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Photon up-conversion processes are considered beneficial for energy-conversion devices. The recently
proposed two-step photon up-conversion (TPU) solar-cell design employs an intermediate level with a
high electron occupation probability. To understand the device physics, a quantitative evaluation of the
different current-generation and loss mechanisms is required. In the present work, we use a TPU solar cell
containing an InAs/GaAs quantum-dot layer located 10 nm in front of an Al0.3Ga0.7As/GaAs heteroint-
erface. We study the relation between the photocurrent (PC), radiative recombination, and nonradiative
recombination as a function of the bias voltage. The radiative interband recombination is evaluated by
integrating the photoluminescence (PL) over the range from 1000 to 1300 nm. The magnitudes of the PC
and PL signals generated via interband excitation of the GaAs layer depend on the bias voltage; a higher
forward bias reduces the PC and increases the PL intensity. We verify that, under additional infrared
light illumination at 1319 nm, which induces intraband transitions, the PC density increases while the PL
intensity significantly decreases. This PC enhancement exhibits a maximum at −0.6 V, which reflects the
optimum internal electric field strength for maximizing the TPU efficiency.
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I. INTRODUCTION

The realization and large-scale implementation of solar
cells (SCs) with high conversion efficiencies is expected to
play an important role in resolving global energy and envi-
ronmental issues [1–7]. The conventional single-junction
SC design implies unavoidable losses such as thermaliza-
tion losses (via hot-carrier relaxation) and transmission
losses [8]. Consequently, the theoretical upper limit of
the conversion efficiency of a single-junction SC is well
below unity: 33% under 1 sun and 41% under maximum
sunlight concentration [8–10]. To surpass this fundamen-
tal limitation of the single-junction SC, improved device
concepts that allow us to significantly reduce the trans-
mission (thermalization) loss by harvesting low-energy
(high-energy) photons in solar radiation have to be consid-
ered [8]. While the multijunction solar-cell design achieves
significantly higher efficiencies [7], the loss caused by
transmission of sub-band-gap photons is still present. In
1997, it was shown that additional absorption via an
intermediate level located in the energy gap between the
conduction band (CB) and the valence band (VB) of a
semiconductor can lead to a high conversion efficiency
owing to a higher photocurrent (PC) [11]. The theoreti-
cal conversion efficiency calculated in the framework of
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the detailed-balanced model for an ideal single-junction
SC including one intermediate band (IB) is 47% under
1 sun and 63% under maximum sunlight concentration
[10,11]. These high efficiencies are a result of considering
an efficient two-step photon up-conversion (TPU) pro-
cess; by absorbing a sub-band-gap photon, which would
be transmitted in the case of a conventional SC, an elec-
tron is pumped from the VB to the IB, and upon absorbing
another sub-band-gap photon, the electron is pumped to the
CB [12].

To obtain an efficient intraband transition from the IB
to the CB in a SC exposed to sunlight, the IB is usually
implemented in the form of a three-dimensionally confined
system such as one composed of quantum dots (QDs) or
impurities [13–17]. QDs have been widely used because
their growth is highly controllable [18–20]. However, elec-
trons that have been excited to the CB (via either TPU or
direct excitation) relax easily to the IB and then quickly
recombine with holes in the VB. This relaxation results
in low effective TPU efficiencies and gives rise to a drop
in the output voltage [6,21]. Moreover, a relatively strong
intraband transition is essential in order to approach the
ideal conversion efficiency [22], but this requires a long
electron lifetime in the IB [6,23]. New design concepts
may enable the realization of higher TPU efficiencies.

