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A R R RACRR Y OR B FL Y e SR H 25 3B DT 12 2k
5K K FH HLth (flexible perovskite solar cells,
F-PSCs) VER#—HOGIREAR, FEAE HAR S BB
FEE | S )R AR RAR B O T T2,
PTAERG B T RHIFA )2 e B,

H T R I 12 B AN ), dn [m] S P Ak 5
K IoF R 9l — A 58] SR AR R FH L Y ] 43 B
25 (superstrate) HLHLAN T 4544 (substrate) HLHE,
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BEERAT LT 2 / 4 R RN B 2 LI 4 R
FLA /A5 Bk L 2 /33 B S ARk ). A r
FEER B GRS R, IR R
R £ —FEER (polyethylene terephthalate, PET)
FRZE R £ BERE (polyethylene naphthalate,
PEN). 2024 4F, Chen %5 #£ PET/ITO i Ll
/AR (0.09 em?) ZEMEES BT R FH HLt, H ¥
ik 23.01%. 2025 4F, Chu 258 #£ PEN/ITO %
JIE E 4 /N (1.01 em?) ZEMEE5 4R A P H,
HWEARACE Ry 25.54%, B2 HET, X EFPEE R
X B H b 4R e = (. B4R DL PET #l PEN
R FEJEC I ZE RS R K FH L R e SSOR LS T AR
Kk, sk, HAEAR A B A 5% A8 1R B R BE AR 2
s iR A BRI IR 227840 ) Rk, BRI T 5
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FERLZS AL AT I .

PAZE AN R SEE I T 4544 2 R A5 4k R
BH F, s 5L A e A T T, T LA A2 A S A K 43
WO R EE AR R. BT AW EA RATH S,
JIT AT DL B 42 ] 25 5 R HL It )2 2020 4F, Feleki
5 10 FEAN B AN LIS E 48 Y SR PR A BR0T R B Lt
FERRCR N 11.5%. 2023 4F, Zheng %5 11 DIANEEHY
VB Ry BEJRC A IF 27 IR A B Bl A b 2 S TSR M e,
ST 17.1% YRR X R
SLJR SR L AR GE 1 de R AR BRTHT, PR
PRI R, DAL, SR R PH F b A 4 4
RIKF] 22% B, 150 pm JE AR AI LK 2 PR A5k
1 K PH FL Tt 2 5 AR 69 W kgl Ty 5 HE R R
LR AT AT R . BBEWRE (polyimide, PI)
PRI H o AR M L LB JE | 2 T A2 P A
R I S BRI [ R RAT 48 I FH A SR MBS R
K B Fa vl Y AR RS e —. E T LASR BRI e Ay
SLIRC Y R MRS AR R P H A 54 /. Ak, P
MW REA B I AT, I, 75208 T 25
LTI AR ZEUU — 2 4w . AT, fE4 )R
PR b A ) S AR P Tt X P Tt A B 1 52 T
ANEHE.

ST, ARSI RS T SRR SIS 1) MRSk
FRPHHE M, TFIUR—)2 TTO X 48 ARk &4,
WHFE T ITO XS 5L M R LA S A5 k™ Fi Tt
PERERUSZIR. BFFE M, ITO B ALk 3 T L%
MRS, 3R T T 8Bk w i it O PERE, A il 45 SR
SV Ay R R ) 2 PR S R S B F b B A 1S L.

2 SR
2.1 SERHELSIRF

EN G RS e I R i I[ EHSR I
PI i i 2R3 i 56 28 WAL B Ay A FR A wI AR 5
B Ni 28 &8, 25 7 UL R NiO, 28 &R BB M
JZ ITO #6f (InyO5:Sn0, = 95:5%, Fi/r4) 4
M BT A R A R W SR I 5 K8 TSR A4 b
#} Pbl,, CsI, FAT fl MACI 2R [ VG4 1% H G HE
JBeAR A BR W), S ERAT VS TR T P A N, N-
HBERE (DMF) 5 B EH0 (DMSO) g T I i
B TR FR A s 1% 2 [6,6]-44E-C61-
TEHEE (PCBM) W B 1L T ALk e IR A R
o], EFVESE (CB) W A E 258 B 2R 50 A R

2wl i R (BCP) SR F PG 22t HOLREIAR A7
BT, VRSN (IPA) 18 [ E 2454 A b2 R
ARAF]; ZnO GORESKIE'E TP 5.

