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An experimental perovskite solar cell (PSC) with the structure Au/Spiro-MeOTAD/
CH3NH3PbI3/PEDOT:PSS/ITO was fabricated. The measurements of main photovoltaic
characteristics were provided. The current-voltage dependences (I-V curves) were measured
conducted in the voltage range from -1V to 1V. During the measurements, the corresponding values
were calculated of the short-circuit current density(Jsc) and open-circuit voltage(Uoc) were obtained
as 1.23 mA/cm? and 0.19 V, respectively. Subsequently, an analytical model corresponding to this
structure was formulated. For modeling the parameters of the perovskite solar cell, the Comsol
Multiphysics environment was used, this environment is based on the finite element method. The
relevant computations were provided to obtain the corresponding values of the short-circuit current
density and open-circuit voltage as 3.29 mA/cm? and 0.2 V, respectively, with the maximum
theoretically calculated power of this structure being 0.11 W. The experimental outcomes were
juxtaposed with the predictions of the analytical computations, and the modeling results were
empirically validated. An analytically accomplished model of the same structure was built by
adding an electron transport layer (ETL). An organic material BCP (Bathocuproine) was used as an
supplementary ETL layer. During the optimization of the PSC, the main datums were
mathematically counted. Such values as the short-circuit current density of 10.17 mA/cm?, open-
circuit voltage of 1.2 V, and the maximum power value of Au/BCP/Spiro-MeOTAD/CH3NH3PbI3/
PEDOT:PSS/ITO structure, which is 3.21 W were rated. A comparison of the volt-ampere
characteristics of perovskite cells in dark and light modes was conducted for primary and optimized
structures. The main parameters, obtained during the modeling of the experimental sample and
subsequent model optimization, were compared. Specifically one of the key parameters of solar cell
heterostructures the fill factor was evaluated and found to have increased from 16.52% to 25.00%,
respectively. The light-sensitive behavior of the perovskite cell were visibly enhanced.
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1. Introduction

The utilization of organic photovoltaic technologies stands as a pivotal pursuit in advancing green
energy [1]. Within this context, organic photovoltaic devices, characterized by high efficiency, cost-
effectiveness, and scalability, garner substantial attention [2]. In the quest for superior and more
economical alternative energy sources, perovskite solar cells (PSCs) occupy a prominent position [3].
Notably, the relatively elevated efficiency of PSCs, when compared to organic solar cells, renders them
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appealing for further investigation and practical implementation. Furthermore, the adaptability of
perovskite solar cells to flexible substrates, coupled with their low-cost production technology, underscores
their potential [4—5]

Characteristic parameters of photoactive perovskites, which make them promising materials for solar
energy, include properties such as a high coefficient of optical absorption (~10° cm™'), a low exciton
binding energy (~20 meV), and a relatively large charge carrier free path length (~1 um), as well as the
ability to operate solar cells based on this material at low temperatures [3; 6; 7].

Over the past decade, there has been a true breakthrough in the technology of manufacturing organic
solar cells based on perovskites, characterized by an increase in the fill factor from 3.8 % efficiency of
energy conversion to the certified record efficiency of perovskite solar cells, which is 25.5 % [3]. Good
results have been achieved due to the introduction of new technologies for chemical processing and
effective modified approaches to the deposition of functional films and heterostructures based on them.
Based on these methods, uniform and highly crystalline perovskite films have been developed and
fabricated, which increase the efficiency of organic photovoltaic devices. In this context, the introduction
of materials with a broad spectrum of photosensitivity and perfect structure into the technology of
manufacturing PSCs, such as methylammonium lead triiodide (MAPbI3, CH3NH3PbI3), is also promising,
allowing for high efficiency and improved stability [8—10]. Despite rapid progress, the efficiency of
perovskite solar cells is still far from their theoretical limits. The key factor for further increasing the
efficiency of perovskite solar cells is the optimization of the architecture of high-quality PSCs to reduce
non-radiative recombination in perovskite active layers and minimize interface defects in structural layers
[8;9; 11;12].

