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Abstract Since the introduction of perovskite solar cells in 2009, perovskite solar cells have developed rapidly due to their
low-cost and high theoretical photoelectric conversion efficiency. Among them, the inverted structure of perovskite solar cells
has received more and more attention due to its good stability and low hysteresis effect. Since its inception in 2013, its photo-
electric conversion efficiency has rapidly increased from the initial 3.9% to 21.5%. However, compared with the traditional
upright structure perovskite solar cells, there is still a gap in the photoelectric conversion efficiency of inverted perovskite
solar cells. Due to the nature of the organic materials used, perovskites are more severely affected by moisture in the air en-
vironment. They are heavily dependent on nitrogen protection during device manufacturing. In the future, if perovskite solar
cells are put into production, the fully enclosed waterless environment will obviously increase the production costs. At the
same time, the development of large-area preparation technology is still a difficult problem to be solved. The development of
inverted perovskite solar cells, the selection of carrier transport materials, interface optimization, and the development of
flexible devices are systematically reviewed in this paper. For example, PEDOT:PSS was doped by GeO, and DMSO, and
PEDOT:PSS was modified by MoO; and GO to improve its work function, acidity and hygroscopicity. A NiO, dense layer
is usually doped with Mg?", Li* and Cs*" to increase its conductivity, which can be prepared by different methods such as
magnetron sputtering and sol-gel method. The PCBM interface is modified by Cgy, BCP, LiF efc., to enhance its ohmic con-
tact with the metal counter electrode. And the PCBM is doped by graphene, CoSe, SnO; etc., to reduce the charge recombina-
tion caused by the interfacial resistance and the defects of the perovskite film. This paper would provide a way to obtain a
high efficiency inverted perovskite solar cells by structure and material optimization. And it also give insights into the general
rules for preparing large area and flexible devices.
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& 45 1E B 456 A HLIGAL A A0S Bk K BH B H il
FEEHHEBA N TiO,+ABX; (A=CH;NH;(MA), B=
Pb, X=I, Br , Cl #55KH WROEM AL 22 A& fi 2 (HTM)
PAROG AR 2, H 2009 SR JEZE S, HICHEE
B 3.8% R R H 24.2%P. ZAABART K RH g Bt
FEL A A R I L0 vt ek O P R F b, (B LR i 508
WIS, SRS PEAT R, RIS IR B A A 2 T vl be
511 22 FL A A0 BH B 1 485 ) M DL LI il 5 P 28 1
(R T =R, DRI, el K 55 4% 4t 1 B S5 M A Bk
X B e R A RN« Ao 1 B R P A IR ) A R
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H b PR ST FLAT 55 3R AT B0, SR R 2 ns o
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1E B 25 My ek A K PH A r bt [FRE, 78 g5,
EHERAT AR T TG FE 6 T 1 B 25 44 541K 1) B B A 5
18145 L AR A S I ). 2013 4, Chen 287K IR A
i1E LA PEDOT:PSS(ER 3.,4- .45 — S ey SR 2K Z W ik iR
VAT AL HZ, Co( B IR N TAERERI& TR
U ERA R BH A H I, #8 R JCIR M RN, G AR
N 3.9%. 1ZHFFENES R K FH BE LB B TR A T —
Tl i L% 2014 4F, Sun 27 S 205 R A BH i FLL
8 F PCBM(Co (18 BB AT AEYDIE TR 5=, Bl
Hl 5 LR A 15.9% a8, FHseil 7 KRmEA(1
em?) B PEII %, LR A 12.3%. BiJn, Wang
ZEPIDUNIO 1B p BUMAEL, 4% T 58— AN W NiO/5 4k
W /PCeiBM J A EEH A BH A Hth, 2346 F i1 e
9 9.51%. @EX; NiO /&2 3T Cu. Ag L HR
(3528 el B BF NIO 2 AL H 2 10 s s Ak
X BH B R e O FELFE AL R CA B 19.7%Y). Liu
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alt-(4,7-X(3- AL ME Wy -5-3)-2,1,3- 2K Jf e k-2 27—
FL(FSTBT) X [6,6]- 4 3 -Cq- T & H e (PCBM) i 17
J, HOR AL R K 5 20.6%. Zhu ZHRE T — Rk
AR A o R FH 00 Ak 35 A Y e YA I By
L R RIER, DAV H AN F T A ) AR
"4, Ve MMEik 100 mV, £ ITO/PTAA/(FAgos-
Pbl, 05)0.55(MAPbBI3), 1 s/PCsBM/Cso/BCP/Cu 25 1 45 14
o, L RCRIA R 21.5%. B 1 R LRk A i ek
FGERA K FH e FRb 45 7 SOt FL It R R e TR .
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Figure 1 Structure and photoelectric performance of typical inverted
perovskite solar cells!”*!> 2!
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Figure 2 (a) Typical structure of inverted perovskite solar cells; (b)
PEDOT:PSS/perovskite/PCBM level and electron transfer schematic!?
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Figure 3 Energy levels of different hole transport materials in inverted
perovskite solar cells, including organic conductive polymers or macro-
molecule (left) and inorganic p-type semiconductor materials (right)**!
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BEERH MR KA RE R T IE L IR IR K T &5 |
AR BT e AR A, B2 AR I U Bk K BH
R FL Tt R R 2 AR S A L

2013 4E, Chen %71k iiiE T L PEDOT:PSS M
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trans-perovskite solar cells; (a) PEDOT:PSS as a hole transport layer without modification!"); (b) NaCl Doped PEDOT:PSS as hole transport layer®); (c)

