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Summary

The growth process of perovskite crystal films in different solvents was investigated to clarify the issues
involved in achieving high efficiency of perovskite solar cells using only low-cost, highly stable carbon (carbon
nanotube) electrodes.

Perovskite solar cells with degraded carbon electrodes were found to self-heal by hot-pressing. Hole-
Transport-Material-Free Perovskite solar cells using carbon-based electrodes are expected to have sufficient
recovery function even after degradation.
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1. FCHIC

ER T o A DffELR <1 7 XA 14 FKRIGEMOBRRBIFB/EERICED G TEBY, BT
TZREIZ 25% FRE DR PHE SN TND (1], £/ BARD NN RE Y v T E2FoXa 7 A4 b,
B DI EERE D& T AAUKBEEM O R ST A2, BURTIZZ v 7 Ab%
LTHHICEN ER BT, a7 Ah A FOHES L0 MR (2,3, Zudtero
NN T ADA MEB X OZE DS RE AR T 57 r AL TRELELAINDTZD
ThdEEZLND, TERPEERS TIEH 2 03 LIZ S WRIR COFRMEIZB W T, En ki
L ChEs R ez iz, MEZRBEASEZENRT 208 W ) i EIIsh R 4 X 5 5 b BB FREO—
DTH 5,

Flo. INETOFHX O [4-7 TRHE L7 7 204 ~oH EEKEZIENT 72012,
Z O HEEOEEOFEMIZ OV THRMNBLETH 5,

AIRRETIIRBEME AT, X0 T ANA N KGEMOERILEFEBT D70 0FREE
fEIZ L, BARMFEO S AR T 5 E 2 A E LT, BARDIEEEZH T a7 2 A K
fEE O E 2 ME Lz, S bIcHfb LIz kFEME A= a 7 2 A FRBEERIZR LT,
Ry F T L RIEIC L D H OAEEERED N B2 WG LTz, T ORE, REBMEH W07 2%
A FRBFEMDOL AT, HIE L THEEERENSHICHIRFTE 5 2 Lol

2. RAT AN A FERXKGEBOMRAE R

H—H25 O KBl O B BT BB O R R v v FIC Lo TR ED | GaAs D X 9
\Z 14 eVRRED/NY KXY v 7T 2R OE8 RN R EOIFE (30.8%) ZFF>Z LRFHHIL T
% [8], —/7C. By Y L KRG AR CHURE L & 4 o 72 356 CTIEBRICBIER B 12 27 % 12
EDNRENER SN TND, L0 EWIRESEDL DR BHFEN FikE L OIBERO%ES %
RS EDE Vv 7 X7 DRIKGEMRS D, ZOX T DRI O KR ESC
A TOMETHY . 2BEK 45%., BEAEDO AT Z & THERANICIT 60% 2 2 5%
DL HAETH D, ITHE, 3BEATENHOELTIZB%EBA LD LMESH TV
9], — T, ZDXIREBEAEENLTIIMEHEOBEAIC L - TAER LRI KRS < HEa A
L. [N EEDOENTHRE S EMETT 5, ZHUTK LT, RO FEREES & 138
R0, NXa T ZAhA RO X BRI CIREE BV T L LR DE ) B REE T H %L
B TIO, EHBICHEAN TEEVRIRAZHL TS Z b, RAEICBITS2F v V) 7 OEMEAIX
W OKRGERE R TREIC W ERDND, Ziud, Xu7 A b4 MEFCIIAERNOR
HCHEE OV AL EOERICHDLZ TV TR RO LD IRBENKRIGENIZED T >
TN IRNTEDTHD LB Z B, Xu T ANA MIEE: KEFEMIZHW SRS O—D2 LWz 5,
Flo, XA T ATA RO LD MEHE ABX; DREROTRIZE > TRV R¥ v v 7% 1eV D 1.8 eV
PLEFET, MBA IR EZFHIE S D Z ERAFETH S [10], LivL, Xu 7 A b A hKEEH
ORI TH DIKIE « AN X A ERE Tl MR EIIES TH AR LIz WE WD
MBESENH D, 61T, Zo T LAELVOERERZ Ny 7BV EER ST D7D OEEN A F Ak
NEEHEETLEI LWIHIREL DD, (ERLT 0w R BT 208D R EDRNT, A
72 CIE. KV RIERREIEL L CRRDEEZ AW 7 A4 FOftiREZBRET 5, K
e s BOMBE 7o AZHEE L, B MO _REFEEZALICT L2 ENENTH S,
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3. ROT RN A FREEBOERMRR