2.2 FEEFHBHRT KPEBRMAHE &

IR B . 2 B /K MU A 75 s i
P PIASJKA 40 min, 76 70 °C HHLAS BT 20 min
#H. R CEFE UV-O4 1555 AL 15 min, 5
MR E LA AT, BAEIRT 1.3x10° Pa
B, ZE 55 B S 200 nm 43 )@ Ni M, 77753 PI/Ni
FORS TR LA

¥ PL/Ni AT P 5 25 v, e
D &R 280 W, A HEAIRA R (0y:Ar =
1%:99%) i it L4 36 scem:8 scem (1 scem
= 1 mL/min), JE5& & 6.0x10 3 Torr (1 Torr =
1.33322x 10 Pa), Wk 55 B [E] 24 60 min, 7] 15 51 24
#4925 PI/Ni/ITO fI#HIE, ITO RS 430 nm.

W45+ PI/Ni/ITO F1 PI/Ni 4 & FH
TRZER B AR N, 288 NiO, MR, JE N
23 nm, A f35]458 4 P1/Ni/ITO/NiO, fil PI/Ni/
NiO, A JIE.

FREL PbI, (958.6 mg), FAI (306.5 mg), CsI
(40.6 mg) A1 MACI (21.84 mg), & T34 % /11
FETHORE S, IFIA 800 pL DMF 5 200 pL
DMSO, KR & & TR Eas ik 4 h 2
e, R B AT T IR R VAV . AR A5 T IR A A
B S F i TR AR, P RC B BRI fb 2 4 A
A Csg0sFAggoPbls. BLE PCBM(10 mg/mL) AYE
R WO BCP 1 160 R 5 T A R, 4 0l i
4 h DL KU E 3R AL 0.45 pm HYJE
AT E, 5 TE AR BT IR AR . PCBM ¥
TR BCP %

FIH Plasma #% 45 4k ¥ PI/Ni/ITO/NiO, Fl
PI/Ni/NiO, #1JiE, @ iR BN 23 scem, X4
JEFALTE 2.5 min A& THR RN, METER S
F-EH P AT AR AT SR VA T e TR B SR A
1000 r/min Jig 1% 5 s, F LA 3000 r/min JE ¥R 20 s,
IFFERSE 10 s TN 200 pL @ARVEN ORI Z 5
WS BT 110 C#ME iRk 20 min, IFFEA
AT AR H. BJEERBFE ) Sl
3000 r/min gk PCBM i 30 s, FL4 5000 r/min
JiErk BCP %K 40 s, H2J5 LA 3000 r/min 938 fig
U ZnO Ak EK 30 s, IFETF 100 C MG LR
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“k 10 min.

5 B A8 L R ORI 0.07 cm? PRI,
A ITO REARIN Be s, D10 280 W, <5
AR B (00 Ar = 1%:99%) it & Ll R
36 sccm:8 scem, FEGEA 6.0x 107 Torr, W5 A [H]
4 30 min. HLIBZ5H4 535024 P1/Ni/ITO/NiO,/PVK/
PCBM/BCP/Zn0/ITO, PI/Ni/NiO,/PVK/PCBM/
BCP/Zn0/ITO.

2.3 MIXERE

AHIESE AT BERAE 5 5 RE I 3 34 5% FH LA
NUrEgEn: 1TO JE B % ] BURKER DektakX T
B G TN A B (SEM) &
5% F H 7 SUS020 4k ; X S Al 4 (XRD) E
AT Cu Koy 8 55 B9 SmartLab fiT $7 4 (A =
1.541 A) ak; JRF 1 WA (AFM) JE S0 7
Bruker Nanowizard 4XP & 4t I % | SCM-PIT-
v2 BREF S X SO H F BRI (X-ray photoele-
ctron spectrometer, XPS) 5 /MEH FHETE (ul-
traviolet photo-electron spectroscopy, UPS) 44
1E Thermo ESCALAB 250Xi F #4714 ; Mott-
Schottky i1 Zahner Zennium IM6e HLAb2: T AF
i S FRAOEEUAOEETE (steady-state photolu-
minescence, PL) 5} [8] 73 FELECE 66 (time-
resolved photoluminescence, TRPL) i 2% T £&{%
fir FLS920 5 AXAE % IR HREE TR AR 25 6] B A
PRI LI (SCLC) Mli7E Keithley 2450 #5753

WSS T, RO RIROE N-3—3 V; B
WA EE-HUE (V) FtkhZiiid Keysight B2901A
JRFEAE 1.2 — 0.1 VIEREILL 0.02 V K55
WS CATH ] KB T B (Tof-SIMS) A1 i )
FH IMS 7TF-AUTO {2858 .