We have recently proposed a so-called TPU-SC,
which utilizes a heterointerface comprising a wide-gap
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semiconductor (WGS) and a narrow-gap semiconduc-
tor (NGS) in the intrinsic region of an n-i-p junction
[24–26]. Here, electrons that have been photogenerated
(via direct excitation) in the NGS drift toward the het-
erointerface and accumulate due to the potential barrier
formed by the CB offset. As the electrons are spatially
separated from the photogenerated holes by the internal
electric field, this design achieves a long electron lifetime.
In this device, the electrons accumulated at the interface
are transferred to the CB of the Al0.3Ga0.7As barrier as
a result of two factors: intraband transitions induced by
absorption of infrared (IR) photons, and drift due to the
electric field at the interface. We note that QDs are impor-
tant for relaxation of the optical selection rule for the
intraband transition [27,28], and we have demonstrated
a remarkable IR-induced enhancement of the PC and of
the open-circuit voltage in a TPU-SC with an InAs/GaAs
QD layer immediately in front of an Al0.3Ga0.7As/GaAs
heterointerface [24,25]. For further development of the
TPU-SC, a detailed analysis of the connections between
the different carrier extraction mechanisms and recombi-
nation mechanisms at the heterointerface during device
operation is indispensable.

In the work presented here, we investigate the PC gen-
erated by the TPU process and the photoluminescence
(PL) at the Al0.3Ga0.7As/GaAs heterointerface of a TPU-
SC device with a QD layer near the heterointerface. The
data are measured as a function of the bias voltage, and
we discuss the efficiencies of carrier collection, radiative
recombination, and nonradiative recombination. The PC
density increases under additional IR illumination, and, at
the same time, the total PL intensity in the range from 1000
to 1300 nm decreases. This observation reveals a recipro-
cal relation between the intraband transition and interband
recombination. A detailed analysis of the results elucidates
how the carrier collection efficiency depends on the bias
voltage and IR illumination.

II. EXPERIMENT

A. Structure of the TPU-SC device

The TPU-SC used in this study is grown on a p+-
GaAs(001) substrate by solid-source molecular-beam epi-
taxy. The TPU-SC comprises an n-i-p junction structure,
where the central intrinsic part is an Al0.3Ga0.7As/GaAs
heterostructure with an InAs/GaAs QD layer located 10 nm
in front of the heterointerface. Figure 1 shows the band
structure of the TPU-SC, obtained by a theoretical sim-
ulation without considering the InAs QDs [29]. The CB
and VB offsets at the heterointerface are 0.23 and 0.17 eV,
respectively. The estimated electric field in the i layer is
10.5 kV/cm.

First, a 150-nm-thick p-GaAs (Be 2.0 × 1019 /cm3) layer
is grown on a 400-nm-thick p+-GaAs (Be 1.0 × 1019 /cm3)

FIG. 1. Band diagram calculated for a TPU-SC without InAs
QDs for a bias voltage of 0 V. In the actual SC device, an
InAs/GaAs QD layer with a thickness equivalent to 2.1 mono-
layers (ML) is inserted 10 nm in front of the heterointerface.

buffer layer at a substrate temperature of 550 °C. Sub-
sequently, a 1400-nm-thick intrinsic region is fabricated,
which comprises a 1140-nm-thick NGS region based on
GaAs, an InAs QD layer, a GaAs capping layer with a
thickness of 10 nm, and a WGS region (Al0.3Ga0.7As,
250 nm). The nominal thickness of the InAs layer is
0.64 nm (2.1 monolayers). The typical height and width of
the QDs, formed by the Stranski-Krastanov growth mode,
are 3 and 20 nm, respectively, and the QD density is
approximately 1.0 × 1010 /cm2 [18]. The substrate temper-
ature before the growth of the InAs QDs is 550 °C. The
InAs QDs and the GaAs capping layer are grown at 490 °C.
On top of this intrinsic structure, an n-Al0.3Ga0.7As (Si
1.0 × 1017 /cm3) layer, an n+-Al0.3Ga0.7As (Si 2.5 × 1017

/cm3) layer, an n+-Al0.8Ga0.2As (Si 2.5 × 1018 /cm3)
window layer, and a final 200-nm-thick n+-GaAs (Si:
2.5 × 1018 /cm3) layer are grown. The beam-equivalent
pressures of the As2 flux during the GaAs and (AlGa)As
growth sequences is 1.5 × 10−3 Pa. For the current mea-
surements, metal Au/Au-Ge and Au/Au-Zn electrodes are
deposited on the top and bottom surfaces, respectively.
Finally, the n+-GaAs layer on the surface is removed by
etching except for the electrode region.