31 ROTRhA FMEDER X
R T AHA MFEFABX; TIL A, B, X DZNENDY A MR DR emksts 2 Ll
Ko TR RE Y v TORIEHRFIRE L 72 5705, AR TIEFEME KB HEMTEIHN LA TY
% A=CHNH,", B=Pb”, X =1" & 725 CH,;NH,Pbl, (MAPbL,)) (ZEH LTW5, ZOXa7 Ak A
RONY Ry v IR 1S5 eVEETH DL Z EDRHMLNTWS [11], K 1IRT LI, a7
A1 A MEOVERIE IR OTTHE & [F TR {u:“lfé one-step ¥ & two-steps 1E23 X < FHW BT
Do EOMIZ, ZAEREDOTMEL H AN, BUT L - THRELE 72 % Pbl, X° MAI (Methylammonium
1od1de) DR LT N LD E UDE'd\H%ﬁ‘?%%a‘L <V, BUVEIREZFEO_a 7 A0 A K
FIE L A L one-step IETIESLINLTWD N, FOHE L L CUIL It RIEOMLOFHTEE MR AIHET
%5 L AV a—T 4 IRBAMTITEREE 7S U BRI IEZ PR S EER T 5 Z &1
Ko TELRFREERT D ENTELZ LR ERBITOND, ¥ —THIILOD 2O EBE K
ST, 100°CRREE DB & 0 FEEED im0 D I OHEFL DA 22 WS 72 IS H AL D o

~OQF7ZHhA k Pbl, ElEEEEE PbI,
R {E '
| | |
1 [} 1
> < R
H =% i A . ZAE
aA—F4 ¥ l A—F 4 l:l—:T--f‘/ff
MAIZESR
|
\ \ /
N \i ‘i + ¥ l':rl ' -
Pbl,
|
MAESR&IZZT l MAIGESRI-RE
| | 1 |
one-stepi& & two-stepBiix HEBE B - FE&Etwo-stepis

1 ROTRAA MEDQERGE

— T, two-steps IE TITEEEHIZ T T AT A MBS NDH T2, FHZRFICH HKOWH#E
DEICHETEZHERMZOND E VI FEREZOND, T2, SO TCOER LT Pbl, s
MAI ¥SHRIZIR 7217 CMAPDL 2455 Z E N T, JEMEAHAGRIEZ LT L LAWRIERH D |
WEHCORXa T A4 NOEH « B ISIZ E > THESBEORERWIENRTEZ 500, Hiflo
Z\u - O REWRE 22D,

32 REBBEANEROTR A FOBKERE

R T AHA S OFEEERIRINE & LT OBEILE DIERYEIC KX KFET S, a7 2AhA
NI 2RI 2 O TERR T & 208, — 7 ThE S E-SCBEA R OFEIASEE Ly & v 5l
mbdhod, o, TERICHERATDEECRENIEOE 2 K& EAT D, E6IC—BEK LI
RN D R BT D 2 MR STV A, IR TR & ARG Z2 R (1) - @) 1R[],
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(1) 1 PbL, FEANANZH T MAI E U LR 7T A B A S &EERT D0, 2) & (3) IX MAPHI, & &
PbL, AT D UGS TH D, Fiz, i (4) X MAPDL #& g O AT IS TH 5,

Pbl, (s) + MA" (sol) + 1" (sol) — MAPbI, (s) )
MAPbL, (s) + I (sol) = MA" (sol) + Pbl,>" (s) 2)
PbI, (s) + 21" (sol) — Pbl,”" (sol). 3)
Pbl,”" (sol) + MA" (sol) = MAPbI, (s) + 1" (sol). 4