The operation of solar cells based on heterostructures can proceed without the involvement of
electron transport layers (ETL) and hole transport layers (HTL) in the photovoltaic conversion process, as
demonstrated in early investigations of solar cells [4; 11]. The inclusion of hole transport layers (HTL) and
electron transport layers (ETL) in efficient perovskite solar cells (PSCs) plays a critical role in electron
collection and their subsequent transport from the absorber layer to the corresponding electrodes [4; 12].
Imbalance in the operation of transport layers results in differences in drift currents of charge carriers to the
respective electrodes and significantly affects the device performance. Additionally, the absence or
presence of inefficient transport layers increases the device's resistance, thereby contributing to a decrease
in the fill factor of the solar cell. Consequently, judiciously selecting and optimizing the layers within
perovskite solar cells assumes paramount importance in achieving maximal device efficiency [11].

Hence, ongoing endeavors focus on formulating analytical models to fabricate organic solar cells
featuring a multilayer architecture, including perovskite solar cells [13]. Theoretical modeling of
sophisticated solar cell designs facilitates more effective material selection and application.

In this investigation, we perform experimental assessments and develop a mathematical model to
analyze the optical properties of the Au/Spiro-MeOTAD/CHIINH[IPbI[I/PEDOT: PSS/ITO architecture.
Our objective is to enhance the light-sensitive behavior of the perovskite cell. The analytical model is
subsequently validated to refine the design of photogenerating devices. Specifically, we optimize the
structure of the perovskite-based solar cell by incorporating an electron transport layer (ETL) [11].

2. Materials and experimental procedures

The experimental structure of the photosensitive element was formed on the surface of a glass plate
with a deposited layer of ITO [Indium Tin Oxide]. The optically transparent conductive layer of ITO was
pretreated with ozone plasma before applying the PEDOT:PSS film. This technological operation improves
the adhesion of the hole-injection layer of PEDOT:PSS and enables enhancement of the conductivity and
work function of the PEDOT:PSS film [14-15].

The PEDOT:PSS film was formed from an aqueous solution using the spin-coating method,
followed by thermal annealing in an inert atmosphere in a nitrogen glove box [Laboratory Glove Box
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L2007A1-UK] at 50°C for 15 minutes. The thickness of the PEDOT:PSS film was controlled by
measurement using a profilometer and 3D optical profiler, with a working thickness of 50 nm.

After applying the perovskite pigment film [Perovskite Precursor Ink for Air Processing], a thermal
treatment process was conducted for 60 minutes at 100°C with humidity control.

The next technological operation was the application of a Spiro-OMeTAD film [Spiro-OMeTAD]
(dj=300 nm) using the spin-coating method. To improve the optical properties of Spiro-OMeTAD [16], the
sample was left in the air for 12 hours. An electrically conductive gold film with a thickness of 80 nm was
deposited on the surface of the formed heterostructure using thermal evaporation at a residual pressure of
10° Torr. The zone diagram of the experimental photosensitive structure and a photograph of the
fabricated device are presented in Fig. 1.

The experimentally fabricated sample of the perovskite cell was tested using a parametric
semiconductor analyzer [4145A SEMICONDUCTOR PARAMETER ANALYZER HEWLETT
PACKARDY] in dark mode and under illumination with a solar light simulator.
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Fig. 1. The energy band structure (a) and the photograph of the experimental sample
of a perovskite solar cell Au/Spiro-MeOTAD/CH3NH3PbI3/PEDOT:PSS/ITO structure
Solar irradiation spectrum for AM0O and AM1.5 illumination

The experimentally fabricated sample of the perovskite cell was tested using a parametric
semiconductor analyzer [4145A SEMICONDUCTOR PARAMETER ANALYZER HEWLETT
PACKARDY] in dark mode and under illumination with a solar light simulator (100 mW/cm?), the spectrum

of which is presented in Fig. 2.
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Fig. 2. Solar irradiation spectrum for AMO and AM1.5 illumination

The measurements of the current-voltage characteristics (I-V curves) were conducted in the voltage
range from 1V to 1V. During the measurements, the corresponding values of the short-circuit current
density and open-circuit voltage were obtained as 1.23 mA/cm? and 0.19 V, respectively, yielding a fill
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factor value of ff=19%. The IV curve of the experimental sample under different operating conditions is
depicted in Fig. 3. The device's power conversion efficiency was determined as the ratio of the maximum

power (P, ) under no load to the power of the incident light £, .