Interface modification of PEDOT:PSS by Mo,

Acta Chim. Sinica 2019, 77, 964—976

© 2019 Shanghai Institute of Organic Chemistry, Chinese Academy of Sciences

967

http://sioc-journal.cn



¥ F R

ER. TERAEEN F, KEHZET T UERZENAHE
#8447 PEDOT:PSS, #1 PEDOT:PSS/Poly-TPD!'"),

PEDOT:PSS/AZ Ik & T 15, (X-QUPD)*’!. PEDOT:PSS/%Z
BT 5 (X-OTPD)25™). Henk 25U HIXUE 28 /A% 5
JZ %41 PEDOT:PSS/poly-TPD/MAPbI;/PCBM/Au 315 |
12.04% F9 6 B 4k 2 % . Choi &M & 7 AH
ITO/MoOs/PEDOT:PSS/CH;NH;Pbl4/Cs/BCP/LiF/Al 45
M) S A A, DGR A Z Ik B 18.8%. £ ITO A
PEDOT Z [AJ4fi A1) MoOs /24 i FL 1 45 740 B %
&4, [ PHEY 7 R2PE PEDOT:PSS X} ITO ()& A ]
FUXTES R (1) 7 fRAE (] 4c).

2) PTAA

J A ERHT R FH B8 LI Voo AR ERAR 32 BT
B ERET AR R P 3 R S T B Ak 1 =l 4 S R A B R,
1M PTAA 2 —K n- LR &Y, HAEVsF4me2k
SETEI), PTAA S50 R I I B AT R 47 1 % i [Rl
BORTAERITERE, HF HARIR KA RO S, X
AT AR LT b AR SR S 2 G40k, Bk PERE A )
T BEE AR B R 1L

Serpetzoglou 25475t T 557K PEDOT:PSS FliiK
PTAA PAFN RG2S AR R R JE Al D't 3% e 3003,
HI3 51N 12.60%F1 15.67%, PTAA FHLH 5 47 ()% B 1
Re R ZAT HTL R APRRE B R, /s nr A
¥ HTL jAi#EME. Huang PR GHER T R K08
(PVA). PEDOT:PSS. ¢-OTPD. PTAA il PCDTBT %%
G B K VERE BRI RO A KL, g R, 7R
F PTAA (5 70AE 42 LR RIHARUN . RIEIFE D
W FIER R E AL R 2 S, SR
ITO/PTAA/MAPbBI/PCBM/Cqs/BCP/AL 110 HL LAY 2 %
IS 18.1%. MG, A1 XOmd &8 7k R mEiE T
RN P TP P B 1 [3-( 2% ik — WP R 1 - TR e - B R 2
P & (DPST)] 45 A8 g 3 475 R Ay 8 s it 5 R 91 T Ak )
R R A, CLE BN ESERT 45 5t B BB AN
HLT A B, IEAELL PTAA N2 A& sA R X
FLERAT 25 ) 28 AR /INTH AR L A A e R 20%, K
TA(>1 em®) G AR WML T 15%. Zhu 251047
i 7 — P S AR A R v A EE A R R R e
TR B e R A R, DAY D JH i SR AN St i
WAERES E A, Vo ISR 100 mV, 7E ITO/PTAA/
(FA¢.05Pbl 05)0 ss(MAPbBr3) 15/PCe1 BM/Ceo/BCP/Cu #31F
gERh, JEHECRIE ] 21.5%.

(1) PTAA E &4~

PTAA 1ENZEEWAN- K, [FIFEAAAE T bR
ZEW ), A b E GRS p BB b R} al B A
BRI B, % PTAA 25 AL BE#-AT i k.

Huang Z5C%@ 58 F4-TCNQ X PTAA #7524, 1E
PR RF FOM RS FE 1 R B, PR A% AR H B BH, 2R T
ITO/PTAA:F4-TCNQ/MAPbL,/PCBM/C/BCP/Al 2 T 45
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R 23 E R IRTE R 17.5%. {2 F4-TCNQ WIFEER %=
PR e 1 AR A% L 2E 573 5 14D 1) A

(2) PTAA HIFHTHE

PTAA B ZER T HEAUZLE T E5EE/HTM Fii,
WAFAE T HTM/ITO FL1H . Han Z55VF A J5 4840 075
(CGO)FEEYE, 1 PTAA FLJi L ek fE ek v i s
PR EHEAK, £ ITO/rGO/PTAA/MAPDLI;/PCBM/BCP/
Ag MIgER R, kR R S A ER A A BH A H ) o'
B BCR 5N 15.7%F1 17 2%(HIFA 1.02 cm?), FF
HAEEHR 500 h J5 PR EFIHJFE A6 03 120 90%.
3) HEED

% T PEDOT:PSS 14 %, HAthZ& &P JEEew; (PT).
Poly-TPD %t 1 s B KA A FH B HLith ) 23 0%
2. Yan SR A EAL SR R SR AVELE 1TO RV
RWEwy PT) M RAE A R ‘EwE, fl& 7T
ITO/PT/CH;NHPbI:/Cs/BCP/Ag 45 K 1) [z 2B 4K T A
FHAE HLh, YEHFEALRCRIAE] 15.4%. HAHELERS
BE—BH % 7 S PPP LA = DR BT 3R (4,430
(N-FE38)-1,17- B 58)(PPN)™), 1, 14 31 1.05 V, 224 PPP
a{ PPN/MAPbI;/PCBM/Cs/BCP/Ag Yt HL 35 4L 2 Ky
16.7%. Guo 5P i 3R -k 548 18 J5 47 € & VB-DAAF #
T B S AR A kL, S8 1F 4579 VB-DAFF/MAPbIs/
PCBM/Cq/BCP/Al, Y& HEARE A 15.2%.