IO DORINC X W EERPICEZIR LT < &, RPN/ NE S ZEMEDIRWERITEM L, K
VRSN EAVEAUSET D2 8105, Fio, W X - TN 5 DT, MAI R~
07 AHA N OVRFREE D\ IREEZ W2 55 3SR ORI R 2 0 097 < | s kE <
MALDZWERGHND EEZ HD, K 2(5) ITHMEORA Y 7' r /3 —/L (isopropanol)
EHWTER L4 O SEM BEA2/R7 T, BENLGND LI, REWERATE TR
BOMILDHER S D, AR TIXZ AN E CRFEEME HNTXr T 20 A RGBT LD
PEREC H CIEERRS A ST L TE 28, a7 2 b4 OB - Bfimamza 5200, 4 V7
2 /% ) — U2 MAL ORFRFE MR 7 m~FH 2 (cyclohexane) # I 7o G TAEEZ VT &
720 IRATRIRZ W5 A X I E L CHIFLO D A WS TE B Z E 3o 72 (K 2(F)).
LU, IBRATREE A OGS REN AL ETH Y . Eiie EOfIE LIZ < WERIZ X - THE
R EBIZER L, MAL DOGRERET0T VY, EAUS K o TRIBEAICH: O BERMEK T U 27
D LEZLNDN, AFREOEAEIT, REOIREMZ Pbl, LIZETE L THhH_Xe 7 204
NepRE S, A YT aR ) = ERWT S REBEMPIER « FTHZI L, 57 E
B TE DN S 5, MREMIITRT, M2 EM3 2T 5L, YT a/R ) — LI
% Tz two-step TEIZBWTIE, RXe 7 ANA NOFEMRERORFZBEMOFHE T T A H A
N OO @ SITEWR S 5, X2 13 PbL A MATFIRICIR L CTER L7=Xa 7 A h A MET
HY . B L > TEROETZ 4122 (Morphology) 7B H2MIE S, — 5T, X3 1% Pbl, KIZ
FRALBR A LT —AR ) ) F o —7 TIEM LT REEM (HABP) ZHESHTHhH, MAILRIKR
IR LU TER L 72Xe 7204 METH D, K2 & 3ORERENDL, BB X 2E 0T E <, &
FREMT L DEH - FRSaa DM R R T 5 2 &N TE T,

ZORERIT. MBERERLAZFFORBEM) PbL, o0 T A h A b EBWHAEEREZ LTS
L EEWT D, IR HABP OMIFLA 8 L C Pbl, FE & G LIEH I 55721 TidZe <,
B S & K0 DO BUIR F B IARET D E b B D LB X B,
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3 Pol, ICRFREBEEHETHOERSELROTRAAHA FE
BENA Y TON —IL(E) Evvanxygy /4y T0O/N) —ILOREEEH)

4. RATAHA FOBEBEEA H =X LDOKRES
ZIVETHE A OWFFECTREICHE L7228 4], B%

N

E He

3 ((COOH 72 &) %5 Lizh—AR )

JFa—TEEMICHND Z LT, B E Pbl RN T A A MERESAHEERT S Z &R
AREE 72D, IO OBMINHOEAMERICEED LT, ALt B ORI R TR L #E
FEOE S BERIZH EL 1%L EOZNRIIRT 5 Z L0305 >Tnb 4], L, Bria X
DERFE, KRR TICRET 2 EIROIETRA LN, BLOBFER T DK, BRHE, i s
BWPbdEEZLNTNWD [12], £, BEMEFOHMIIFMEIZ L > T8, FRTFEE
EBEESNS Z & b ERTEII SN [4,13], FHEEAELNICWZ EERIT LY IC, Sk