3 #X5itb
3.1 ITO &iGxt & BB R LS

BERY SN

R T HESE TTO &M% 43 8 fa il Je 23 7 UL i J2
A AL BT S B 52 R, 439 %) PI/Ni, PI/Ni/
ITO, PI/Ni/NiO, fil PI/Ni/ITO/NiO, PU ff & i
HEAT R B AR, WA 1 R, B 1(a)
AT RUA Y, PI/NI SR 224, InE P LLIEAL .
XEZERZBT NGRS PLERGSEELE
i, B RAFTE IR 24 Ky NiO, A EZE, fn
K 1(c) Bin, 78 PI/Ni 2848 NiO, J&, 280131H
FA1E. 78 PINi B B UUE— )2 1TO, HE0H K,
WE 1(b) s, Be 1TO A R 5E T Ni 1
S @B AL, 1E PI/Ni/ITO LY NiO, 72875
HSE, RIHBBEA RS, Kl 1(d) Fis.

H T LRI 1ITO B X A B i P
S0, %t P1/Ni/NiO, #l PI/Ni/ITO/NiO, #Fh#:
vty {5 R i 7 I e ASC A /A e o DN, 3 5 Y
TEV B T AT AT B4 Ak Ay D/ 3141 DATPA
R I, IR 1(e), (f) B, ATLAE H, 7E Ni

(d)

B 1 (a) PI/Ni, (b) PI/Ni/ITO, (c) PI/Ni/NiO, # (d) PI/Ni/ITO/NiO, 3Ky SEM & ; (e) PI/Ni/NiO, 1 (f) PI/Ni/ITO/NiO,
FES KA ; (2) PI/Ni/NiO, Fl (h) PI/Ni/ITO/NiO, ¥ 5 7 AFM [

Fig. 1. SEM image of (a) PI/Ni, (b) PI/Ni/ITO, (c¢) PI/Ni/NiO,, (d) PI/Ni/ITO/NiO, substrate: water contact angle of
(e) PI/Ni/NiO,; (f) PI/Ni/ITO/NiO,; AFM image of (g) PI/Ni/NiO,; (h) PI/Ni/ITO/NiO,.
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FKEPLH—)Z ITO J5, NiO, B /K%M fa i 74.1°
REARF] 48.0°, F W] L5 ITO &M 5 NiO, 175 i P
PR3 T e, s PERG RA B TS AR AR A DT
FRIS6 2 J5  XERFPAE S 64T T AFM U, 4o
Kl 1(g), (h) Bz, ATLAEH, 4 1TO B, P1/Ni/
ITO/NiO, RUHLKERE i 5.436 nm 3] 4.037 nm.
re RELRE BE S R A T 22 iU, 3 S RO R A
P BRI /N AoRE. R, SR JRCRE RS B (R R AR 2 1 S
SR A ESERET R K

R TR R AL R R AT B4 4 BT, X PT/Ni/
NiO, fl PI/Ni/ITO/NiO, #} Ji&, & I XPS i 17
Ni 2py, 1 O 1s BPIEAS20 8, DL#E Ni F1 O 1Y
P27 28 AR & i iy 22 4k, W 2(a)—(d) s,
M 2(a), (b) B XPS #&EIATLIE H: A7 860.8 eV
(4 D 2 T B 0 TR o S P B AR AR N2 NS
FAEALAS, 7T 853.7 eV BYIEXT N Ni2*, J& T Ni-
O /\ I A 58 A #4545 37 T 855.6 eV 1Y I X Ij
Ni 25 (75 BT A i Nidt, AT 5R NiO, Ay
S HL P AR A R R D7) A, Tl I X NSt/
N2+ ) B3 T AR 2 R Ay 3 ) 2 S ARk
X T &L 1TO &4 i P1/Ni/NiO, # % Nidt/
NiZH g R4 1 AL 2 HE o 2.37; T 45d TTO &4 /Y

[ NiO [ NixO3 [JOH

PI/Ni/ITO/NiO, # B, iZ L FlHE 2 4.56, iX
FH ITO MM T Nist/Ni2 i F ). i &
Ni [y 5 0 & 1 K, S (015 W Y 5 e 8 ) 1
5 1318 8] 2(c), (d) A O 1s i XPS 1], 529.5 eV,
531 eV Fll 532.5 eV 15 7 U 43 5 XF i NiO, NiyOs
MR (—OH) FFEE. M 2(c), (d) FIE
i RZ5 ITO B4R PT/Ni/NiO, #iEH, NiyO,
X IO F1A) WA A XS 5 B 45 555 28 TTO 84 i, NiyOs
(AR AE IR X 5 32 P Jp 3488, (IR —OHL (9 e A X
S ARG, BFSE o, AL T Y L (—OH)
P 255 | R AR A 25 BT s, AT 3
FERMEERE T [ 191, PRI, TTO &M F T4 T4 Ak
BRAL) B SR VR R o