WLZMARR T EEFK S LUMO R4 p S H
REVMENT A2, BT ULA BN, XAEH
R A T 14 R DA B BR A Bl R AR K

Franky 2555 ] polyTPD /£ 4 HTM, H: HOMO &y
—5.4 eV, LUMO N —2.4 eV, polyTPD i [] CH;NH-
Pbl; 85 AT DA SR 11 Bt RIS /N P i R B, A
Poly-TPD/MAPbIy/PCBM/C/BCP/Ag ) HL B Ak 0%
N 15.3%. Choi PRl T CPE-K 1E A5 KT 2 145 X
teh )2, WU R, CPE-K/A54KH Lt PEDOT:PSS/454k
R B EN, #1F CPE-K/MAPbL;/PCBM/Al
AL AL N 12.5%. Fang PR R T — R AL
P3CT-Na 7Kt S AR RL, H HOMO SH—5.26 eV,
P3CT-Na [FAFAR 454 T LLE 45 KA PR = AR K 1) 3¢
B, BT A BT OGRS AR R 45 A It RE AN, B R
T2 R EA L, #1F P3CT-Na/MAPbI/PCBM/Cgo/Al
HITEHEEAL RN 16.6%. EIEIERE I, Yao 2P0
P3CT-K 1E A & JX A% i # K}, £ P3CT-K/MAPbI,/
PCq BM:SnOy/Al 45 14 71, 48 £ 6 % 4k 30 % 08 3|
19.7%.
3.12 RAup B FFIK

MG HEAEYME, 75D KR fe it
Tl p B FRMBE AR N2, i HRREEE L. H
AT, AL p B4 SR FEEA NiO,. CuX (X=SCN. I.
O12)~ V205 PAS A A AT SR 5
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1) NiO,

FETCHL p B2 Sk, NiO 2 H BI#E 72 134 5. NiO
LTI p B Sk, G E RO = R R
VU R V)R A G IR S0 (BD NiO,), B A mif it %,
3.5~3.9 eV MZEAFTERE. LA EE NiO, ARk % 5111
P AL DA K45 2% s S s R i 45 e % e a4 Rk A BH i
Fe G L RE A 2.

(1) NiO, il #& 7=k

NiO, il 4% 7515 E A Bkt o TA (PLD) . idd2 ik
B WIR-ER . SR AL ST 15855 A i
ST HRAME . AR, H e i 7
T EE R ()H 4R NIO, BU% 2, $2m L FASeky
MR A G, RIS ERER TS EE; (2)
il BRI NIO, 8%, 8% E 554k 2 A1
AMFLNIO, HEEEL ALO, WEIRA/E R AR K S 28, LA
TR R SR AR S AP AR, (R I E de  ME B fk
H, AT NiO. /A0 FHTH i 2 & 4, )il BA
PRS2 B A P9k NiO, T, Al 2240 2k i
/ME.

2013 4F, Snaith 255 Yk NiO, A T 4585 K BH
A Fth R, 3 I B D 7K T R R R — L TR fe 1) T A O 1
%7 NiO, i, #f FTO/NiO,/CH;NH;Pbl,_Cl/PCBM/
TiOJ/Al YRR NT 1%, BRZEAE FTONIO, 3
JEE T R A R I 2 1 78 25 R AKX, B, Chen 25018
SR & NIO, BU% =, IHESUR E 51 18]
N T —EMW NIO, HI/E R A K28, 7EH
FIERCT A RS TEAS, R AT B B R Ak 1
H, BT NiO. /AR FH1H it 2 e, aRas ik
HAEAL AR IR 5 3] 11.6%. Han Z510S% H fa 5 st 55 P i
RS T B EECE NiO, W, F miE B ALO; 1E BT
JERE SR EAFFL NiO, 1] MEa2 4 e/ Mb, i
RCEARTEE 13%. Wang Z51°USR B R RS AEAR DT
RO BRI s VTR R T4 T NiO, U 2, &
NiO,/MAPbI;/PCBM/BCP/Au ¥ B LR A 9.84%,
EE i HI 5 55 B 1) 45 R NHO, 38 1 205 51 4 33%. Seok
2GEUE ] PLD Jriktils T HA RIPHEEE NS P
gk NiO, ¥, 3T PLD-NiO,/MAPbI,/PCBM/LiF/Al
ZERII B FL AL RRIA B 17.3%. Yang ZECNH T %
Je - 4% T = B B A N0, 2, HAR Rk
75 5 AN R AT () RE VT RCAE 25 1F 3RS 18.15% Mk s
R, LAk Ge i B - E I 25 1) NiO JE 284 =
12.98%. Hong S5 I SL3Te v 46 p B gk 2 fL4AL
B (np-NiO,) # B , 2 T np-NiO/(FAPbIs)ss-
(MAPDBr3)),s/PCBM/ZnO/Ag 4 Fa i s B4 s 4k
BRI 19.1%, FAE 160 d [T RELRER 80% LA_EIHRCE.

(2) NiO, 145 7 et

PR NiO, 25 AR R AR I G FL P RE, X 3
BT ICRBRERNE RN EZ —. KBt E
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N BEREOLT. st e EME O SR
(Y'. Cu’'s Ag)). @B4E N NIO, MR SET: (1)
B 1 LR, NIO /5 KA Fi T FE A B2 H/ A B B GV
A RHAR 7 A BRI R P, (2) D ek B 5 85 Bk A
B, B E N2 GER R, 3)NIO, ML
AR RS, L RS R R A S A A

Kim 25N 3540 Nio, 1E2 /R HZ, 8 5
FfH43 NiO, FHRIER, MMIEd T Nio/A ey S
HAL A S HCRE IR, [R] I BRI 1 2R 0 R R HL B, AT
153 Jo F1 FF #2151, SGHAR AN 15.40%. Zhao
MR IR I YT B 241 NiO 1E 2 itk
W2, REEES G RN NIO BUsiG 2, i TR
T LT R S S AR, B8R 16.31%. Li
SR TIHT Ag %1 NiO(Ag:NIO) I HT R TEHL
A E, Wik AgTHUR Ni A7 A (AgN) AT LA
NiO, W62 B, Dok, SRR/ OE#
K, 1 AgNiO, FAEK M CH;NH;Pbl; 855k # iR I
HOTEAE R A SR B ER R ORI R I, A
Ag:NiO,/MAPbI;/PCBM/BCP/Ag ¢ HL # 1k % F N
16.4%. Han 2317500 Mg? ' #l Li* X NiO, # AT Wt K
24, Li'B 2485 7 NiO, IS %, Mg™ B4z T
HT Li'B A& ImsErfet s, St miE e
FH 18.3%, KIEA(>1 em))BEBRBEIE 16.2%.
Chen Z'"ERA Cs*' B 4410 NiO, M2/ UL4 2, Cs*' il
BARARHSE R T NiO, HF%, [N 3RS 5 47 R )
VLHC, RIS H AR =IE 19.3% (1 e A
2) CuX (X=SCN, I, O5)