FE O EMECTHRES 5 Z LR TH D,
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Z 2T, B L= L DEIEMEEE 2 Biat U7z o>\ Tk %5, HABP B4 U CHERL
L7z /v% 200 HE L, PALERER L%, Ay b7V A% L, MHREAFHE L7, RS/
HE LT — 2O MIOWNT K412V EFR (a,c) &4 E—F U 2ORERERE (b,d) Z27R7,

IV () OfEENBIT. o0 A0 1V ik (GB) IZESHRELE > v > MEHIo
BV Lo TRARDN, ERKERE BHORELEOMEIZ AV (K 4a,c), KREHIT 200 H %
BERIZ OO EBICHROSL (K4 008 HEllSh-, HlbLizericxiL T, &y
r7 L2 (80C,5Mpa (L) & 15Mpa (7)) ZHE LIE GIZHEREA - L7 fE R, MG & b8 T
DOEEN RSN (K4 DOFH) , S5 Ry M T VA% LTHE 2 EBHE Uiz VI g BT,
BRI EEE & B ARIEPHIMERE L ©, HDOIWIEZERLL LIZEE L Tn5, —H T, A v E—
KU ADRIERER (Kb, d) #R-DHE, EOMIL (60QLLT) 13HEITEN KT LERE L 2o
7RI Zevy, XS IR 2R3 05, ZaE W EB80 6 Mo MINI<e 7 A7 A ~d
WHZ S D REICBIT 2T TH Y . ARUOD =TI T ZAh A4 FEOFERKAEIUCEDbS b
DTHD, £z, WEDE DB S TOBRPUIIZIE HABP EARM OB BT 5 2 & 235y
Wb, 12120, Ay E—F 2AOPEILRRSRMS T TITo72b D7D T, BUHELEN RS
BAICB O IR0 BB RTFIEE ZE L2 e 5720, 1ZIEF CBEE D 2 /ot o
A T A L. 200 BB CHIL L= hy N LA EMET 2 L I2 X - T, REkin
KELS FR-TND (K4 DOfr—HE) 28, 1V R CIHENRMERERE LR oo T, =
. my LR > CTREOBEMENRR ELEZZ & TERGEOEIUEIL TN > 7225, i
DINDORKEDTERR S AVEREDRIEN T bR EEBEZ NS, EHIC, Ay N LVAZL
=% 2 MWK EE D Z L0 ko THREIZIZIES LRI & W URE S TFm E L (X4 0B
4R) . LV RS RMEIZIZFEEE L TS 00, —FTA v E—X 2 AORIERREEZ /D
EBVOREEIIEN L TWD Z ER005d, IEFICHBEENEGTH LR, BRNIcED L5 7
REEASEAN S0, BAVOREEIX ED X HITEb%E LTI DWW TR D Z L I3FEFIZEE L W,
St MERBDIKT L7 Z[EIE S D8k % e 5cfb2 B L, FEMZRRET 21T 5 WER B 5, F
7oy R OSM T TA v B U ZAREEITV, FREA OERPLE FHE - T 2 L ER D D,
WTFHIZ LT, RFEOFE RN S Na 7 A DA K EMIIIER Itz /b, ToacE
TREBEDS BN 2D, DO RPN EA SN THMEROBIENED S LWV 2 5,
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AR BT BUEESH B, Ry b T LA L EAREOEH £ SRS 5 = &
TROT A A FAFOECAER L, MR S5 RN B 5,

52 SRDZRE

6.

1) MAI ORI X DAESRE OB LZ G, BITHILOD RS 72~ a T 201 A MEZ
T 2 R BT 2 ERH D,

2) R T ABA MEHOHCEEEENSEIETE S L912, By b7 LV ADRECHI 2 £
DO LOBEINMETH D, £o, RFEOHE, TIO, DEEDHRFT b LETH D,
FZ BRI R Ba2 TR D FIEORBI R LETH D,

