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WE KA Suzuki-Miyaura £ Ullmann 5828 B2 N 23 5116 8 T IR D-TT-A 254 B8 R/ IN oy — R Bfii A=
Y N, N- T (4- 1 48 FE TR JE )-4-(4-HE B 56) R e (HA32) F1 N, N- R (4- F AR R L) -4-[4-(FUE)-3- M e ik |4 e (H462),
K FFN NG T = 2R 50 300 F 45 & 8 i AN 1T I A BRAB i 19y 25 DURRAE FTO/e-TiO,/m-TiO,/CsPbl, & A8 I |-,
H45 T CsPhLASERA A P HL b5 SR FH A3 o 7 B A BE(SEM) | oL I 28 B - H TR (J-V) i 8 R Ak 2 BB 25 )y 0k
ATRAEFNN . 25 53R H, SR 2R 5 A P 7 751 45 1) CsPbL £54K 0™ K PH H i A B 40 i i B 25 88 1,
0.05 mol/L H432 F110.05 mol/L. H462 f&4ii ) CsPbL, F5 KA Ik P i th il 1t A 45 803 F X AR 1Y) 12.44% 43 3112
EEIT 15.54% H115.66%.
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Performance of CsPbl; Perovskite Solar Cell Improved by Small
Molecules of Triphenylamine Containing Pyridine Groups

LYU Haijun', WANG Shenggang’, MA Jiazhuo’, HAO Yanzhong™
(1. College of Chemical Engineering,
2. College of Science, Hebei University of Science and Technology , Shijiazhuang 050091, China)

Abstract In this paper, two novel small-molecule triphenylamine derivatives N, N-bis (4-methoxyphenyl) -4- (4-
pyridyl) aniline(H432) and N, N-bis (4-methoxyphenyl)-4-[ 4-(cyano)-3-pyridyl ] aniline(H462) , were synthesized
by classic Suzuki-Miyaura and Ullmann coupling reactions. The small-molecule derivatives were deposited onto
FTO/c-Ti0,/m-Ti0,/CsPbl, composite films with crystal modification and surface post-treatment modification to
fabricate CsPbl, perovskite solar cells. The resulting devices were characterized and tested by SEM, J-V curves, and
electrochemical impedance spectroscopy. The results show that the CsPbl; perovskite solar cells prepared by surface
post-treatment modification exhibits a significant increase in power conversion efficiency (PCE). Specifically, the
PCE of CsPbl, perovskite solar cells modified with 0.05 mol/I. H432 increases from 12.44% (control device) to
15.54% , while the PCE of those modified with 0.05 mol/L. H462 improves from 12.44% to 15.66%.

Keywords CsPbl, perovskite solar cell; Small-molecule triphenylamine derivative ; Interface modification; Power

conversion efficiency
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A BB RRE AFAE , T 24 B IR N, o-CsPbIL, 2% 15 S 5% 72 O B-CsPbls T BE Ak 2L FEAR , 3B A2 Ny
y-CsPbl,, AR R AEEGERE A 8-CsPbL, ", a-CsPbI, 75 %I TS e b A B G HL TG PR Y 6 B (0
A, I FLIREE | IR ] AR 2 AN TR RS ek CsPhIs o, By M 1A S AL AE, % CsPIZE IR T
T AR E OIS A AR AL

Zhang 55 G U =R IMEATEE ) X26 1EAT MLICHLAS A B BR A R BH v v A1 08 23 7 U J2 ] A
FH IRE AR (PCE, 20. 2% ). Wang 35 i 1 — RV AT A W) SR E 14 — ORI /N7y 743
SUERENOL, 02, 03), BFFE T S Y5 509 H R AR XS T A5 R A BH i v 23 o A S bR I3 14 5%
Wi, A3 A HLICHLA S BRA K BH L 1t BE R AR 21 449, Liu 552V H —Fh S (1 2%
HorFA A, B S BE B 4136 55T Me-4PAC BTSRIE H 5 AR HAG IT 3P SE A H 5 X 7R
ZRRIEI IR A, B AR B A Al s AR R R RE A [ o S B A T 28 e 288 AR
b, KiESeTH T 8 FTERE , B2 A5 2 7 A HLICHLA AL 5 BRA™ A BH A 1 A9 AE & e 0303 26. 54%. H
BT, FRE AR = F M AT A AR ST Ry 22 A fan MRS AT HLCHLZS AR B Bk K B, A
KINGY T = IR LR WA A JCHLE R K FH L It P A DT830 R ILAIE . = 2R e It R A r -3t
I, EEYPHTEOE . A RUEA REOEHVEREM =R A=Y . I, A SO /NG 5 =R i )
OFFAEAE L B REYERDG R R, BT T A AN R S REFE A BB RN ORI AR, TR
ING R AT A ) AN [R) S RE SR 1S4k CsPOIL VBB L 1Y i /K 6 P 11 = DR e 266 7K 70— R
PR IR SE CsPhIL R AR, AT AT RESE— D3R TS BR K FH Ft i B PERE .