T ERSE NPHE R T R A X PI/NG/
NiO,/PVK #1 PI/Ni/ITO/NiO,/PVK BiFFE&,
1T TS B> IR B it (Tof-SIMS) i, 4n
Kl 2(e), (f) frzs. B 2 FTLAF Y, RS
FALERZ M) Ni iR S, Mg 1ITO Bkt
RS, Ni GRS 8. B ubnl DI, K4 1TO
A B RE A, IS FAR Ni 5 A AR B e, 74
TLBR Joad R b, Ni 5 NiyO4 & A iR R g, AE
B NIO, JRi y B (1) 28; igtad 1TO &4 5 1)

wn
2
(@) [ Ni 2pg)s Nit+ © [0 1s (©) 2 |PVKINiO, | Ni — Ni
" PI/Ni/EB-NiO, 855.6 eV " PI/Ni/EB-NiO, . — Pb
£ | Ni3+/Niz+ = 2.37 > E £
E n g =
5 Sat. - X 2
2 | 860.8eV 2 2 £
3 3 S
~ + ~ )
> ] > -
- ) et g
2 > = R
=] =] "g
<= £ X
— —_ Tﬁ
g
-
P T S S S S . . . . . . . . ZO . .
868 866 864 862 860 858 856 854 852 850 535 534 533 532 531 530 529 528 527 0 200 400 600 800 1000 1200
Binding energy/eV Binding energy/eV Sputtering time/s
0
2
() [ Ni 2ps3)a Nis+ 855.8 eV Do 1s (f) g PVK iNiO,| ITO Ni
. | PINi/ITO/EB-NiO, 8 . |PYNi/ITO/ A X
= | Ni3t/Ni2+ = 4.56 AR = | EB-NiO, f 2
g 1 S g & — Ni
= Sat. & l o = = o
) “H § < S =
£ | so0sev Y AR £ : o
~ iy *© ~ g
z 3 z E
Z Z 2 <
= [T g =
— — <
__________ g e
2
N S S R i . A A A . ZO . . .
868 866 864 862 860 858 856 854 852 850 535 534 533 532 531 530 529 528 527 0 200 400 600 800 1000 1200

Binding energy/eV

Binding energy/eV

Sputtering time/s

[ 2 Ni2py, H9 XPS i, Hid (a) PI/Ni/NiO,, (b) PI/Ni/ITO/NiO,; O 1s [ty XPS Y3, Hh (c) PI/Ni/ NiO,, (d) PI/Ni/ITO/NiO,;
Tof-SIMS i, HH (e) PI/Ni/NiO,/PVK, (f) PI/Ni/ITO/NiO,/PVK
Fig. 2. Ni 2py, XPS spectra of (a) PI/Ni/NiO,, (b) PI/Ni/ITO/NiO,; O 1s XPS spectra of (c) PI/Ni/NiO,, (d) PI/Ni/ITO/NiO,;
Tof-SIMS images of (e) PI/Ni/NiO,/PVK, (f) PI/Ni/ITO/NiO,/PVK.
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Fedh, ITO AEAEFHAY R LR Ni 5057 5 A L8R i1k
SEIONL, PR, AR NS B LU

Ni + Ni,O3 = 3NiO. (1)

ZJa, ADFFFERF PI/Ni/NiO,/Au fil P1/

Ni/ITO/NiO,/Au 47 FVIIREK, A& AR

ey 23 AL R 2 B L R, iRl 3 . S AY

o=1IL/(VS), (2)

1000
800
600
400
200

— PI/Ni/ITO/NiO,/Au
—— PI/Ni/NiO,/Au

—200
—400 |
—600
—800
—1000 L . ;
—2 —1 0 1 2
Volage/V

Current/mA

B3 K2 ITO 4 (L148) FIZ ITO 4 (I542) 19 NiO,
¥y FV ik

Fig. 3. The LV curves of NiO, without ITO modification
(red line) and with ITO modification (blue line).

Horh, LRSI L, S O A Bt s T AR,
VoI s, 7o IR r U A o A B
JRJERE LA 23 nm, AL Sk 0.07 cm?, & 3 Fl
(2) HIHE AR, 2 ITO B 5 A AR R Y L 5
FM 4.43%x10° S/em $EFF 1.02x10° S/cm. X
YL ITO Mg R 12 7L 2 i S .