Sarkar 25 RIE T CuSCN 1E N2 7 L 2 1E
S AR K BH B it R 0 R, FGE e H A 2 AR
% CuSCN s, 2%t AL A 3.8%. Huang 2%
K FH HAL SRR T 1 AE TTO bR 4% o B 3B
) CuSCN i, R — B i 45 dibiZAE CuSCN JZ
il CH;NH;Pbls B, 1238845 138t A %
N 16.6%. Wang ZEME SR K 0 2 75 TR S A,
il 2% W50 Cul B, FE4 Ay I S BRI BH Fa it
M2 AR Z, £ Cu/MAPbLL/PCBM/Au 45 #yrh3k45 T
14.7%F) 6 B EAL R E. 5 CuSCN Al Cul ML, p #
Cu,0 BEA MM AR 2.2 eV HR, ThkEh—54 eV,
/NRSF I CuyO A AT LLTE TTO/B BE L i - 3 21 1)
M, AF T B R CHNH,PbI, 2. Wu 19758
Fi 1 2 VA ALV & Cu,O 1] % CuO,/MAPDLY/
PCBM/ZnO NPs/Al Je A, #4FHEHPEREX Cu,0
JZ R FEAR FAUR, 76N 5 nm Cu,0 LA T3k
B AL RN 11%. Chen 251815 P 97 W ik ) 4%
CuO, Ay I A5 ER B K BH BE L 1) 2= UL 4 2,
#241: CuO,/MAPDBL/PCBM/ZnO-NPs/Al Yt HL AL ZE Ty
17.4%.
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Table 1 Performance parameters of different hole transport layer structures in trans perovskite solar cells

HTL Structure Ve Jse FF PCE/% Ref.
PEDOT:PSS/CH;NH;Pbl,/Cs/BCP/AI 06 103 063 39 7]

Simple PEDOT:PSS PEDOT:PSS/MAPbL_.Cl/PCBM/Bis-Ceo/Ag 092 175 073 118 [31]
PEDOT:PSS/MAPbL/PCBM/Au 11 209 079 182 (18]

PEDOT:PSS-PFI/MAPbI,/PCs BM/AI 098 167 070 117 [32]
PEDOT:PSS-GeO,/MAPbl;..Cl/PCBM/Ag 095 204 072 138 [34]

PEDOT:PSS-AgNPs /MAPbI;_.Cl/PCsBM/Bphen/Ag 093 215 079 1575 [35]

PEDOT:PSS -Doping Modification ~ PEDOT:PSS - DMSO/CH;NH;PblyPCBM/BCP/Ag 092 227 080 167 [37]
P EDOT:PSS-NaCl/MAPbl;.Cl/PCBM/RhB101/LiF/Ag 108 211 080 182 [38]

PEDOT:PSS-F4-TCNQ/MAPbIL,/PCs BM/BCP/Ag 102 219 077 172 [39]
PEDOT:PSS-PEDOT:GO/MAPbL,/PCBM/ZnO/Ag 102 215 082 181 [40]

SWNTs/PEDOT:PSS /CH;NH;Pbl/PCBM/Ag 098 180 071 125 [41]

PEDOT:PSS/GO/MAPbL/PCBM/Ag 093 215 072 153 [42]

. o PEDOT:PSS/poly-TPD/MAPbL/PCBM/Au 105 161 067 12.04 [17]
PEDOT:PSS /Interface Modification PEDOT:PSS/X-QUPD/MAPbL..Cl/PCe BM/AI 099 181 0.73 13.06 [43]
PEDOT:PSS/X-OTPD/MAPbL,..Cl,/PCo BM/AI 095 173 066 10.87 [44]
MoOy/PEDOT:PSS/MAPbI,/C60/BCP/LiF/Al 106 215 075 171 [45]

PTAA/MAPbL/PCBM/PFN/AI 101 2024 077 1567 [47]

PTAA/MAPbL/PCBM/C/BCP/Ag 107 220 077 18.1 [33]

. PTAA/MAPbL/PCq BM/Cqo/BCP/Cu 111 225 082 204 [48]
Simple PTAA PTAA/MAPbL/Ce/BCP/Cu 112 224 081 203 [49]
PTAA/FA0V35MA(]_15Pb(I(]_g5Br(]_15)3/PC61BM/C60/BCP/CU 1.13 233 0.80 21.1 [2 1 ]

PTAA/(FAq95PbL.05)o ss(MAPbBI: )y 15/PCei BM/Coo/BCP/Cu 1.175 21.86 0.81  20.9 [16]

PTAA-Doping Modification OR PTAA-F4TCNQ/MAPbI,/PCBM/Cs/BCP/AI 109 216 074 175 [50]
Interface Modification ITO/‘GO/PTAA/MAPbL,/PCBM/BCP/Ag 109 203 0777 172 [51]
Ultrathin PT/MAPbI/C/BCP/Ag 099 203 077 154 [54]
PPPorPPN/MAPbL/PCBM/C4/BCP/Ag 102 217 075 167 [53]
VB-DAFF/MAPbI;/PCBM/Cs//BCP/Ag 102 189 078 152 [54]

