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Abstract

Lead-free perovskite solar cells (PSCs) with a dual-absorption layer incorporating CsSnGels/FASnls
were produced and evaluated using SCAPS-1D software. The research illustrates that the dual-absorp-
tion layer configuration notably widens the spectral response range and boosts device efficiency. The
power conversion efficiency (PCE) of the dual-absorption layer device achieves 26.26%, outperform-
ing the single-absorption layer device (19.95%). Fine-tuning the thickness of CsSnGels and FASnIs lay-
ers, the defect state density at the FASnI3/CsSnGels interface, as well as the thickness of the TiO: elec-
tron transport layer and the Cuz0 hole transport layer, provides valuable insights for improving the
structural design and performance of high-efficiency lead-free PSCs.
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1. 518

BHERAT K BH R FL I (PSCs) & 2 T ML - TEALAR S M EME N eI E SR 38 4F . 55K #4 k)
HAARK RS BRTFIERRE. WRITHE KR4S BRARBREL]-[514FF A, MR K
FHEE FLIh Y] PCE TV 50 26%. BEAEFSARI TEAM R TT . SRR AL ANFR e MR T, 58 KBH g
HI Y PCE 23— 4R TH[6]. B TE5EK0 MR & Pb JGER, BHERH 2758 F Ik R rh 2 06 PR 3583 1l
—EMS Y, Pb JC R MR A B AR AR RS S B Rt . Rk, 28 i AL D S R A RLRLE
M4, 4 CsSnls. CH3NHsSnls (MASNIs)FI HC (NH.),Snls (FASNIs), J& MRS ERT M R A R e k. 4
ToHLTCHY CsSnls #5ERH ML BA @I R4 D4 GRe. MBI OB REUuk bR, 2H
RS AR e A oR) . BIF T 22 0, AT AR &5 Fa v i (Cs) B A MILBH B 1 7T LA ik 2 4 va HL R s kA == 4k
IR &R . 7ERTA L 4oL PSC H, CsSnls ) PCE &, 4 10.1% [7] [8]. Chen Z5&42 i T —Ff
FERAIRSCR B CsSnGels, HoAt: REAL T 205 kA RSk &L CsSnls # CsGels. T CsSnGels 1234 ) PCE
N 7% [9].

NT B FASNI 85 2 A A0 AR T B AR PR A R RESE, B AL S AR e A
I A2 TRBRESHE0 B E T UET dith t§8 . Meng 25101 PAE fill4b T 3UA A 2 34 i pb 47
(FOEN#s NG, Hil#& mBa . PR FASNl B 44550 M, KB T Ha, st Hmycss
10.16%. Chen ZF[11]RH PIFptne AR A ALY A AR ISR, RIS A it 72, ST Ui i & 5
FRIEPUEALRE /1. Shi ZE[12]5] N 4-F K LA IRIR # (FPEABN) SRS 1 Z AL BER ULAD ,  FEyth T B HL &
RILE 0974V, JHEEHAAIE 15.7%. IbAh, MHREUEBIT SRR ER A 24 Khan 2543 Jilld g
Zn Bk, EMSERE. HiRES AR, 17 RS B B kR B A 24.87% [13].
HE RS E RS SO M 2 AR RIA g2 —, I HUE TR AT DL SRR S5 M 9 %
THHTI S . DAL FE R CsSnGels/FASNIs ATRIKUZE . TiOz il Cuz0 43 AIVE N T2 AL 2, F)
Fil SCAPS-1D #1443 #1 Gass/FTO/TiO2/CsSnGels/FASNIZ/Cu,O/C 45K AT ARE™ A BH At Ha b (1 1 i
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2. YRR B th i A

SCAPS-1D #ff R Jik T2 A S A F MBI ATT R IO BB O FF S AR SRR % WL RE . SCAPS-
1D BAFH M T, CdTe. CIGS LA SR AR PH Bt A PERE o e by g R OK BH it 2 4 A L IRAk
ORISR A5 LSS SR, T DR S Rt b FVAAA 75 R s HL AN GRS T R, AT 7t it 1
BT As e . B EM B SRR A, WS B A e R L J-V R 2 A fL 3
AAFEEIERSH. TR A TGRS T R I A 3(1)~(3):