1 SLISERSH

1.1 RXFI 5

FIBAH AL (FTO) S HLBEEE | & 1 B UCHERS B R R R B A BR S W1 5 N, N-— 3k T e
(DMF) . 2,2",7,7'-W4[ N, N-— (4-H 383 ) 2 3 -9, 97 -85 725 (C,,H,6N, O, Spiro-OMeTAD) | ik,
#5(Pbl,) | WAk (CsD) A1 FHEEZ AR (DMSO) , 2, i TR A R w5 EhR (37%, it o
) KPR i (C,HL10) | 4-TRPE B (CHBrN) . IR (C,H) . 1 11 4+ (AL0,-4Si0,-nH,0) . LR T
(C,H;0,) | 4-NkBEMIIE (C;HBNO,) | PO (= 2RI ) 48 (C,,Hy P, Pd) | 5-7R-2-FIEMEIE (CH,BiN,) | 275
W, PUELRER (TiCL,) | BB S (HD) | DU T S U RR B4 (C H o F NP) AR RS (KSCN) , 43#r4li, Kt
M AR 2= A R A A PIEE . BRER R (K,CO,) . k3 (Cu) . 4B 57K (CH,C,,) « A DU Sk
(C,H0) . To/KBRFREE (MgSO,) F1 (4-( . (4-H BRI ) 238 ) R 5L ) iR (C,H,,BNO,) , 43brali, Kt
BT TARRA A EZE(CB), R Acros A LB 18-76-6(C,H,,0,)  H EE(CH,0H) . &
F5E (CHLCL,) | T FIER 7K (NaCD FVER R IU T 1 (C, HLO,Ti) , Z04ral, iR IR A BRA 7] 5 2555
FK(H'S2%0. 055 wS/em).

S4800 U L 1~ Bl (SEM) , H 4K Hitachi A 5 UMC350 B X S 26T 4L (XRD) , 72 [E Bruker
75 H]5 QTest Station1000AD K FH HE b Y615 o 3 K R 48, 26 B BOERME A R /] 5 RF-6000 #1286
WAL (PL), HARH ] CHIO60D B Ab2g T AR, , BRI A PRAF .
1.2 N FEFEBITEVHE RS SR
121 N,N-R(4-F A FEKE)4- (4wt L) KT A R 5 E M KA HA32 195 K Z AN Scheme 1

H3CO Br 2SN
N I@—ocm \@ /©/ — H:CO U
© N N B(OH),

W

Cu, KoCOs, 18-Crown-6, -
Br o-dichlorobenzene Pd(PPhs;)s, K-.COs, THF, methanol

OCH; OCH;
H383 H432
Scheme 1 Synthetic route of compound H432

Chem. J. Chinese Universities, 2025, 46(8), 20250018 20250018(126/135)



. P4 s Hg g R

o -
I l I CHEMICAL JOURNAL OF CHINESE UNIVERSITIES ﬁﬂ:ﬁl/t\,x

JiR .

4-TR-N-(4-TR R FE ) -N-(4-H 82838 ) R (H383) 1A i : AEZVARST T, 170 100 mL Y 1 H KT
HA 6. 79 g(28. 53 mmol) X A F K . 2 g(11. 63 mmol) 4-THEE . 12. 96 g(93. 9 mmol ) BIFEE J5 A3k iR
B 2.96 g(46. 58 mmol) Hil#5 . 0. 62 g 18-7-6(2. 36 mmol) &% 32. 6 mL4F 5%, 7£ 180 C F[Ei 7 h
Jei , WEREZE R RBRUEW, TR 30 mL AN S o 16 P 1 a3 2 h, i, Befs 78 % 5 PRIEH
PLVCEIRES)/V( LR TR =5 1 PRI HEA TR 2 MTRERCHR AL, 1551 0. 51 g B lEIR, %R 05 O
RREDT) K NEEH EAf , A5 5 95 °C, WA 11. 4%. 'H NMR(500 MHz, CDCL,), 6: 7.237~7.219(m,
2H), 7.033~7.005(m, 4H), 6. 833~6.769(m, 6H), 3.785(s, 6H).