Other Polymers Poly-TPD/MAPbI;/PCBM/Cs/BCP/Ag 100 220 070 153 [55]
¢-OTPD/MAPbI;/PCBM/Csy/BCP/Ag 105 224 076 178 [33]

CPE-K/MAPbI,/PCBM/Al 089 201 077 125 [56]

P3CT-Na/MAPbIy/PCBM/Cyy/Al 107 211 073 166 [57]

P3CT-K/MAPbL/PCs BM:SnO,/Al 112 232 076 197 [19]
NiO./meso-NiOnc/MAPbI;/PCBM/BCP/Al 104 132 069 951 [9]
NiO/Meso-Al,Oy/MAPbL/PCBM/BCP/Ag 104 180 072 135 [60]

NIO. NiO/MAPbI;/PCBM/BCP/Au 110 157 059 9.84 [61]
. PLD-NiO/MAPbL,/PCBM/LiF/Al 106 202 081. 173 [62]
SG-NiO/MAPbL/PCBM/BCP/Ag 099 229 080 182 [63]

1np-NiO,/(FAPbL:)o ss(MAPbBI:), 1s/PCBM/ZnO/Ag 108 228 078 19.1 [20]
Cu-NiO/MAPbI;.Cl/PCBM/Bis-Cs/Ag 111 190 073 154 [10]

Y-NiO/MAPbI/PCsBM/Au 100 238 068 163 [11]

Metal Ion Doping NiO Ag:NiO/MAPbI; /PCBM/BCP/Ag 1.07 194 0.79 16.4 [12]
NiMgLiO/MAPbI;/PCBM/Ti(Nb)O,/Ag 1.08 204 083 183 [13]

Cs:NiO,/MAPbL,/PCBM/Ag 112 218 079 193 [14]

CuSCN/MAPbI,..Cl/PCBM/Ag 068 — — 38 [64]

CuSCN/MAPbI,/Cq/BCP/Ag 100 219 076 166 [65]

CuX Cul/MAPbL/PCBM/Au 1.04 209 068 147 [66]
Cu;0/MAPbI/PCBM/Au 095 175 066 11.0 [67]

CuO,/MAPbIL,/PCBM/ZnO NPs/Al 103 224 076 174 [68]

V,05 V,05-PEDOT NBs/CH;NH;Pbl,,Cl/Rhodamine101/LiF/Ag 105 136 059 84 [69]
Graphene Oxide GO/MAPbI;.CL/PCBM/ZnO/Al 100 175 071 124 [70]
rGO/MAPbI,/PCBM/BCP/Ag 095 148 071 108 [71]

CuSCN 5 Cul A7 =3 AR e v, R ffh
SRR R TTIE, Nl AR Z St TR B
4k, IBF Cul. Cu,O F1 CuO, &5 p BT SRR AL,
L NiO A, BEATEA AR E w2 ~3 eV), HF]
TPk ) R AR s R A S - T R A
BEELL CuX (X=SCN. L. O EZ 7L ibtRl, %t
Hp R, EEMEHESHRmER. SHESNR
TEERPRAIEL, He Vo A FF AR, JR R B 20X
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L4 J2 /A5 KA T Ak 1 e R R AR, T A 11 R K
HLRE AR, W] LB B 5 A sk S B 1 25 vk it
Je P RE.
3) V,0s

V,0s A EHB(Q2.0 eV)HIRDBRE(—5.2 eV).
2013 4F, Snaith 2:PfE FTO/V,0s/CH;NH;Pbl; Cl/
PCBM/TiO /Al Z5#)H R V,05 1A AL Z, HeH
BRI/ T 1%, 2015 4E, Lu 508 e i i %
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),

V,0s i, FRf] & H B CR AN 51% M8 1t
J&, AATTH A HER V,05/PEDOT 4Kk, it #55 %
R V,05/PEDOT 4K AR A= EHER T
SR, R ARCRIEE] 8.4%.

4) A R

AL BB TR BN —4.9 eV, 1E ALY K
FH B FL 9t 23 7% i 2 AT A 200 A5 R AT T o 1 i
Sun 2% Yok GO 5 A% ITO/GO/CH;NH;Pbls,Cl,/
PCBM/ZIO/Al Je AR K BHAE it rhr, 28400 Fo %
RN 12.4%. Kim ZEUUERT 7@ hAg ik dl % 1
rGO, ‘ERm M. B, e RmEon TS
—5.0 eV WJRREHS &, BN —FMR U7 123 7XU&
JZH#EL, T 1TO/rGO/CH;NH;PbI;/PCBM/BCP/Ag 45
P A C AR 10.8%, RILH RIF1ER
FEPE.

2 AL R A AR P PSC AR ERET
FNBARR 2 [ AN B/ ST 2. A T J0 2 XU 4
2, FX e B R T S AR R S R
FLH AR F 2 U EERE D, WA TR A, 2 A K
M ARA . 5 FHli& R HTM @ PTAA, PPP %5 545
BRA A4 Ak B L 1 A Y SR 1 A R T v R R A R
WA, JEH MR el SRR E R R
QLT A, TN p BT, BATHIRZ
B E AR R MR TR R IE S
RAFEE M. X BRI s T DL AR A JE FLRS 1
= Pk REAS ERDT A BH fi L it
3.2 {EEKHEME