BURIIED-HDIRE

PRGN E o1 7 2 A R KEGEMO FZFUZ T TORY AR OWTLUF 2 Az 2R

‘é——

60

1) @ - BEHFMmO_a 7 A0 A s KegyEhottgEm e a X N o akd 5=, 2
07 AT A NGO B RS BMRD K [ & BT 2 FEMEF IR A &0 U 12T O L EED
Hb, Flo. N T ADA MEOFEEMESET 7 4+ 1 DI ERGIESCRKIFIC L > TRECR
RHDT, ENHIZHOWTOFEMAMDBVETH D, S bICEDM E& BT a3t
FCIE7e <, BT — % OEHE L RRHZYMHFEHMO FHELRE T 20BN H D,

2) WEMRLTZ LI EUT A OEW_a 7 A b A b KBEEMOMAMEIERD S D & Bir D
DT, HILOERR, b LT VOMRERIED 2O DM, FiEEBETT 2 0B8R H 5,

BE X

(1]

(2]

(3]

Jaeki Jeong, Minjin Kim, Jongdeuk Seo, Haizhou Lu, Paramvir Ahlawat, Aditya Mishra, Yingguo Yang,
Michael A. Hope, Felix T. Eickemeyer, Maengsuk Kim, Yung Jin Yoon, In Woo Choi, Barbara Primera
Darwich, Seung Ju Choi, Yimhyun Jo, Jun Hee Lee, Bright Walker, Shaik M. Zakeeruddin, Lyndon
Emsley, Ursula Rothlisberger, Anders Hagfeldt, Dong Suk Kim, Michael Gritzel & Jin Young Kim,
“Pseudo-halide anion engineering for a-FAPbI, perovskite solar cells”, Nature, vol. 592, no. 7854, pp. 381-
385, Apr. 2021, doi: 10.1038/s41586-021-03406-5.

Eike K6hnen, Marko Jost, Anna Belen Morales-Vilches, Philipp Tockhorn, Amran Al-Ashouri, Bart
Macco, Lukas Kegelmann, Lars Korte, Bernd Rech, Rutger Schlatmann, Bernd Stannowski and Steve
Albrecht, “Highly efficient monolithic perovskite silicon tandem solar cells: analyzing the influence of
current mismatch on device performance”, Sustainable Energy & Fuels, vol. 3, no. 8, pp. 1995-2005, 2019,
doi: 10.1039/C9SE00120D.

Amran Al-Ashouri, Artiom Magomedov, Marcel Rop, Marko Jo$t, Martynas Talaikis, Ganna Chistiakova,
Tobias Bertram, José A. Marquez, Eike Kohnen, Ernestas Kasparavicius, Sergiu Levcenco, Lidon Gil-
Escrig, Charles J. Hages, Rutger Schlatmann, Bernd Rech, Tadas Malinauskas, Thomas Unold, Christian A.
Kaufimann, Lars Korte, Gediminas Niaura, Vytautas Getautis and Steve Albrecht, “Conformal monolayer
contacts with lossless interfaces for perovskite single junction and monolithic tandem solar cells”, Energy

EIIRR AR RAREAE (UST)
BRIt Y 2— (LCS)



BRFEHEARRICATBEILEDHDRE
REBBERAN RO TRAA MKIGEMIZ Fﬁ?‘éh% (Vol.4)
SM4E5 A

& Environmental Science, vol. 12, no. 11, pp. 3356-3369, Nov. 2019, doi: 10.1039/C9EE02268F.

[4] Jie Chen, Ti Chen, Tangliang Xu, Jia-Yaw Chang, Keiko Waki, “MAPbI; Self-Recrystallization Induced
Performance Improvement for Oxygen-Containing Functional Groups Decorated Carbon Nanotube-Based
Perovskite Solar Cells”, Solar RRL, vol. 3, no. 12, pp. 1-12, 2019, doi: 10.1002/s501r.201900302.

[5] MRRFHDDOEBUIMIT ZBER R DD DREE, “KFEME W c_a T 214 bR
MBS D3RR, BRI R s & o % —, 2018 428 A.

(6] KRB DEBUIMITZBERL R DD DREE, “KFEME W c_a T 214 bR
BHEEMIC B D3RR (Vol2)”, AR BUSHHIRAR SR LS o 2 —, 2020 £ 3 H.