B. External quantum efficiency (EQE)

Measurements of the EQE are performed under short-
circuit conditions at room temperature. For the excitation,
white light generated by a tungsten halogen lamp is passed
through a 140-mm single monochromator and modulated
at 800 Hz by an optical chopper. The integrated power
density of the excitation beam obtained is approximately
2 mW/cm2 and exhibits a wavelength dependence. The PC
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is detected by a current amplifier and a lock-in amplifier
synchronized with the optical chopper. We also measure
the change in the EQE induced by additional irradiation
with IR light (the EQE and the change in the EQE are
denoted hereafter by ηQ and �ηQ, respectively). The IR
light is generated by a continuous-wave laser diode (LD)
with a wavelength of 1300 nm. The excitation power
density of the 1300-nm IR light is 170 mW/cm2.

C. Simultaneous measurements of PC and PL at
various bias voltages

To investigate the details of the carrier collection and
recombination processes occurring at the heterointerface,
we perform simultaneous measurements of the total PC
and the total PL intensity in the wavelength region from
1000 to 1300 nm under bias conditions ranging from −2 to
1 V. This wavelength region covers the PL from InAs QDs.
The radiative recombination process occurs dominantly in
the InAs QDs. Here, we use two lasers: a continuous-wave
LD with a wavelength of 784 nm (1.58 eV) for the inter-
band excitation and a solid-state laser with a wavelength of
1319 nm (0.94 eV) for the intraband excitation (excitation
to the Al0.3Ga0.7As CB). Each type of excitation light is
guided to the TPU-SC by an optical fiber. The excitation
power densities for the interband and intraband excita-
tion are 0.70 and 1.85 W/cm2, respectively. The PL signal
emitted from the TPU-SC is first dispersed by a single
monochromator and then detected by an (InGa)As diode
array. The PC is detected by a source meter (Keithley). All
measurements are conducted at room temperature.

III. RESULTS AND DISCUSSION

A. External-quantum-efficiency spectra

Figures 2(a) and 2(b) show the spectra of the EQE,
ηQ, and its change, �ηQ, respectively, under short-circuit
conditions. The blue curve in Fig. 2(a) is obtained with-
out additional IR irradiation. Two clear absorption edges
appear at 685 and 875 nm, which correspond to the band
gaps of Al0.3Ga0.7As and GaAs, respectively. The fea-
ture at 915 nm is assigned to the InAs wetting layer.
When the Al0.3Ga0.7As layer is directly excited, the pho-
togenerated electrons and holes drift in opposite directions
and are collected at the corresponding electrodes. On the
other hand, photons with wavelengths longer than 685 nm
pass through the Al0.3Ga0.7As and can generate carriers in
the GaAs via interband excitation (if the photon energy
is sufficiently high). Because these directly excited elec-
trons are partially blocked by the Al0.3Ga0.7As barrier at
the heterointerface, a drop in the ηQ signal is observed
in Fig. 2(a) for wavelengths larger than 685 nm. The
red line in Fig. 2(a) shows the curve obtained with addi-
tional IR irradiation at 1300 nm. This IR light cannot
cause any interband transitions, as the photon energy is

(a)

(b)

FIG. 2. (a) Room-temperature EQE spectra (ηQ) under short-
circuit conditions with and without additional IR irradiation
(1300 nm), shown by red and blue curves, respectively. (b)
Change in EQE spectrum (�ηQ) obtained by subtracting the blue
curve in (a) from the red curve in (a).

lower than the lowest interband transition energy (that
is, the lowest excited state of an InAs QD, at approxi-
mately 1.05 eV). Instead, the additional IR light pumps
electrons at the heterointerface above the Al0.3Ga0.7As bar-
rier via an intraband excitation process, and therefore the
absorption edge at 685 nm disappears. This is a typical
feature of the TPU-SC; electrons that have accumulated
at the heterointerface and reached a high density are effi-
ciently pumped above the barrier by absorbing low-energy
photons. The efficiency of this process is confirmed in
Fig. 2(b): the value of �ηQ in the wavelength range from
700 to 860 nm is approximately 15%. Note that this value
is smaller than the approximately 30% reported in our
previous work [24]. This is explained by the fact that
the magnitude of �ηQ depends strongly on the excitation
power density used to induce the interband transitions [24],
that is, �ηQ decreases significantly as the excitation power
density increases.