n, ZP%) (1)
[
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Fig. 3. Dark and light mode current-voltage characteristics of the experimentally
developed perovskite cell sample with the structure
Au/Spiro-MeOTAD/CH3NH3PbI3/PEDOT:PSS/ITO

Table 1 presents the experimental parameters of the perovskite solar cells (PSCs)

Table 1
Experimental parameters of the structure
Au/Spiro-MeOTAD/CH3NH3PbI3/PEDOT:PSS/ITO
I,y (current at maximum power) 10.3 MA
Un, (voltage at maximum power) 0.42 B
I (short-circuit current) 1.23 MA
U, (open-circuit voltage) 0.19 B
ff (fill factor) 18.51 %
1] (power conversion efficiency) 4.32 %

3. Modeling and optimization

For modeling the parameters of the perovskite solar cell, the Comsol Multiphysics environment was
utilized, based on the finite element method. In the course of the calculations, the Poisson's equation (2)
was employed to describe the physical process, linking the electrostatic potential with the total charge
density, along with the continuity equations for holes and electrons (3) and (4). Additionally, statistical
effects of Shockley-Read-Hall recombination were considered.

2
d—2®(x):i(p(x)—n(x)+ND+NA+n,++nl_> Q)
dx €€
oJ
B e e 3)
q) Ox ot
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oJ
(l] ”—U,,+G:a—" 4)
q) Ox ot

In equation (1), the symbol @ represents the electrostatic potential, g is the electron charge, €, and
g, indicate the relative dielectric permittivity and electric constant, respectively, p and n represent the
concentrations of holes and electrons, N, and N, are the concentrations of donor and acceptor
impurities, and n;' and n, are the concentrations of traps for holes and electrons, respectively. In

equations (2) and (3), J,, and J, denote the densities of electric current for electrons and holes.

The equations describing the movement of anions (a~ ) and cations (c¢"), taking into account the
drift-diffusion equations (5-6) [20]

_rr A _oc (5)
q) ox ot
1 aJ - _Oa ©)
q Ox ot

Taking into account the concentrations of anions (@~ ) and cations (c¢") in the Poisson's equation,
we obtain:

2
d—2®(x):i(p(x)—n(x)+ND+NA+n,++n,_+(c+—a_>> (7)
dx €€

The neutral state for perovskite is satisfied by the equation:
1. _ |
7ﬂa (x)dx = ;ﬂc (x)dx=N,, 8)

where [/ is the thickness of the perovskite layer, and N, is the ion density.

At the interfaces of the perovskite with the electron and hole transport layers, charge carriers have
the property of tunneling into the ETL and HTL layers. To account for this tunneling effect, an
approximation was applied.

The boundary condition of the modeling problem for ion transport was the absence of ion flux in the
ETL and HTL layers, which is satisfied by the equations:

nJ,=0, )

nJ. =0, (10)

J,=qu,ak +qD, a—a, (11)
ox

J, :quccE+ch@, (12)
ox

Where the current densities of anions J, and cations J_, and their respective diffusion coefficients

D, and D, are taken into account. For the initial analytical model, the structure shown in Figure 4 was
applied. The parameters of the Spiro-MeOTAD and PEDOT:PSS materials were modeled using [11] and
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[12], respectively, and are provided in Table 2. All

Anode ITO other material parameters were taken from the Comsol
library. Based on this model, an analytical model with an

HTL Pedot PSS additional ETL layer was proposed and modeled (Figure
4). The presence of an ETL layer in effective PSCs is

Perovskite important for electron collection and transport from the

absorber to the respective electrodes. However, the use of
an ETL layer in PSCs increases the electron-hole

recombination resistance due to a slight increase in series

ETL BCP . . L
resistance (R, ). Balanced selection and optimization of
Cathode Au layers in perovskite solar cells are important for achieving
optimal performance, which includes considering recom-
Fig. 4. Layer-by-layer structure of the optimized bination resistance and series resistance to maximize
perovskite cell Au/BCP/Spiro- device efficiency [19].
MeOTAD/CH3NH3PbI3/PEDOT:PSS/ITO An organic material BCP (Bathocuproine) was

used as an additional ETL layer, which is often employed
in the production of organic PSCs and other electronic devices. BCP possesses high electron conductivity
and is well-suited for forming thin films on the surfaces of other materials [18; 21]. The use of BCP can
improve the efficiency and stability of PSCs and other electronic devices [19]. Table 2 lists the main
parameters applied in the modeling process.