(7] ARRFHEDDOEBUIMIT ZBERL R DT DREE, “KFEME W c_a T 214 bR
BB D8RR (Vol.3)”, ARk MUK Rt LS o 2 —, 2021 429 H.

[8] Martin A. Green, Ewan D. Dunlop, Jochen Hohl-Ebinger, Masahiro Yoshita, Nikos Kopidakis, Xiaojing
Hao, “Solar cell efficiency tables (Version 58)”, Progress in Photovoltaics: Research and Applications, vol.
29, no. 7, pp. 657-667, Jul. 2021, doi: 10.1002/pip.3444.

[9] Press Release, Sharp Corporation, 31 May 2012 (accessed at http://sharp-world.com/corporate/
news/120531.html on 25 March 2022).

[10] Zhaosheng Hu, Zhenhua Lin, Jie Su, Jincheng Zhang, Jingjing Chang, Yue Hao, “A Review on Energy
Band-Gap Engineering for Perovskite Photovoltaics”, Solar RRL, vol. 3, no. 12. Wiley-VCH Verlag, Dec.
01, 2019. doi: 10.1002/s01r.201900304.

[11] Yongping Fu, Fei Meng, Matthew B. Rowley, Blaise J. Thompson, Melinda J. Shearer, Dewei Ma, Robert
J. Hamers, John C. Wright, and Song Jin, “Solution growth of single crystal methylammonium lead halide
perovskite nanostructures for optoelectronic and photovoltaic applications”, J Am Chem Soc, vol. 137, no.
17, pp. 5810-5818, 2015, doi: 10.1021/jacs.5b02651.

[12] Taame Abraha Berhe, Wei-Nien Su, Ching-Hsiang Chen, Chun-Jern Pan, Ju-Hsiang Cheng, Hung-Ming
Chen, Meng-Che Tsai, Liang-Yih Chen, Amare Aregahegn Dubaleb and Bing-Joe Hwang, “Organometal
halide perovskite solar cells: Degradation and stability”, Energy and Environmental Science, vol. 9, no. 2,
pp. 323-356, 2016, doi: 10.1039/c5ee02733k.

[13] Yongyoon Cho, Hyung Do Kim, Jianghui Zheng, Jueming Bing, Yong Li, Meng Zhang, Martin A. Green,
Atsushi Wakamiya, Shujuan Huang, Hideo Ohkita, and Anita W.Y. Ho-Baillie, “Elucidating Mechanisms
behind Ambient Storage-Induced Efficiency Improvements in Perovskite Solar Cells”, ACS Energy
Letters, vol. 6, no. 3, pp. 925-933, 2021, doi: 10.1021/acsenergylett.0c02406.

ERIOFRAREARERATREAE (UST) 7
BRI > 52— (LCS)



ERRARORRIZAIT
Bl & URH - HEOREHS T U2 T
1A/ R=VaVBRIRDEHORES

REEBEZAVNVEROTRANA FXRIBEBIC
Bd 51EE (Vol.4)

[MAESR

Strategy for Hole-Transport-Material-Free Perovskite Solar Cells Using
Carbon-Based Electrodes (Vol. 4)

Proposal Paper for Policy Making and Governmental Action
toward Low Carbon Societies,
Center for Low Carbon Society Strategy,
Japan Science and Technology Agency,
2022.5

ENZRFAREARPRMRE#KE ERFAIBBELO 57—

AREXEICEATI2EBIVEDESL
Q@IZEANRBICDONT + - - BERFHESHBKELS— BEWMEE B BF (WAKI Keiko)
QO ERZUEEB L A—DRYMBAIZDONT - - - BERZHUESEBRE 24— PEEEE

T102-8666 RREEBFHHERXMBEMS5-3 AT RXT5Y 8 B
TEL :03-6272-9270 FAX :03-6272-9273
https://www. jst.go. jp/lcs/
© 2022 JST/LCS
FFRECETS BRI HETELTET,
SIAZEITORIF L HBRERBRENET,

1 2022.5