N, N-XL(4-F S AL ) -4- (4-TEBERE) R fe (H432) (A A ERRATT, 18] 50 mL DY FURUH K T
HIA0. 2 g(0. 5 mmol) 4-J-N-(4-JRARHE ) -N-(4-FA R EL ) A | 0. 06 g(0. 5 mmol) 4-MERERNER . 0. 28 ¢
(0. 25 mmol) PU ( = ZRILRE )AL | 0. 07 g(0. 5 mmol ) FRFREH . 7 mL FBE S 7 mL DU KRR, £ 90 “CF [l
21 hJa, A 50 mL S BEHI 50 mLoK , 43K, 28 FoKBEEAPLZE , HFIJoK MgSO, T4, Kkl ™
a DL VOCE ) /V( LR LHE ) =2 1 AP T AR 2k i B4, 13510, 17 g #E B 1A, iR 88. 9%.
'"H NMR (500 MHz, CDCl,), &: 8.527(d, 2H, J=5.5 MHz), 7. 634(d, 2H, J=8.5 MHz), 7.601(d, 2H,
J=6.5 MHz) , 7.084(d, 4H, J=9.0 MHz), 6.942(d, 4H, J=9.0 MHz) , 6.799(d, 2H, J=9.0 MHz) ,
3.744(s, 6H) ; "C NMR (100 MHz, CDCL,) , 8: 156.42, 149.94, 149.76, 140.19, 133.06, 132. 16,
128.58, 127.48, 127.15, 119. 68, 114. 81, 55.51.

122 N,N-R(4-FFHKEL)4-[4-(REL)-3-ahre L R4 R G MR HA62 (1A UL a0
Scheme 2 flf 7 .

_N._CN
HsCO\@\ /©/B(OH)2 H:CO /@/';J/
=N
N Br~<\:/)—CN N

© Pd(PPhs),, K:COs, THF, H,0 ©
OCH,

OCHs
H462

Scheme 2 Synthetic route of compound H462

N, N-BU(4-HARFEIREL ) -4-[4-(GRUEE ) -3-MLIE L | R e (H462) 96 i : ZERSARY T, 101 250 mL Py
PR A 0. 627 g(2. 516 mmol) (4- ( = (4- F A B OR L ) 20 BE ) 2R ) BT R . 0. 402 g (2. 197 mmol)
5-P5L-2-TRUAEMERE | 0. 055 (0. 047 mmol ) PU ( = REERE )1 | 0. 495¢(3. 6mmolJBRFRH . 12 mL i< 14 /Y
KA 6 mLJBEUSIK, #E68 CRIEIGE 11 him, A X Bk, A AE KPR (100 mLx2) 4l
M, 2 AR AR, JOK MgSO, THEA NG , LA VCIIMEE)/V(ZBR B8 )=5: 1 el A A A 2 4T
REE AT B, 153 0. 62 g 5% 5 (0 [E A, JEFE 172~176 °C, W 69. 3%. 'H NMR (500 MHz, CDCL,) , &:
8.892~8.887 (m, 1H), 7.920~7.900 (m, 1H), 7.689 (d, 1H, J=8.5 MHz) , 7.407 (d, 2H, J=9.0
MHz), 7.109(d, 4H, J=9.0 MHz) ; 6.982(d, 2H, J=9.0 MHz), 6.871(d, 4H, J=9.0 MHz), 3. 812(s,
6H) ; “C NMR (100 MHz, CDCl,) , &: 156.63, 150.17, 148.82, 139.89, 139.49, 133.42, 130.78,
128. 46, 127.79, 127. 33, 126. 26, 119.57, 117. 58, 114.95, 55. 53.

1.3 TiO,MFEMH &

B FTO FHLBEEES (1. 50 emx1. 50 emx0. 22 cm, FFLA 14 Q, BVEFR>90% ) KA 58 . —IK
K PERAITE K 2 R 75 15 18 20 min, PRAFTZETOK CEEH A .