B. Bias-voltage dependence of PC and PL

Figure 3 shows PL spectra measured under short-circuit
conditions. Here, interband transitions are induced by the
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FIG. 3. Room-temperature PL spectra obtained from the
device under short-circuit conditions. The blue curve is obtained
under excitation with 748-nm light, and the red curve under
simultaneous excitation with 748-nm light and IR light at
1319 nm.

784-nm light. The red and blue curves indicate the spec-
tra obtained with and without the additional IR irradiation
(at 1319 nm), respectively. As the Al0.3Ga0.7As layers
are transparent to the 784-nm light, this light directly
excites the GaAs. The electrons generated in the GaAs drift
toward the n-layer side, but are partially blocked by the
Al0.3Ga0.7As barrier and can induce PL in the QDs after
the electrons have relaxed from the GaAs CB to QD states.
The PL peak at 1185 nm and the small sideband peak at
1120 nm correspond to the lowest excited state and the
second lowest excited state, respectively, in the InAs QDs.
When the additional IR light irradiates the TPU-SC, the PL
intensity decreases obviously, indicating that the IR light
activates electrons from these InAs QD levels. As the IR
photon energy is larger than the energy offset with respect
to the upper CB edge of the barrier, the electron density
at the heterointerface decreases as a result of carrier acti-
vation and extraction via the internal electric field. The
influence of the electric field is evaluated in the following.

Figure 4(a) compares the bias-voltage dependences of
the PC density and the PL intensity integrated from 1000
to 1300 nm, which corresponds to the region contain-
ing confined states in the InAs layer. The internal electric
field increases as the bias voltage becomes more negative,
resulting in a large PC density and a low PL intensity at
a reverse bias of −2 V. In the forward-bias region, the PC
exhibits a remarkable decrease at voltages above 0.58 V.
Here, the carrier recombination rate at the heterointerface
is very high, and also the PL intensity increases dra-
matically. This is the typical reciprocal relation observed
between PC and PL [30–35]. Furthermore, by comparing
the red and blue curves in Fig. 4(a), we find that, for all

(a)

(b)

(c)

FIG. 4. (a) Integrated PL intensity (integration range
1000–1300 nm) and PC density as a function of the bias voltage.
The red curves represent data obtained using 784-nm light and
IR light at 1319 nm. The blue curves indicate the case of irradi-
ation with 784-nm light only. (b) Bias-voltage dependences of
Jp + kIPL measured with and without IR irradiation. Jp and kIPL
are the PC density and the evaluated radiative-recombination
current density, respectively. (c) Bias-voltage dependences of the
change in the radiative-recombination current density, k �IPL,
and the increase in the PC density caused by TPU, �Jp .

voltages, the PC increases when the additional IR illumi-
nation is applied, while the radiative recombination rate
decreases as a result of the above-mentioned lower electron
density at the interface.

C. Reciprocal relation between PC and PL

The correlation of the PC and the PL intensity in the case
of interband excitation via 784-nm light is discussed using
the following equation:

qṄin = Jp(V) + Rrad(V) + Rnr(V), (1)