002 =a[p()-n(x)+N (x)+R ()=, ()] <1>
_%dj_xnmn(x)_e(x):o @
%-?—X"+Rp(x)—6(x):0 ©

A x AR EAKR: I, R, MR TR R E B R (X) IR, (X) 70 A T A R
e G(X) NF=ER; q NHETHAT: o NAHX A B EL Na R No 233 Ay L B S2 A3 2 A F B9 e 3 R
P n il H S E BTy AFRER R PORI ne 3 BN R 3R S XFE IR 7o NS 6 FTO Uiy
NG, ANPGRS AM 1.5 G KBEYGIE, HAEGIRE R E N 300 K.

FIF SCAPS-1D #AF #4514 Gass/FTO/TiO2/CsSnGels/FASNIS/Cu,O/C #54KH A BHAE Hith, 40 &
1 iz . Hod CsSnGels/FASNIs 1 AR IRE , TiO2 Al Cu 0 43 5ilAE A B4 2 (ETL) 12 /AL S 2 (HTL),
FTO 1 C 43 AAE T AR AN G Jm 1 sk, & ZMPBlRe g n 4] 1(b) s 2 & EMEHNERE S5, W

R LPR.
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Figure 1. Device structure (a) and energy level diagram (b)
B 1 B SEERREED)
Table 1. Simulation parameters of materials
1 MRIRES %
SR FTO[14]  TiO2[14] CsSnGels[14] [15]  FASnIz[8] Cu20 [8] [9]
Thickness/nm 250 150 200 200 350
bandgap (eV) 35 3.2 15 1.4 2.17
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Electron affinity (eV) 4 3.9 3.9 412 3.2
Dielectric permittivity (relative) 9 32 28 8.2 7.11
CB effective density of states 28 x 1018 1 x 1019 3.1 x 1018 1 x 1018 202 x 10V
(L/em™3) : : '
VB effective density of states 1.8 x 10 1 x 1019 3.1 x 1018 1 x 1018 1.1 x 10
(L/em™3) : : :
Electron thermal velocity (cm/s) 1x 107 1x107 1x107 1x107 1x 107
Hole thermal velocity (cm/s) 1x 107 1x107 1x107 1x107 1x 107
Electron mobility (cm?Vs™) 20 20 974 22 200
Hole mobility ((cm?Vs™) 10 10 213 22 80
Shallow uniform donor density ND 19 17
(1/emd) 1x10 1x10 0 0 0
Shallow uniform acceptor density 14 1 18
ND (1/cm?) 0 0 1x10 7x10 1x 10 (9]

3. HR5ITR
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Figure 2. J-V curves (a) and quantum efficiency curves (b) of devices with different structures

2. FEIGHIZEHRY J-V HiZk () A2 TR L (D)

BT 1PURMMBIEARSE, HE TR RS ST R PHBE B B IR - HIEQ-V)BhZk, 45
R 2() Bt o 3X 9 AR b 25 4 4 Sl 8 FTO/TIOL/CsSnGels/Cu,0/C  Fil FTO/TiO2/CsSnGels/
FASNIs/Cu,0/C. iif SCAPS-1D MFHLAUL T 5" 14, FTO/TiO./CsSnGels/Cu,O/C 44 v it f¥) T % F e
(Vo) N 112V, 1266 HL UL 25 i (Jsc) 4 21.06 mA/em?, 78 (K- (FF) 4 84.37%, Yt FEFE 0 30% (PCE) 4 19.95%;
1M FTO/TiO,/CsSnGels/FASNI3/Cu,0/C 4514 R Vo $2 1+ 28 1.31V, I 1A FI| 27.42 mA/em?, FF 4 84.63%,
PCE ik 26.26%. A5 R, KA CsSnGels/FASNIs 1 AU Z (A5 4Ak e R BH AE Hith, 288k
HIPERE R 0 T8 — CsSnGels W HSUZ as . &1 2(b) WA AN [F) S A 5 BR0 AR RE FEM B B TR k. 13
2(b)#Z CsSnGels 5 CsSnGels/FASNIs FFEG LA T (1) 41 B RCR (EQE) i i B i £k . 7E 400~900 nm
WX, CsSnGels/FASNI; & & 45K EQE th% T CsSnGels 24 1HHI&E 720K, JLHAE 600~850 nm [X [A] B
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AFREDCRENNAE S, HIL EQE #UlI KB ELFE, KW FASNIs K5I NA RER Y 1 60 N6 52
THT R R