3.2 ITO &IMmXTE5$KH E R4 BE B R

R T RESER A5 RS, BT X PI/Ni/NIO,/
PVK 5 PI/Ni/ITO/NiO,/PVK WFfA L5, K
FH SEM a4z AR 43 SRS A5 R0 VIS 11 2% THT VS 45
FEOE, @08l 4(a), (b) Fias. N SEM MXZE -] L
TN B L R, K 1TO B4l PI/Ni/NiO,/
PVK [ F5EKH R R SH AN, L £
M2 ITO M5, FHERH M R R AR K, 5t
b B AR R A A 2 RO ] 4(c),
(d) REEERT R AR R H oA . PORIAR o i B
J5 B AT LA o g2 2 %F 7 PI/Ni/NiO,/PVK #
in, ESEKRLAR LA PTE 0.2—0.3 pm X 1], 5
KSR FIAF] 0.6 pm; ¥FF PI/Ni/ITO/NiO,/
PVK 5, B5EL 0 ki 48 24 7 0.5—0.6 pm
DXTR], i R B fRoRLROSTIA 3] 0.9 um, KB ITO 1Y

(€))
80

60

Count

40

20

0.2 0.3
Distribution/pm

PI/Ni/
EB-NiO,/PVK

0.4 0.5

100 (@)

80

60

Count/%

40

20

(a), (b) SEM [&; (c), (d) KIARZIT (e), (f) AFM A

PI/Ni/ITO/EB-NiO,/PVK

‘ ! |
0
0.2 03 04 05 06 0.7 0.8 09
Distribution/pm RIS = 71U

4 (a), (¢), (o) HEIE AL (8 A W AN (b), (d), () HEZ

ITO B4 5 (A5 4R T HI (G SEM & k424 - il AFM

Fig. 4. (a), (b) SEM images, (c), (d) particle size distribution graph, and (e), (f) AFM images for (a), (c), (e) perovskite film on
unmodified substrate and (b), (d), (f) perovskite film on ITO-modified substrate.
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MRS A oL iE— 2 1 R R AR K X2 th
T2 1TO B0 5 7K BY4% fil ff1 28 /1N, =3 3 i A
FFE54RH ok A AR 22 X85 AR R 5 R A5
T B (AFM) W, Qg 4(e), (f) . M
AFM FE% 0] L35 i & 2): %FF PI/Ni/NiO,/PVK
BE &, HOHLBS B 4 7.916 nm; XF F PI/Ni/ITO/
NiO,/PVK ki, HBEEEFE S 7.108 nm, FKHEIEFT
SR S RE S Bk TR R S A ek
JREEE N, RERB I R TR Ak

HIRGE TTO MR 55 BAA™ B L5 1052 1
MR E BRI T X SFAT ST (XRD) 43
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Fig. 5. XRD spectra of perovskite films without ITO modification (red line) and with ITO modification (blue line).
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substrate (blue line).
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Fig. 8. (a) JV curves, (b) EQE images, and (c) transmittance of the top electrode ITO of perovskite cells on unmodified substrate

(red line) and on ITO-modified substrate (blue line).
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Fig. 9. (a) Voltage with light intensity variation, (b) Mott-Schottky curves, and (c) dark current curves of perovskite cells on un-

modified substrate (red line) and on ITO-modified substrate (blue line) curves.
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Fig. 10. (a), (b) UPS spectra, (c) band gap diagram of perovskite films, (d), (e) UPS spectra of perovskite films, and (f) energy level
diagram of NiO, without ITO modification (red line) and with ITO modification (blue line).
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Fig. 11. (a) Dark stability test and (b) bending stability test of perovskite cells on unmodified substrate (red line) and on ITO-mod-

ified substrate (blue line).
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Abstract

Flexible perovskite solar cells based on polyimide as the substrate can be used in aerospace vehicles due to

their excellent thermal stability and high power-to-weight ratio. However, the metal electrodes of polyimide

cause an increase in non-radiative recombination in perovskite solar cells, thereby degrading the performance of

perovskite solar cells. In this paper, we propose a method of fabricating flexible perovskite solar cells with

polyimide as the substrate based on the ITO modification strategy. By depositing a layer of ITO on the metal

electrode, not only is the ratio of Ni**/Ni?* in the hole transport layer improved, enhancing the conductivity of

the hole transport layer, but also the film-forming quality of the perovskite layer is improved, and the non-

radiative recombination at the interface between the perovskite film and the hole transport layer (HTL) is

suppressed. The flexible perovskite solar cells based on ITO modification strategy have a conversion efficiency of

17.91%. This work provides an effective strategy for fabricating high-efficiency flexible perovskite solar cells.

Keywords: polyimide, flexible, perovskite solar cell, interface modification, inverted
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