S AR K B g FEL S 1E B A5 A AR O B g
HLI ST RO Z R % FRE S5 A AR TP R 8%
e FH B SR OB RN 2 ABX; S5 A N
HHLHE T, 40 CH;NH; . NH,-CH=NH, . Cs'%; B
NEBET, WP, Sn*'. Ge?'. Co*'. Fe?'. Mn*'.
Cu™ Ni*'\ B4 X N EBE T, WCl . Br . 1 %),
Wi 5a FoRU. H A A SLRH B T 3 B N S AR
FLAr A M, B R /N A% I e 4, gk T s
M 4 J8 B8 1R T 3 S T RIBEK. B &)@ B T I MERE B
UFRIAE P>, BT AT B AR B R U i R e e &
s 4B T KB PO {H Sn* AR E, WO AL
B Sn*', B E B4, SR IR A RAR, %
PER R AR A RS, M Ge* il BiY EUR Pb*
&, T ERTFEERERR, 8RR ICRRAK.
X2 5 BRI AT DU IS SR AR ) A R, 8
W UL CH3NH;PbI; 1525 Cl G, 3T P Bk B ar
M100 nm #EH0E 1 pm, 5 RFBEE BREE A .
Kanatzidis 28895 T CH5NH;Snl; Br & &, pj&oT
FOF TR S A BRI, Y Br & &30, ARk
B K, SE RN k>, R LR AR, TS LR
T JE P 2 B TR MR R b, AT A
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Figure 5 (a) Crystal structure of perovskite material ABX;"); (b) Effect
of halogen element doping ratio on optical properties of perovskite mate-
rial MAPb(I;.Br,)””!

3.3 ETFfRHE

FE SRS B OR BHRE f vt b, A ERET/ vl T AR A 2
Fr T L B AR R PE T A AR L RE IR 4
W ARG KT RIS R %, BT
ki 2 i AL LU BER: )i 85 ER0 /7 1R 5 = LAk
LA 40020 R BEL LT, At B 1 1) o 1 A
2) i Y L AL A% AR DUARAIE fE T ARIEHIE  3) i IE I
PAORUEES SRAT IR AL 8 (1 ;. IR RTAN T4k, PAR#AIR
JRAR, RS R L R A Y T R S R
KB fE L R A A R LA B B (Coo) MILATAE
Y oA AR = Bl T AT RL B 6 g TR T X
A BRE™ K BH AE L i L 7 i 2 AR e o =1L
DA Rg ol e 2 18 o s FH B0 F A A R A BT AR
AT B4

) m I I
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Figure 6 Energy levels of different electron transport materials in
trans-perovskite solar cells, including fullerenes and their derivatives
(left) and non-fullerene electron transport materials (right)!’* 7

33.1 g #$HATA M PCBM

B IR (Coo) L ILATAEYE R X BA GEMREH. &
{17 LT i i 77 B R T PR B R T 2 R S AT Ak
WK BH BE FL M P A B0 AR S E A RL. 2013 4F,
Guo 2 ok PCBM AL AL Coo SUMNERAI(ICBA)
N FH BT S R A5 ORBE AR FE it A, 28BN R R RS 1 S )
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1 Coo (EHTAEHIZE, 193] 3% 45 #1303, Yang
2% PCoBM HL T 4% 4 J2 R R IRB K A 2R, 7
PEDOT:PSS/MAPbI; ,CL/PCs BM/Al R G 5545 T
11.5% 6 AL AL #. Chiang Z50ME SR T
WE TR 5 v B = A R, IR PC,BM ARE
PC¢;BM, #4 PEDOT:PSS/CH;NH;PbL;/PC; BM/Al ¢
LR IEE] 16.3%. N T 315 5 m BDG BRI,
5 & 8 AR A R U IR G B fih, PTDUR A & ARG H
SREEmMERAESEW. Fl, Kim Z%UE
PEDOT:PSS/MAPbDIy/PCBM/Au %% 14 1 3% FH 4= 5t e A2,
AT 18.1% 106 ML B 4k 2 % ; Chen %5 E
Cs:NiO,/MAPbI;/PCBM/Ag £ F1 3k 19.3%[1 )% L%
.
1) PCBM Fifif&1f

1) PCBM BAA A B TR anae 71, BAEAE
Hoe s, @i S T LG X Sk G, S mE
IVE R EBERIUA: )itk AL RE ST, INsR 1%
)25 G JE A (A R R AR % Ak (2)7H B PCBM JZ 15
PR LRI, SCELEGR FIREIT R, (3)BHEY I AR
KRR PSSR M R B BT HE DAY S G4 i F AR

Wen “5PIE [ S5 ERH 2345 PCBM/AL FLfi A
— 2 R (BCP) LA o35 e 5 50) W Al 2 R) 1) 452 fish, 7E
NiO/meso-NiO/MAPbILy/PCBM/BCP/Al 45 ¥y, Stk
RFE N 9.5%. 5 BCP ML, Co 5 PCBM Ffih i X} 1
e L BE 2 RO B 5. Cui Z5U7E PCBMY/AL Fifi
A—E Cg, TE P3CT-Na/MAPDIL;/PCBM/Cqy/Al S5,
e ELEAL BN 16.6%. R FEAE E, Bi 2B
PCBM/Ag Ft1fiffi A Cq 1 BCP, fE PTAA/MAPbIy/
PCBM/Cs/BCP/Ag [ 45 kv, &1 &Rk 3 T
18.1%. Park 2217 PCBM/AL i 2575 UIA— 2 LiF LA
o AR R, N om FE AR R N 4R A TR K
UM, 7E PLD-NiO/MAbL/PCBM/LIiF/Al Jx &5 #y
S0 LU AR N 17.3%. Snaith 2519°17F PCBM/AL 7
M5l TiO,, fE PEDOT:PSS/MAPbI;_CL/PCs BM/TiO,/
Al A FEMESRA e CE N 9.8%. Bif5, Chen
25178 PCBM/AL FLHIFE N Ti(Nb)O, HLAFHIEZE, PASE
MR- PUET R, (AR AV B PCBM J2 I = 3 45 74 ik
[, 7E NiMgLiO/MAPbI;/PCBM/Ti(Nb)O/Ag S &5 H4
H B IL E T 18.3%. Kim 2524 PCBM/ZnO JiE i
TE(FAPDI;)) 5s(MAPbBr3)o s 858K KT, il 4% 1 s 8
BRI K BHRE 284 AR A A 2R I8 31 19.1%.
2) PCBM 54+