Table 2
Main parameters applied in the modeling process
. . Spiro- Perovskite .
Parameters and dimensions BCP MeOTAD CH3NH3PbI3 PEDOT:PSS

Layer thickness, nm 50 300 300 50
Relative permittivity £g& 31 3 35 3
Band gap, Ey eV 3,5 2,95 1,6 2,2
Electron affinity, ¥, eV 4,1 6,74 5 5
Effective density of states, 20 14 25 20

1*10 8,67*10 5*10 1*10
valence band, N,, 1/cm’ ’
Effective density of states, 20 14 25 20

1*10 8,67*%10 5*10 1*10
conduction band, N, 1/cm’
Electron mobility, t,,, cm*/Vxs 1¥107 2%10™ 4.8 1¥107
Hole mobility, ft,,, cm*/Vxs 5%107 2%10* 4.8 5%107
Electron lifetime, ns 5 5 5 5

4. Main modeling results and conclusions

In the Comsol Multiphysics software, the current-voltage characteristics of the Au/Spiro-
MeOTAD/CH3NH3PbI3/PEDOT:PSS/ITO structure were mathematically modeled in both dark and light
modes, as depicted in Figure 5. During the calculations, the corresponding values of the short-circuit
current density and open-circuit voltage were obtained as 3.29 mA/cm? and 0.2 V, respectively, with the
maximum theoretically calculated power of this structure being 0.11 W. Using formula (1), the fill factor
value was calculated to be 16.52 %. Modeled and experimental data exhibit some discrepancies, which can
be attributed to errors in measuring layer thicknesses, morphological parameters of the layers, and surface
defects.
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The current density — voltage curve for the Au/BCP/Spiro-MeOTAD/CH3NH3PbI3/PEDOT:
PSS/ITO structure and optimized J-V curve with an additional electron transport layer, is shown in Figure
5. During the optimization of the perovskite cell, the main parameters were mathematically calculated,
such as the short-circuit current density of 10.17 mA/cm?, open-circuit voltage of 1.2 V, and the maximum
power value of this structure, which is 3.21 W. Based on all the parameters mentioned above, the fill factor
(1)was calculated to be 25.00 %.

As observed, the optimization of the photosensitive device through the addition of an electron
transport layer led to a significant improvement in the efficiency of the solar cell.

12
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— J-V light mode optimized structure
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Fig. 5. Current-voltage characteristics of the modeled experimental
sample with the structure Au/Spiro-MeOTAD/CH3NH3PbI3/PEDOT:PSS/ITO
and the optimized structure Au/BCP/Spiro-MeOTAD/CH3NH3PbI3/PEDOT:PSS/ITO
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OINTUMIBALISA CTPYKTYPU COHAYHOI KOMIPKH
HA OCHOBI HEPOBCKITY

H. Ky3uk, C. Kyuiii

Hayionanvnuii ynieepcumem «Jlvsiscoka nonimexuixay, eyn. C. banoepu, 12, Jlveis, 79013, Vkpaina