W 15 mL ZYOK A5 mLERBRIEABEHE, IFm H A i 1500 pL 0. 05 mol/mL TiCL ¥ , HL 60 wL
W AE FTO S HL B 38 |, A) B HLHE 3 24 3000 r/min, HE#% 30 s, 78 150 °CF 1B K 15 min J5 A
500 ‘CHYS IR Bbe 0. 5 h, 753 TiO, F )2, 128 FTO/c-TiO,.
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1.4 TiO,NFLEHHI&F

H 30 mL £ 25T /K 30 mL 37% WeERFRIR A5, A 1.5 mL BEKER DU T BRI, P+ 30 min J5 ,
WA AR )2 FTO S R BERS /K N 221, 76 170 “CF #4330 min, SAJ57E 500 “CH g4
HR K 1 min, £33 Ti0, /M fL)Z, ic 8 FTO/c-TiO,/mp-TiO,.

1.5 CsPblERA &

(1) CsPbL, B RTIRWL AT« 4 2. 306 g PbL Fl 1 mL HI % 7E 8 mL DMF H1 4 /i DMAPbI, ( — F B i
), TR THRE 12 h, RIEHERAET0 “CTRIERZE L 1 hBRK, H OGRS IEATEY, T%
FLZ3 T 8 h, 815 HPbL,. #£0.2000 g HPbI, F10. 078 g CsI 7 f#7E 800 wL DMF F1200 wL DMSO F¢
R, PERE 12 h, FEAUEE 0. 3 mol/L Y CsPbI, AT YR .

(2) FEERW 2 & - £ T P BEL60 pLASERE AT IR AV e TR 76 TiO N FLZ I, AT A1
HLA% 3 4 4000 r/min, JiEH% 30 s, BHL 110 L S s FI &0, B AR 15 s BFHEUR1E CsPhL AR -, 76T
BRI PR 30 min Jo, HCEMPH EF 100 F1 150 CEAEEE K 1 min, 200 “CHHE K 5 min, 35 CsPbl, 45
BRA I, 104 FTO/e-Ti0,/mp-TiO,/CsPbL,.

1.6 H462 55 H432 1&1fi CsPbl, &R B #l &

K W5 2 FTO/e-Ti0,/mp-Ti0,/CsPbl, ¥ B JEA T8 i . (1) 45 fhi& 1, £ 0. 0230 g H462 1§
0.0210 g H432 5 1 mL 0. 6 mol/L, CsPbl FiSRAARE I , $iid 12 h, K 60 WL ESERT Fr SR AR IR i e TR
TE FTO/c-TiO/mp-TiO, 5 |, JA5 21 BEHLEL 3 K 4000 r/min, FEFERFIA]30 s, FEHL 110 pl L&A,
B HAESS 15 s P HEIRTEARIR JCAY CsPhI AR [, #0830 min i, AW LT 100 A1 150 “CHAEER k
1 min, 200 ‘CH}R K 5 min, 53] H462 5% H432 &1 1Y) CsPbL, 5, 43-51ic K FTO/c-TiO,/mp-TiO,/CsPbl,/
H462 (45§48 ) Al FTO/c-TiO,/mp-TiO,/CsPbL/H432 (45 S84 ). (2) F1h Jo AL FRAE A , K5 0. 0230 g
H462 5%0. 210 g H432 9% T 1 mL A& AR A, 1551 0. 05 mol/L/NgF = R B E R . BHL110 pL
H462 B, H432 S %5 W, K5 e % 76 KB K 19 FTO/c-Ti0,/m-TiO,/CsPbl, 3 I 1, &) i HLEE 3 Hy
4000 r/min, Jig#% 30 s, ###E 30 min f5 , BCFEINFAR T 100 #1150 CHfBEIR K 1 min, 200 ‘CHIR K
5 min, 153! H432 5 H462 {&/fi i) CsPbL, i, 4371 >4 FTO/c-TiO,/m-TiO,/CsPbl,/H462 ([ J5 Zb ¥ &
M ) Fl FTO/c-Ti0,/m-Ti0,/CsPbl,/H432 (1 J5 AL FRAE R ) .