3.1. CsSnGel; BEE 383414 fE SN

BT JZ RS R B K TR BR(E) G T JE PR T, BT ER I Z SR T HRMZM A a3 )5, b
A LT RIDG AR TR SR A A R K BOR T AR A R 12 30 [16]. JEIRISZ R SO IR T S R B R T
BEL3]. ERHUTHE T, CsSnGels J& L2 (ALK TE H] 1% B 79 100~1000 nm, H AR RHERE S8 O FFIE
5E. [ 342 CsSnGels/FASNIs 451 #4111 BEBE CsSnGels JEEE ARV I 2R . HI 4] 3(a) AT A, Voo il CsSnGels J&
SN S AR R A Je WIBE R EIG IR ORI T, Bl S TP gE, X — IR AT AR T e S
JELFE RGN 5 TR TIRIRE 7T, BETEAE E RO R I IR ISR [17]. SRk EIET, CsSnGels J& B 134
2 PRI SRR B B T Ry, BT PR AR . ] 3(c)RT I, 24 CsSnGels JEFEjE 1T 200 nm
I, FF RS RGN RSP, 24 CsSnGels JEFE 9 500 nm i, Z84F3815 548 PCE, HAE N 26.70%.
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Figure 3. Changes of Vo, Jsc, FF, and PCE with the thickness of CsSnGels
3. Voer Jscv FF. PCE [ CsSnGels EERIZEILE

3.2. FASNI; BB St 2Rt pE 2

FEM IR b, 3E— R E FASNIs JEEELE 100~1000 nm 3 Bl 4 % 28 4-PE B S 5 sEm, 45 S 4 By
7o FASNIg JEFE R 400 nm i Voo IA I H KAE, BEH FASNI BRI, Voo I8/ 1M Jsow FF 5 PCE Bf
FASNIs JERER R BAR 2 BT . WRUS)Z S RER I ml G Ral s, PR 2 DR80T, Mmiie
i Jsc 5 PCE [18]. MMRWUZ E LR T3 T B EER, REUERBR F2REE G0, T Vo
NEE, ETRRACE M AR RR[6] . HEAh, TR R Rt Sl NF 2GS, RSB TR A IR
— B IEINIE VAT FR BE, e AR RIS AR /D T AT B RS A I, Vo Bl 2 PR [19]
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Figure 4. Changes of Voc, Jse, FF, and PCE with the thickness of FASnls
E 4. VOC\ JSC\ FF\ PCE Bﬁ FASn|3 EEE"]#XR1{@

3.3. FASNI3/CsSnGels  E HBE X 23 4 14 RE AU SZ M

1.15 PP, 50 )
_____ . (a)
1.10 ™~ 45
\ @
S 105 * g 40}
< \ <
~ 1.00} .\ E 35
h'ij
0.95 .~ 30 P
.I | oo o o o o9
0.90 ol al 2l ol al 2l | al L L 25 ' L L L L L L Il L |"
10'10'210%104101010'7 10" 10" 10* 1011021010 10"°10%°10'7 101010
Interface defect density (em™? Interface defect density (cm™
20 ® (©) A—A—A—A—A
L o—o—o—0—0—0 c TR d
8of Ne N (@
24} .
2 70} -
) S22
= 60} g A
£ 20}
e &
50t \ \
18}
40} o A
l[ill 1[;12 16]316]4161516“‘1{;17 ldls 16]9 1{;2“ l[;l'l 161216|31614 16[51(‘}16 1{;”"1("]“ 1{;19 1["20
Interface defect density (em™® Interface defect density (cm?