T IS — 26 n A5 A AR TV 18 R 58 X PCBM iEAT
Bk ok, T b 5 R R A AT KA A R AR
K. B EEERTMIE AT . (D) nd S
K, G AEPERE, R ER I FELRES Bk SR i A
HEPE; ()25 PCBM 7ERS 8T = L7 e %, FRARESER
W /Ag FAEK B F-RE S, b, Wl TE ¥

972 http://sioc-journal.cn

© 2019 Shanghai Institute of Organic Chemistry, Chinese Academy of Sciences

Bk, EXGE S BMERIFRIN, T T R AR 5]
FIH - RNE A,

Kuang %P0 47 8% (GD) B N\ e B ER T A BH BE
B i PCBM 2 (ITO/PEDOT:PSS/CH;NH;Pbl, Cl,/
PCBM:GD/Cq/Al) B35 B F A& 41, FFSEHL T 14.8%6H
FEALRR . Xia SR I 1 77 BE i 6 PCBM
TAEREATB4, MBS 448 T PCBM 1EASERH
2 ERE SR, JEHSSRE E/Ag SR B
NE A, #T ITO/PEDOT:PSS/CH;NH;Pbl;_.Cl,/PCBM:
Oleamide/Ag S5H4 M) ZRATIRTF T 12.69% 106 LA L AL
#. Kymakis Z27E PCBM ik J5 140 F S 40
(rGO), & T T EHZE R T2, [F] i R AR 5 Bk
HH, BEL T 3% TH ML RS B, & T PEDOT:PSS/CH;NH;PbIy/
PCB:rGO/Ag 28143k T 12.8% M AL 2%, Bae
A3 n 4B 2 ) 1,3- — H 22802, 3- 4 - 1H-2K
FHIK P (DMBI)X PCBM #4745 4%, A% 0 L) DMBI
Xf PCBM FIAE FH R B 3G I e 5 2 AR Dy o 2, T
PEDOT:PSS/CH;NH;Pbl;/PCBM:DMBI/Ag ] %5 13k 15
T 12.5% 6 AL AL, Chen ZEPME] CoSe 524
PCBM f1ENH &4 )2, # CoSe 5|\ PCBM EiE T
L84 2 1) S PR BRI TORBUR G, AT 58
T U AR BORBRAC TSR/ ETM FEHAL 1 B
FHLBH, 3£ NiO/CH;NH;Pbly/PCBM:CoSe/Ag ) #sfF
AT 12.5% Kt BB Ak 2R . Wang 25 POV
PCq;BM:SnO, HL £ 412 (ETL) M A T/ 3% CH;NH;Pbl,
B BRUOK FHRE It R, ATAR2] 19.7%00 5 D R i 330
R R B KU 8O R SnO, 99K 78 PCo BM 2
ML E S b, TR 1 PCeBM:SnO, 2. [FIRY,
PCqBM /N T SnO, IR BB ANEBRLLE 5] 1 HL 7 B B
A, PCq BM:SnO, H-F &4 )2 I A 23| PCoBM Al
SnO, JZ T ELE S AT L 4. Liu Z:°CR A n AR
ARkl FSTBT Xt PCBM #4755 2%, 5445 (EASER
BELrERESHBESGERG M EBR, & T
PEDOT:PSS/MAPbIy/PCBM:F8TBT/Ag 4t () # Akt v
AL AZR IR F 20.6%.
332 dEFHHET AR

bR T EWIE RS, AR E IR R
EM A YN T QCAPZ. CdS. TPE-PDI, 2 i
JZWEFE. Zhang PR RBALN 0 BAEHN G T
QCAPZ 1ERHUR PCBM HIH-FAEHIZEMEL, JETHW
T.Z4E R QCAPZ ATREFANIB A, Bl i X
PEERA K BH RE IR N 10.26%. e Ak, 33 i B ) v
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Figure 7 Atomic Force Microscopy of Electron Transport Materials in
Trans-Perovskite Solar Cells: (a) X-PDI, (X=H, F, Br) and (b) IT-X (X
=F, H, M)**#7; (¢) Water Contact Angle Based on IT System Films'*”)
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Table 2 Performance parameters of different electron transport layer structures in trans-perovskite solar cells

ETM Structure Ve Jse FF PCE/% Ref.
PEDOT:PSS/CH;NH;Pbl;/Cs/BCP/Al 0.6 10.3 0.63 3.9 [7]
PEDOT:PSS/MAPDI;Cl,/PCs BM/Al 0.87 18.5 0.72 11.5 [88]

PCBM PEDOT:PSS/CH;NH;Pbl;/PC7 BM/Al 1.05 19.98 0.78 16.3 [89]
PEDOT:PSS/MAPbI;/PCBM/Au 1.1 20.9 0.79 18.1 [18]
Cs:NiO,/MAPbI;/PCBM/Ag 1.12 21.8 0.79 19.3 [14]
NiO/meso-NiO/MAPbI;/PCBM/BCP/Al 1.04 13.2 0.69 9.51 [9]
P3CT-Na/MAPbI;/PCBM/Cqo/Al 1.07 21.1 0.73 16.6 [61]
PTAA/MAPbI;/PCBM/Cq/BCP/Ag 1.07 22.0 0.77 18.1 [33]

;E)ﬁ?g/c I:ttizrnface PLD-NiO/MAbL/PCBM/LiF/Al 1.06 20.2 0.81 17.3 [62]
PEDOT:PSS/MAPbI;.,CL/PCs BM/TiO,/Al 0.94 15.8 0.66 9.8 [59]
NiMgLiO/MAPbIL;/PCBM/Ti(Nb)O,/Ag 1.08 20.4 0.83 18.3 [13]
np-NiO/(FAPbL ) ss(MAPbBI3), 1s/PCBM/ZnO/Ag 1.08 22.8 0.78 19.1 [19]
PEDOT:PSS/CH;NH;Pbl; ,Cl,/PCBM:GD/Cqgo/Al 0.97 23.4 0.65 14.8 [90]
PEDOT:PSS/CH;NH;Pbl;_Cl,/PCBM:Oleamide/Ag 0.98 18.7 0.69 12.69 [91]