ExcriepriMeHTaIbHO BUTOTOBJIEHO IIEPOBCKITHY coHsuHY KoMipky (PSC) 3i crpykryporo Au/Spiro-
MeOTAD/CH3NH3PbI3/PEDOT:PSS/ITO. EmmnipuuHo OTpHMaHO OCHOBHI (DOTOEIEKTPUYHI Xapakre-
PHUCTHKH CTPYKTYpH, a caMe BOJbT-aMIepHi xapakrepuctuku (BAX), BuMipsHi y fiana3oHi Hanpyru Bif -
1B nmo 1B. Ilix wac BuMiproBaHp Oynu po3paxoBaHi BiJIIOBIIHI 3HAYEHHS TYCTUHH CTPYMY KOPOTKOI'O
3amukanas (Jsc) 1,23 mA/cm? ta Hampyrm xomocroro xoxy (Uoc) 0,19 B BigmoimHo. AHaNITHYHO
cdopMoBaHa MoJelb, IO BIJNOBiZA€ BUTOTOBICHOMY 3pa3Ky. JIisi MOZIENIOBAHHS IapaMeTpiB rerepo-
CTPYKTYPH IIEPOBCKITOBOTO COHSYHOTO €JeMeHTa BHKopHcToBYBanocs cepenoBuiie Comsol Multiphysics,
noOynoBaHe Ha METOII CKIHYEHHHMX €JIEMEHTiB. TeopeTMYHO OOYMCICHO 3HAuYCHHA TYCTHHH CTpyMY
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KOpOTKOro 3amukanus 3,29 MA/cm? Ta Hampyru xonocroro xoxy 0,2 B. BuxopucroByrouu cucremue
3a0e3neueHHs Comsol BU3HAYEHO MaKCUMaJIbHY MOTYXHICTb CTPYKTYPH JUISl €KCIIEPUMEHTAJILHOTO 3pa3Ka
Ta TeopeTHyHoi Mozeni wiel x crpykrypu 0,11 Br Ta 0,43 Br BignosizHo. CmiBCTaBIeHO pe3ysbTaTH
€KCIIEPUMEHTY Ta aHANITHYHOI Mozeni. Pe3ymbraTn MoIeIOBaHHS HPOHILIM E€KCIEPUMEHTAIbHY BEpHU-
¢ikamnito. OnTUMi30BaHa aHATITHYHA MOJIEJb CTPYKTYpH Oyla mo0yaoBaHa MUISIXOM JOaBaHH eJIEKTPOHHO
tpaHcnoprHoro mapy (ETL). Jlyns nokpamieHHs e(eKTHBHOCTI KOMIPKH BUKOPUCTAHO OpraHiyHUil MaTepian
BCP (Bathocuproine), y sixocri nonarkooro mapy ETL. Teopernuno obuucneno BAX, mo ymMoxiauBuio
HOJAJIbIII PO3PAXyHKU 3HAYEHHS LIIBHOCTI CTPYyMy KOpOTKOro 3amukaHHs 10,17 MA/cM?, Hanpyra xonoc-
Toro xomy 1,2 B Ta MakcuMalbHOro 3HaueHHs HOTYXHOCTi crpykrypun Au/BCP/Spiro-MeOTAD/
CH3NH3PbI3/PEDOT:PSS/ITO, mo cranoBurs 3,21 B. IlpoBeneHo MOpPIBHAHHSA BOJIBT-aMIICPHUX
XapaKTepUCTHK KOMIPOK IIEPOBCKITY B TEMHOBOMY Ta CBITJIOMY PEKMMaXx sl HIEPBUHHOI Ta ONTUMi30BaHOI
CTPYKTYp. 3apa3oM 3poOJIEeHO IMOpPIBHSHHS OCHOBHHX MapaMeTpiB, OTPUMAHMX IIiJ] Yac MOJICIIIOBaHHS
€KCIIePUMEHTAJIbHOrO0 3pa3ka Ta IOAAJIBINOI ONTHMi30BaHOI Mozeni. 3okpema Oyino OLIHEHO OIuH i3
KIIFOYOBHX HAapaMeTpiB TeTEPOCTPYKTYP COHSYHUX €IEMEHTIB, KoeilieHTa 3alOBHEHHSI, SIKUIl 301bIIABCS
3 16,52 % mo 25,00 % BimnosinHO. CBITIOUYT/IMBI NMapaMeTpu MEPOBCKITHOI KOMIpKH OyIIM ITOMITHO
MOKPAIIIEHi.

Kurouosi ciioBa: cemepocmpyxkmupa, consiuna bamapes, nepogcKinmu, opeaniuti pomoenexmpuuHi npucmpoi.
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