where Ṅin is the absorbed photon flux per unit cross
section, q is the elementary charge, Jp(V) is the PC
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density as a function of the bias voltage V (the dark
current is not contained in this term), Rrad(V) is the
radiative-recombination current density, and Rnr(V) is
the nonradiative-recombination current density. The terms
Jp(V), Rrad(V), and Rnr(V) are expressed in units of charge
current per area, e.g., mA/cm2. Here, we introduce a
voltage-independent proportionality factor k that allows us
to express Rrad(V) in Eq. (1) in terms of the PL intensity:
Rrad(V) = kIPL(V), where IPL(V) is the voltage-dependent
integrated PL intensity shown in Fig. 4(a). Obviously,
Jp(V) + kIPL(V) + Rnr(V) is constant as long as the exci-
tation density is not changed. In Eq. (1), we use a value of
qṄin of 190 mA/cm2, which is calculated by using the exci-
tation power density, the photoreflection of 784-nm light
at the SC surface, the absorption coefficient of GaAs (the
NGS), and the thickness of the NGS layer. Furthermore,
Eq. (1) holds even in the case of additional IR irradiation,
because the IR light does not affect Nin. If we assume that
all electrons that have been excited by the IR light are col-
lected at a bias of −2 V, then the IR-induced change in the
PC at −2 V, �Jp(−2 V), equals the IR-induced change
in the PL intensity, k �IPL(−2 V). Here, we assume that
the IR irradiation does not change Rnr(−2 V), because of
the strong electric field of approximately 24 kV/cm. Thus,
we can evaluate k and calculate Jp(V) + kIPL(V) at other
bias voltages. The results are shown in Fig. 4(b). We find
that the values of Jp + kIPL observed with and without IR
irradiation coincide over the whole measurement range.
Starting from −2 V, Jp + kIPL decreases only slightly as
the bias voltage becomes more positive up to 0.58 V,
according to the well-known behavior of a p-n junction
[10], and then exhibits a rapid decrease according to the
bias dependence of the nonradiative recombination rate.
The slight decrease in Jp + kIPL is caused by an increase
in Rnr(V). Conversely, an IR-induced change in Rnr(V) is
not confirmed, because Jp + kIPL is not affected by the IR
irradiation.

Figure 4(c) shows the bias-voltage dependences of �Jp
and k �IPL. Near a bias voltage of −0.6 V, �Jp exhibits
a gentle peak, which is considered to be a result of the
trade-off relationship between extraction of carriers after
TPU (by the electric field) and tunneling of carriers at the
heterointerface: while a higher internal electric field facil-
itates extraction of electrons excited by the additional IR
light (leading to an increase in �Jp ), a very strong elec-
tric field also induces tunneling at the heterointerface. The
latter process reduces the electron density at the heteroint-
erface independently of the IR light, and thus reduces �Jp .
While �Jp exhibits a gentle peak near −0.6 V, the k �IPL
signal exhibits a corresponding gentle dip. Note that IPL
exhibits a monotonic increase in the same bias-voltage
region in Fig. 4(a). The different behaviors of IPL and �IPL
are attributed to the fact that IPL is affected by both the
electron and the hole densities, while �IPL is affected only
by the electron density, as explained in the following. In

general, the PL intensity of an InAs QD is proportional to
the product of the electron and hole densities in the QD.
In the TPU-SC, the occupation probabilities of the lowest
excited states in the InAs QDs are very high due to the
electron barrier at the heterointerface, even under forward-
bias conditions. On the other hand, the hole density in the
InAs QDs is strongly affected by the bias voltage. There-
fore, the bias-voltage dependence of �IPL, which reflects
the change in the electron density upon IR illumination, is
less pronounced than that of IPL.