PCBM -Doping PEDOT:PSS/CH;NH;Pbl;/PCBM:rGO/Ag 0.85 22.9 0.66 12.8 [92]

Modification PEDOT:PSS/CH;NH;Pbl;/PCBM:DMBI/Ag 0.96 16.4 0.79 12.5 [93]
NiO/CH;NH;Pbl;/PCBM:CoSe/Ag 1.07 19.8 0.7 14.9 [94]
P3CT-K/MAPDI;/PCy; BM:SnO,/Al 1.12 23.2 0.76 19.7 [20]
PEDOT:PSS/MAPbI;/PCBM:F8TBT/Ag 1.12 224 0.82 20.6 [15]
PEDOT:PSS/MAPbI;/QCAPZ/LiF/Al 0.86 16.5 0.72 10.3 [95]
Cu:NiO,/CH;NH;PblI;/CdS/Au 1.01 19.74 0.67 13.4 [96]

Nonfullerene elec- P3CT-Na/MAPbL/TPE-PDI4/Cq/LiF/Ag 1.05 21.98 0.81 18.8 [84]

tron acceptor PEDOT:PSS/MAPbLI;/Br-PDI/ZnO-NP/Ag 0.84 18.8 0.65 10.2 [85]
P3CT-Na/MAPDLIL;/ITCPTC-Th/C¢/BCP/Ag 1.03 21.77 0.76 17.1 [86]
P3CT-N/MAPDIL/IT-M/s-Bphen/Ag 1.08 21.1 0.77 17.65 [87]
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Table 3 Flexible inverted perovskite solar cell photoelectric performance table
Flexible substrates Structure Voe Jse FF PCE/% Ref.
PET ITO/CH;NH;PbI3/PC BM/AIL 0.96 14.8 0.68 9.7 [98]
PET ITO/PEDOT:PSS/MAPbI;,Cl,/PCsiBM/Ag 0.95 19.8 0.70 13.27 [99]
PET ITO/NiO,/MAPbI;/PCBM/bis-Cg/Ag 1.10 20.7 0.71 16.2 [100]
PEN SWNT/MoO;/PEDOT:PSS/MAPDI3/Ce/BCP/LiF/Al 0.90 18.8 0.65 11.0 [101]
PEN ITO/N]OX l’lp/CSO(]5(MA()17PFA(]33)095Pb(I(]9B1‘01)3/PC61BM/ZHO l’lp/Al 1.02 20.6 0.73 15.3 [105]
PET AZO/Ag/AZO/PEDOT:PSS/PolyTPD/MAPbLI;/PCBM/Au 1.04 14.3 0.47 7.00 [106]
PET PEDOT:PSS/MAPbI;/PTCDI/Cr/Cr,05/Au 0.93 17.5 0.80 12.5 [107]

T, BRI & B NiO, 1 ZnO G KBtk /F A
AR Z A AR R, R = B B TSR v
TERWAE, RAGEVERRAF I A SR IA ] 16.6%.

M1 EE S &5 R RERE L 1TO iR, &
BN N, SRR 2 R RO R SR N . A
T S MR U AR 8 VR AT, 3% B 5 B E A
IR B A0 A A R B 9T E AL AR SR TE, SR
AZO/Ag/AZO £ JZIEAE PET $6 EAE NS HZ, 7£ 50 Ik
TGS, B RE IR R A Rl Bauer 217
I8 TERM: PET A L& 0 sV SR K PH BE
i, FRFEERIAE 9 FIvR, 1% MER R LA N
12.5%, F£ HAE 5000 &% il 5 R FF T G R 1
95%(Fl 8d), Fae it RuT.

5 #it5RE

SRR BH RS I AT T 2013 4, BEE
IF B AR K PH e A R 0 s, e U R 1K
FH 8 LB A PERE L AR T RE WD, 2l T 20%LA 1
FE LR, SR R PE RE bR T B =
A FTERE AL, TE ST AR 2 M B AR 2 7 T B Y
bk PE. EHBR T i beds T2 )a, aAESER K RHAE
P T DL AR A %, R AS . AR i3
PE AR Ak R R UL 233 B e AR B8 A O R A 4L T
nJfE.

BB, AR R E . RISk 2
HZ)H T AR, B e 75 S0 AF i 7 RS R
Faf AR AR 20 A AL DA R A R 2 18] 1) S T RS Fn
MR R E 5%, WP RBITEIFmEEEAR . Bl
TR T A R SR e 7 P DL ST T
Ao A S YR 428 55 07 THD 5 RS DA i A O A . 134 v T
TR AR BN R ATY SR 2 — T EE K Pk k. 7EIE B 45
R E AR T UM TR s g A, HEf,
100 em® K ARG ERH 4 B 36 AL BRI 15%;
T 5 S R AT A BH #g Rt (8] 57 BH T L fr 4% B i K
THIAR P e 22 5 ), ) BT OKS0 23 F Fe BT 4R FRE /N T
FADKI, DRIGRR R 55 AR T % o Tl
TR ftgrik £, Ak, 38t Sn. Bi LSBT R B ik
SRR MR Ph AR, DIFER RS I TC R
/DY IS R S BH BE FEL it
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*SWNT = single-walled carbon nanotube
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Figure 8 (a) The structure of trans-perovskite solar cells using polyester
plastics (PET) as flexible substrates®®"; (b) Transparent carbon electrode,
carbon nanotubes and graphene as electrode structures for flexible (PET)
inverted perovskite solar cells””; (c) Flexible PET substrate inverted
structure devices!""”; (d) PCE changes of flexible PET substrates after
5000 bends""”
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