1.7 Spiro-OMeTAD =M E B &

EFER/F, $ FTO/c-TiO,/mp-TiO,/CsPbL, i i . FTO/c-TiO,/mp-TiO,/CsPhI,/H462 ( 2% fh & 41 )
FTO/c-Ti0,/mp-TiO,/CsPbl,/H432 ( 45 f& & 1 ) . FTO/c-TiO,/mp-Ti0,/CsPbL/H462 ( 3 Ifi Ji5 kb FE A& i ) 11
FTO/c-TiO,/mp-TiO,/CsPbl,/H432 (FR A1 f5 A FRAE MR ) 73 5 HCAE ST B ML E LR 40 L Spiro-OMeTAD, 5J %
HLEE 3 & 2500 r/min, BEWR 25 s, 1% #] FTO/c-Ti0,/mp-Ti0,/CsPbL/Spiro-OMeTAD i [ . FTO/c-TiO,/
mp-Ti0,/CsPbL,/H462 ( 45 iy & i )/Spiro-OMeTAD ¥ JIEE | FTO/c-TiO,/mp-TiO,/CsPblL/H432 ( £ fh & 1 )/
Spiro-OMeTAD ¥ i . FTO/c-TiO,/mp-Ti0,/CsPhI,/H462 ( 32 1 J&i Ab PR A& 1ffi ) /Spiro-OMeTAD 4 i £l FTO/
¢-Ti0,/mp-Ti0,/CsPbL/H432 (K[ 5 AL FAE i ) /Spiro-OMeTAD Vi .

1.8 CsPbl,KPHE it % H432 5% H462 &4 CsPbI, A PR ith & 41l &%

EFEFH T, 5 3% FTO/c-TiO,/mp-TiO,/CsPbl/Spiro-OMeTAD ¥ & . FTO/c-TiO,/m-TiO,/CsPbl./
H462 (45 {164 ) /Spiro-OMeTAD Wi i . FTO/c-TiO,/mp-TiO,/CsPbl,/H432 ( £ /&1 ) /Spiro-OMeTAD jH
[ . FTO/c-TiO,/mp-TiO,/CsPbl/H462 ( 5% [fij J5 4k B A& 1ffi )/Spiro-OMeTAD i# Ji5 F1 FTO/c-TiO,/mp-TiO,/
CsPbl,/H432 (5% [ Ji 4k FEAE M ) /Spiro-OMeTAD 78 5 $45% & Z8 954 . il 1525 44 A FTO/c-TiO,/mp-TiO,/
CsPbl/Spiro-OMeTAD/Ag A FH H th 12 4 X BE 28 14, 45 #4 S FTO/c-Ti0,/mp-TiO,/CsPbl,/H462 ( 45 i &
T )/Spiro-OMeTAD/Ag & FH HL 1 ic S~ #5174 A, %5 #4) & FTO/c-TiO,/mp-Ti0,/CsPbl,/H432 ( 4% 5 16 1ffi )/
Spiro-OMeTAD/Ag K FH H, 12 Ry 8544 B, 4544 4 FTO/c-TiO,/mp-TiO,/CsPbl/H462 ( % 11 J& Ak ¥R A 1 )/
Spiro-OMeTAD/Ag & BH HL 3T Ky 844 €, 45444 FTO/c-TiO,/mp-TiO,/CsPbI/H432 ( 32 T J5 4k FE A& 1 )/
Spiro-OMeTAD/Ag K FH Lt i A4 D.

ik
i T
A

e
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J1 0. 1 mol/L. H462 5, H432, 0. 05 mol/L. H462 5§, H432, 0. 02 mol/L. H462 5%, H432 3% 1 J5 Ak ¥ & Hfii
CsPbI, & 4 B A 54k K BHEL b . 45444 FTO/c-TiO,/mp-Ti0,/CsPbL,/H462(0. 1 mol/L. H462 2 Ifij J5 4k
PRAE 1 ) /Spiro-OMeTAD/Ag K FH L 0 M #87F E, 4544 4 FTO/c-TiO,/mp-Ti0,/CsPbL/H462 (0. 05 mol/L
H462 F 1l J Ab FAE A ) /Spiro-OMeTAD/Ag K FHHL I A #4F F, 45449°4 FTO/c-TiO,/mp-TiO,/CsPbl,/H462
(0. 02 mol/L. H462 % 1A J &b FH & 1ii )/Spiro-OMeTAD/Ag A FH i th ic Jy 2% 14 G, 45 #4 g FTO/c-TiO,/
mp-Ti0,/CsPbl,/H432(0. 1 mol/L H432 i J5 AL FRAE i ) /Spiro-OMeTAD/Ag K FHHL i £4 M #44 H, 4544
4 FTO/c-Ti0,/mp-Ti0,/CsPbl,/H432(0. 05 mol/L, H432 11 i AL B ) /Spiro-OMeTAD/Ag A BH HEL i b
FRUE L, 4544 4 FTO/c-TiO,/mp-Ti0,/CsPbl,/H432 (0. 02 mol/L H432 % 1 5 Ab B 4% 1ffi )/Spiro-OMeT-AD/
Ag KB ML A2 .