D. Evaluation of absolute carrier collection efficiency

Figures 5(a) and 5(b) summarize the ratios of the dif-
ferent types of current loss (radiative and nonradiative
recombination) and carrier extraction mechanisms (TPU,
thermal activation, and tunneling) with and without the
additional IR irradiation. The purple area indicates the
fraction corresponding to thermal escape and tunneling.
Therefore, the carrier collection efficiency of the device
without IR irradiation follows the border between the pur-
ple and green areas in Fig. 5(a). The blue area in Fig. 5(b)
corresponds to the PC enhancement caused by TPU [�Jp
in Fig. 4(c)]. Hence, the carrier collection efficiency of the
device under additional IR illumination follows the border
between the blue and green areas. The green and orange
areas indicate the radiative and nonradiative recombina-
tion, respectively. Here, the internal quantum efficiency,
given by the ratio of Rrad(0 V) to the sum of Rrad(0 V),
Rnr(0 V), and Jp(0 V), is 25%. This value is higher than the
efficiency of 8.8% estimated from the temperature depen-
dence of the PL intensity shown in Fig. 4 of Ref. [24]. The
difference is caused by the excitation intensity. The excita-
tion power density in Fig. 4 of Ref. [24] was 2.1 mW/cm2,
while that in the present study is 700 mW/cm2. It is noted
that the nonradiative component is overestimated because
we do not take into account the weak PL from the InAs
wetting layer and the GaAs in our analysis. Within the
accuracy of our assumptions, we find that 7% of the pho-
togenerated carriers in the GaAs are collected via TPU in
our device at −0.6 V. As �Jp is generated by adiabatic
excitation in the TPU process, it is expected that the out-
put voltage will be boosted [36]. Figure 5(c) compares the
voltage increase �V that is induced by the TPU process
and the IR-induced �Jp as a function of the bias voltage.
When we choose a more negative bias voltage, we obtain
a higher �V. The positive voltage change �V is explained
by the adiabatic intraband excitation at the heterointerface
of the TPU-SC; the accumulated electrons are transferred
to the CB of the Al0.3Ga0.7As barrier by absorbing IR pho-
tons and subsequently drifting due to the electric field at
the interface. We also find that the onset bias voltages for
�V and �Jp are almost the same (near 0.8 V). The change
in �V near the onset is gentler, which is consistent with the
differences observed between the current-voltage curves
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(a)

(b)

(c)

FIG. 5. (a),(b) Carrier collection efficiency of the TPU-SC (a)
without and (b) with additional IR irradiation. The contribu-
tions of the different types of current loss and current extraction
mechanisms are indicated by the colored areas. (c) Bias-voltage
dependence of voltage increase �V caused by the additional IR
irradiation, and of �Jp .

measured with and without IR irradiation, as shown in our
previous publication [24]. At strong reverse bias voltages,
both �V and �Jp start to decrease, because the electron
density at the heterointerface decreases.

The excitation power densities of 0.70 W/cm2 (for
interband excitation) and 1.85 W/cm2 (for intraband exci-
tation) used in this experiment correspond to 17 and 84
suns, respectively. The fraction of the generated electrons
accounted for by the short-circuit TPU PC, �Jp(0 V), in
Fig. 5(b) is 6.5% under these excitation conditions. In

this experiment, the suns-equivalent value of the intraband
excitation is stronger than that of the interband excitation.
If both the suns-equivalent values are 17, the fraction cor-
responding to �Jp(0 V) can be roughly estimated as 2.0%
if the relationship between �Jp(0 V) and the intraband
excitation intensity Pex,IR, �Jp(0 V) ∝ Pex,IR

0.73 [see Fig.
7(b) of Ref. [24]], applies. Furthermore, if we use the data
shown in Fig. 1(a) of Ref. [25], the fraction correspond-
ing to �Jp(0 V) under 1-sun illumination is expected to be
4.5%.

IV. CONCLUSION

We investigate carrier collection and recombination pro-
cesses at the heterointerface in a TPU-SC. To characterize
radiative recombination, the PL is integrated over the range
from 1000 to 1300 nm. The magnitudes of the PC and
PL signals generated via interband excitation of the GaAs
layer depend on the bias voltage, and we confirm a recip-
rocal relation between the PC (corresponding to intraband
transitions) and the PL (corresponding to interband transi-
tions). Our data show that the PC density increases and the
PL intensity decreases when the solar cell is illuminated
with additional IR light. We find that nonradiative recom-
bination becomes significant above bias voltages of 0.58 V.
In addition, the IR-induced change in the PC (PL) exhibits
a gentle peak (dip) around −0.6 V, because of the trade-off
relationship between enhanced electron extraction after IR
absorption at the interface and a decrease in the electron
density at the interface due to tunneling at large reverse
bias voltages. We also confirm that the IR-induced change
in the PL is not affected by the hole density at the heteroin-
terface. Finally, we quantitatively evaluate the fractions
of the generated electrons that are extracted as photocur-
rent, are lost via radiative recombination, and are lost via
nonradiative recombination. This enables an assessment of
the TPU efficiency within the accuracy of the assumptions
employed (that is, negligible nonradiative losses at −2 V).
For a bias of −0.6 V, 7% of the photogenerated carriers in
GaAs are collected via TPU.
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