons are considered).
The scattering rates essentially follow the density of final
states in the cb of the alloy-disordered SL [green curves
in Figs. 1(b) and 1(c)]. The calculated scattering times
into unpopulated tail states are between 300 and 500 fs, in
excellent agreement with the experimentally observed delayed
rise at Edet = 3.42 eV [Fig. 2(b)]. For intraband cooling of
electrons via LO phonon emission, one derives a rate of carrier
temperature change dTC/dt ≈ (TL − TC) × 20 ps−1 with the
LO phonon population at the lattice temperature TL. The
experimental cooling rates as seen in the delayed rise of the
transients in Fig. 3(a) are substantially lower, which is caused
by hot phonons [6,30]. This interpretation is supported by the
faster rise for lower excitation densities where the density of
generated phonons is lower.

In addition to the tail states originating from alloy disorder,
there is a large variety of other defects in GaN/AlGaN struc-
tures. The total density of such defects is higher than both the
doping concentration of the SL and the excitation density in
the time-resolved experiments, so that a major fraction of such
defect states is unpopulated. We assign the slow relaxation
kinetics occurring on a 10 ps time scale (Fig. 3) to carrier
trapping into such defects, leading to a reduction of the overall
carrier density in the vb and cb continua and the observed
reduction of the Fermi energy EF.

In conclusion, our femtosecond pump-probe study of a
GaN/AlGaN superlattice has revealed the prominent role of
different types of defect states for ultrafast carrier relaxation.
We distinguish a subpicosecond electron trapping into a tail
of defect states close to the conduction-band minimum from
slower trapping kinetics into other defects on a 10 ps time
scale. Cooling of hot carriers occurs on a few-picosecond
time scale and is slowed down by hot-phonon effects. The
present relaxation scenario is relevant for a wide range of
nanostructures made from nitride semiconductors.
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