2 #FR5iTE

2.1 @R

1A TiO, - FIZ A FLZ A SEM BEH- . IE 1A FTLLE Y, Tio, Fh )2 TiO, WUk 2 A HEm) b 4%
B, AL . T AR AT e S CsPL I RAE IR 7E TiO, N FLIZ R M B b, CsPhLIE RS
HANFLZFNE FTO S HBE RS, . HIE 1(B)ATLIE Y, Tio L2k 2Bk, HLS0R 2 [a]£L
PLBA S, {5 TR CsPbLL )2 .

4

500 nm ' J 3 00 nm

Fig. 1 SEM images of TiO, seed layer(A) and mesoporous TiO, layer(B)

HIPE 2(A) AT U Y, AR I FSERE™ CsPhI MR MR 2 A1 —%E VAR T, BUBACR AR, X5
BRAT K BH R L 45 A R A AR RS . B N H432 B HA62 X 85 R4 CsPhIL 5 A 745 & 8 T

5 pm

Fig.2 SEM images of CsPbl, perovskite films with(A) and without H432(B, C) and H462(D, E) modifications
(A) FTO/c-TiO,/mp-TiO, /CsPbl, film; (B) FTO/c-TiO,/mp-Ti0,/CsPbl,/H432 (crystallization modification) film; (C) FTO/e-TiO,/
mp-TiO,/CsPbl,/H432 (post-surface treatment) film; (D) FTO/c-TiO,/mp-TiO,/CsPbl,/H462 (crystallization modification) film;
(E) FTO/c-TiO,/mp-Ti0,/CsPbl,/H462(post-surface treatment) film.

Chem. J. Chinese Universities, 2025, 46(8), 20250018 20250018(129/135)



Jd EF 2w g R
Eu CHEMICAL JOURNAL OF CHINESE UNIVERSITIES

B 1A T A B 5 ST L B 5 S5 AR CsPhI, TR Y AL 22 [] ) 4 B B W 73 /)N, JHE S B N S0
[E2(B)~(E) ], REMEHE P ol — 2 - THIHE AR, X AT g2 f T H432 5 H462 B IS S T CsPhL 45 il
TS FEBHLEE . CsPbL V- 11 v B A9 T A R 06 A 20 7 A& i S D b A B T E A, AT
CsPbLASERH K BH HL L 8RR I B TRl H A A I SE K

REZAT B B8 B AL PR L3 45 G 0= tIE 2 , L 0. 1 mol/L U T /S U R Bk
B — S e S T AE R HR R VA T, AR R 100 mV /s, 3T BB A—0. 2~1. 5 V(s Ag/AgCl), &
FHL Il Ag/AgClEL A , XoF H AR 4 B M . FC T 0. 05 mol/L H462 B H432 (5 R IE W , 78 FTO/c-Ti0,/
mp-TiO,/CsPbl, FRIAIHELR [ 110 pl H462 5% H432 SRS I, i E 30 min, A5 2] TAEHHL, 4371 R FTO/
¢-Ti0,/mp-Ti0,/H462 F1 FTO/c-TiO,/mp-TiO,/H432. T H2 #& H462, H432 /3 T % Ak b J5 il 28 S Ak 04 1)
BIGHBALE,, [ E 3(A)FI(B) 152/ 2R M A i e i o o 4l 431 1E (HOMO) BEAE (E yoy0=
—4.5eV-E,, +0.242 eV) , /N3 T = RN AP S S EUR S REH 22 (AE) n] Ll e A 14 A H—1k
[ 58 40-AT WL IO TE (UV-Vis) Fat & 5tk i 58 A5 2 (K1 4) , Bl AE=1240/A,,[ AE=1240/553]. 1%
B /N> T = AT AR W 1 LUMO 8 M (E, pyo=Eono+ AE) , H462 [¥) HOMO F1 LUMO fg 2% {843 51 4
—5. 40 f1-3. 16 eV, H432 ) HOMO F1 LUMO REZRAE 53511245, 36 FI-3. 11 eV, H462 F1 H432 [AE 4333 K
2.36F12.37 eV.