Figure 5. Changes of Vo, Jsc, FF, and PCE with the interface defect density of the FaSnls/CsSnGels
B 5. Vocs Jscv FF. PCE P FaSnls/CsSnGels B EHRFAZE LT (L E
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BHERAT B AL A 1) 46 o R 2 7 o S0 G A 7= AR G, 0K MR TR R AR oy SR P mT A Dy b 3R T
FEIE T . BRIA SRS FIE R AL S R FE R 51K EQE FRE. 7= A A HERA N Bl i - AN A1l
PIILE, BmAFPEEIERRRRIG[20] [21]. BFCIEFE A iE T 4% FASNIS/CsSnGels sk G, iE—20
oA RE -

FASNI3/CsSnGels FHI S FENT s MERERIRZm W] 5 FizR. 24 FaSnls/CsSnGels MR USUZ B B 45 55 B /1N
F 105 ecm 21, Voo Jseo FF A1 PCE JUFARHFAAS o 1 FASNI/CsSnGels W it 2 1 25 25 B KT 1015 cm2
I, Voen Jsc M1 PCE B FASNIS/CsSnGels Fi[HI Bk fa 3G I/, AH Joc B FASNIZ/CsSnGels 7 [ ik
MBI . AE MRS R RS B KT 10% em 2B, FASNIS/CsSnGels FHHIE A T kit T2 A 40,
BT rSRRIEGHE, FEHMIEREZE, F Voo FF. PCE Jik/. 1% FASNIs/CsSnGels 7+
TR R KT 101 em 21, Jse JT 4R T UM ES B BPRE b R SR B P LU R — S BREE A RELL, IXLERE ]
B2 0 R 8 A R = AR BT YIRS AT AP AR B8 22 IR AR B 1, g T 3 n e 2 P U

34. tEEEE XS RERI RN

ETL Al HTL 7 K FH g B it rp AR 2 e s VE F , ETL AR % FE T IFPEAS 25 7%, HTL A£% = 7O LS B 7
AR ETL A HTL AR TSR FER AR G SHadiEd Tio, B KA IEE N
100~1000 nm. ¥ 6 4 Voen Jse« FF F1 PCE [ifi TiO, JEEEHI . MIE 6 ITEAE H, Voer Jscv FF F1 PCE fifi
TiO2 X TiO JEFE B AN Ik /N o X FT Re A TiOo EEEMIMNN, 1E TiOp FIHIAF1E — L& pU e A i ik
Fe, W hr, T4, EATR LAFE 2 B 524 ol F FELAS 1 NS SR IE B B s AR5 2, TS

3 PCE [#Mik[22].
1.13160 27.420
[ | (a) o—o_.\.\ (b)
—_ ®
1.13156 } & 27.416 e
5 g N
< &
g = AN
X 113152 < 27412 .,
£ N\
—E—E—m_ 2 e
1.13148} E—— ™ 27.408 \.
0 200 400 600 800 1000 0 200 400 600 800 1000
thickness(nm) thickness(nm)
26.260
84.632 B A (C) (d)
64,630 26.256 \
~ 84. - e |
S Q -~
< 8826252 ~a
K 84.628} A A E{
= A< 0 26.248
A & 26.
84.626} A ae
Aa 26.244
84.624} ) ) . ) A
0 200 400 600 800 1000 0 200 400 600 800 1000
thickness(nm) thickness(nm)

Figure 6. Changes of Vo, Jsc, FF, and PCE with TiOz2 thickness
& 6. Vocs Jscv FF. PCE BE TiO2 EERIZS{LE]

[i] I AT 50 28 A A 2 o g A PR RE R, I RE R Cu0 SR FEAR(LTE Y 100~1000 nm. 4] 7 &
Voor Jsoo FF il PCE B Cu0 EJZEIMIZE. MEFH AT LLE H, BE%E Cu0 BN, Voeu Jioo FF Al PCE
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Figure 7. Changes of Vo, Jsc, FF, and PCE with Cu20 thickness
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