0.04

(65))
0.03 30+
0.02 20
< <
g 001 £ 1ot
S 2 0.744
g 0 g o 4
= El r
© ~0.01 © Ll
—0.02
720 -
-0.03 -
1 1 1 1 730 1 1 1 1 1
0 0.5 1.0 1.5 0 0.4 0.8 1.2 1.6
Potential/V Potential/V

Fig.3 Cyclic voltammetry curves of FTO/c-TiO,/mp-TiO,/H462(A) and FTO/c-TiO,/mp-TiO,/H432(B)
thin-film electrodes
Electrolyte: 0. 1 mol/L. tetrabutylammonium hexafluorophosphate in dichloromethane, scan rate: 100 mV/s, scan

range: —0. 2—1. 5 V(vs. Ag/AgCl).
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Fig.4 Normalized UV-Vis and fluorescence spectra for 0. 05 mol/L. H462(A) and 0. 05 mol/L. H432(B)

in dichloromethane solution
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W, FEATEEUR G (PL)INER . i 0. 05 mol/L i H462 B, H432 S AR IE W , 1E FTO/c-Ti0,/mp-Ti0,/CsPbl,
FAE W 110 wL H462 5% H432 54 K % W, 153 # FTO/c-TiO,/mp-TiO,/CsPbl/H462 Fl FTO/c-TiO,/
mp-Ti0,/CsPbl,/H432 [ . PL 3 B8 Bk, S 800 T A0 E A Rl , 1T 82 3] FTO/c-Ti0,/mp-Ti0,/
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CsPbI R AYEA AL ATl D S DA i 1Y) ¢ [ — FTO/c-TiO/mp-TiO,/CsPOL/HAG2
%E&%ﬁ[ﬁﬁ[ﬁﬁ% T [/J%'L‘H H432 %n H462 E/‘J% — FTO/c-TiO2/mp-TiO,/CsPbls/H432
’ bl 5 -
R S35 T 565 F1 600 nm Ak, H. H462 2,0
3R BEIG T HA32 110 . 38 L o % £ .0
PRI 4T 10 SRR , 2 Ha32 % £l
FTO/c-TiO,/mp-TiO,/CsPbl, {# B ¥ 17 & 1 15}, 1
DR R, AR TIE AR, Y . A
FH HA62 W& Je , 2% i B B AIG, X 1d B 450 500 550 600 650 700 750 800

Wavelength/nm

HA62 [ 8 i AT LA BE A7 0 b 410 i) 5 AR o fip 2
A PEEEAE R Y B AICE , ARG e sk Fig. 5 Fluorescence spectra of FTO/c-TiO,/mp-TiO,/CsPbL,/
AR HA432 and FTO/c-TiO,/mp-TiO,/CsPbl,/H462 films
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H462 5, FTO/c-TiO,/mp-TiO,/H432 LA A TAEH M, DABTHL AR AR AN H SR LA (SCE ) 43 31 A % B AR A2
FEHLH , AR = HARIR R . ASPE DG, H
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Fig. 6 Transient photocurrent of FTO/c-TiO,/mp-TiO,/H462,
FTO/c-TiO,/mp-TiO,/H432 and FTO/c-TiO,/mp-TiO,
Incident light: white light; electrolyte solution: 0. 1 mol/L. KSCN
in ethanol ; electrode potential: 0. 6 V(vs. SCE).
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Fig.7 J-V curves of devices with(A) and without(B) modifications
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Table 1 Photovoltaic parameters for different devices

Sample VoV Jo/ (mA cem™) FF(%) PCE(%)
Control device 0.95 17.40 65.22 12 .44
Device A 1.06 17.38 71.25 14 .86
Device B 0.99 17.33 68.34 14 .26
Device C 1.08 17.42 72.56 14 .94
Device D 1.05 17.40 69.38 14 .58

JE40.95V, SR F FF 2 65. 22%, REit il 12. 44% ) F L, R4, e X5 A H432 5%
H462 3 AT £ = AH R 2 SR R -, SO T/ =R AR 5 AR & T TSRS I AE A FL
SERY TR AP B R B ZE A R, RTARAS TR . s T AU ERA CsPhIL AR, JE T S B
REFRTE . SR Z1HI A BB 7 205 | A HA62 B HA32 ] LASE i AH N 2 1 RE BRI, 500 A2
TSR (Voe, 0.95 V)R EL, SR FHERTH f5 AL BRAB 1 ) CsPhL, A BH H i #8424 P LASE K AR - 4 = T 16
U, IS sias S s R 1. 08 V, FEEHL I 25 0 17. 42 mA/em®, JHFE -1 72. 56%, REin s
Pk A 14. 94%.

R T WG/ IV R eA T A B 1T CsPhI, K PH S it (40 A9 L A A R LR, 433X H462 Fl H432 %
T Ji b BRAE T 1 CsPI 5K A A FH HR st A T T BEPTIN G . FR A 4R -0, 2V (us. SCE) , %75 il hy
0.01 Hz~100 kHz, 7ERE S0 T AT, W0R FHPTARAR R , Hth (RG%E 3 TR iR, S EE R
5% AR [ B 3 2 L Tt AR . TR 8 (A) T (B) 43391 A HA62 A HA32 45 S i AN 1T J Ab FRAG i 2 17 1) HL
A2 BHPT Nyquist . 3l 5, Nyquist BIZE 2R BB 18], 4350060 W s X, A X, Hedr, i X
BHATT 32 S il 1 2R A LT AR L BEL (R, ), PR X A BB A e AR B vy A A L BEL(R ). S LA
TARAIIX . NEI 8 (A)FT LAF 1 HA62 M4 i s A4 FL i 52 G FEL LAY JRVIN, FT AR I, 2R A1 AL 3B 1 2%
PR B AR K, R far & 5 LR OR, YRS, B a1 . AEI8(B) T LA B, H432 1%
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Fig. 8 Nyquist plots of devices with(A) and without(B) modifications
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HHEAE, FFERHL A 0. 95 VIS T 1. 08 V, JHSE Fig. 9 J-V curves of devices with surface post-treatment
I H 65. 22% 253 T 74. 61% , Fe &2 1 3% by H462 with different concentrations
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Table 2 Photovoltaic parameters of devices with surface post-treatment by H462 with different concentrations

Sample VoV Jyo/(mA- em™) FF(%) PCE(%)
Control device 0.95 17.40 65 .22 12 .44
Device E 1.06 17.45 67 .43 14 .42
Device F 1.08 17.49 74 .61 15 .66
Device G 1.07 17.46 69 .04 14 .68

H1 12. 44% 3 & 50 T 15. 66%. Mi#elh G MHEREEL A E. vLUE B, MG W 1AL, SRR
PRY SN e AR B A, FTRER i TNV T = 2R A e B KR, B TSR T4k i iR A
SIRAERENLZ 094 HE, e T ESERET i 45 i .
K10 25 1 A [) e B2 %) H432 % 1HT 5 b B
B J-v i<k, BARSH T3 3. ARk
J&E H432 R 181 A BB g 045 T ) P RE S LX)
MEES PR, Horp, S8 OR T PERER G . T4k X 1
H462 1 H432 &AM, nT LUR IR, [A]—Fpifk
() T o /N 43 1 = R AT A 0 8 T 1 2 F , H462 B i
FETA S b FRAB A A A RO B T HA32 K TH —— Device |
WEFB AR RCR . T DUE I, 2R F i O @3 04 0 BR
PR EL I (17. 49 mA/em?) 38 5 T H B #8119 4 Voltage/V

20

—o— Control device
—o— Device H

Current density/(mA-cm~2)

1.0 1.2

& HL R, X H AR R T H 25 1Y )5 Fig. 10 J-V curves of devices with surface post-treatment
Z—. by H432 with different concentrations
Table 3 Photovoltaic parameters of devices with surface post-treatment by H432
with different concentrations
Sample VoV ]SC/(mA-Cm'Z) FF(%) PCE(%)
Control device 0.95 17.40 65.22 12.44
Device H 1.01 17.44 69.53 14.59
Device 1 1.08 17.47 73.34 15.54
Device J 1.07 17.45 72.25 15.28
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Fig. 11 Nyquist plots of H462(A) and H432(B) for devices with surface post-treatment

Insets are equivalent circuit diagram.
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2.3 H432 5% H462 f&1HXT CsPbL, R A 50
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SR A R S B, FE A RN R R T RGR , MR SR R B2 5 Bl R, IR RE T
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Fig. 12 Contact angles of FTO/TiO,/CsPbl; film(A), FTO/TiO,/CsPbl,/H432 film(crystallization
modification) (B), FTO/TiO,/CsPbl,/H462 film(crystallization modification) (C), FTO/TiO,/
CsPbl,/H432 film(surface post-treatment modification) (D) and FTO/TiO,/CsPbl,/H462 film

(surface post-treatment modification)(E)
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A AN SE 2% R 0 45 Stk 7, 2 TF CsPbL i Y and without H432 and H462 modifications
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