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1.1 HRER

WA H T 2 FEEMR ORISR, WHREMEIC L 2HIR TR CEF TN X 24F
BT EEFBEICLT:. Bk - BEEE 70 A CERES NS SiFLFRLY, &
TR R CYER S 2 AT R ERIL 100 °C REOERCER TS, Y72 F v 750
BRET7 VXY I NVREREFRTE 2. 72, WREBHEIC X 2 2LEAEE O /ERIL
HEMEDE W Roll to Roll # & OFANEDE L, Ka X » CTHEERR O =W LEEIFR
FiEELTHEHSRTWS, FERRIZ, T4 27V A, KEEM, RFID F~DEHIC
[ 2R 0% i S T v 5009,

B FHEBLEESLEREEANA A 7)) v RO T2 0 A ML, BEEEICN T 2 7R
MWEE T 2RROLEHELEEERTDH 5. B FEEPEERIER - 7V 7 0% b
T VVARBETREMTERTE 2 Z LD 5, RFID EAQJSHMARGFS a1, (K4
FEBEERII D FRICEREN LT n ETFEET 5 2 LT, 5T nn AL
HEIZ X ) BOHEBNIZES L TaEWRFE R RomBE 2 BT 5. fl 2 1F, M
ROy FHEE T LT REO LHBLEEMECH 2 7 20y 7 =V iF, nn HEERIC
IDDFIMAELD LD ITEEL, BRIBETH 24 7 LBETZIERT 2. 2D L &,
B 7 NENA TR T 20 FHOSTHEOERE LR D 034, & 7 MR ORRN 78
A DRIR L D, 7 7 LHNY LRES M OBEMEEFEL D 9F L CEL Lol
T L b b, B FEEERER A O BRTERRHE X0 F 2B T 2 @RS 1T RE L
RIS O BEARTENA R I I F R G BN 5.

—h, BEIEHEANAL 7Y v FRu 7244 b EAWTKEERIRRE TH 28> 6
WERDOKIGEMZEA TS Lo LEEFIRDO H 2 BIR=, BEH T &~ Q@M IR S
MBI, BN 7Y vy RO T AL MEIRu TR A4 MEEEBT 2HETH
., RUTAWA MEEEIFZFXVERNY) VL (BaTiOs) & EDQRFBEAR TS DR
Y OFERBIETDH 225, ABX; DFFEXTRE NI 0T MULEMDFEEL, A T A
NUFAY, BV A M FAY, XTA b7 =F v oS g, BB 2 A IR
NATYy FRUOTAZAMTIE, AVA MEET Y E=VLhF 4y, BYA M
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EROEIXEEDRAGEIETFE, 8L F3RXTRu 720 A b EIT/EE S 2 2 XoeRo
TAD A+ OEMEIEFIEZIREL -,

1.2 B FERFER

1.21 B FERFEFROBERHNMEER

B FEBLEEIIBWTERNBELHED O, 2 FHFTHROIZANVF—DEWEE
HIE T B % Fx i 5 BLIE (Highest Occupied Molecular Orbital : HOMO) & d T A )V ¥ —
DAEWIE B HE % FAKZEHE (Lowest Unoccupied Molecular Orbital : LUMO) T# 5.
LIRS & D1, HAOF CIRBERI & % 52 HOMO, LUMO O = 4 V¥ —HEAL 1%
AHERT IR FHOE S L OMEERIZL D, 2FOHED 2T D= A v —
WAL DT 5. BT ORIBEET 2RO BMERm T TR T 5 L &, LS L [H
RRIZNY FEEESTER S NS, 20 &) THERARLEEE T, ZRNISERELL
TCBRMIT L BN FIEEIZ X - TEEEX S NS,

B ENY FREICK DBEIBET 2 &S, ZOBEE 4 IEER m' 25K
i,

(1.1)

THERED. RIEL, e 3BXER, v I13EWORMKHTD 5.

—hTC, 77 TNT = NVANITE D EEET 2 ERAER D FRIFERE, Si Tk ED
RS E b OEELERITIEAN S RSV, Lo THBLEELRD N Y ROBUL HER
INEL D, BRERNKRE L., BEIE S BEPEAR LI LML 5T
EDBHBENTWS, V7 VY% EQRFEEARFERTIE, S —VHIEDRIRIZE DN
Y FEEMIRIRE N, 40 cm?/ Vs FRE QBB E DHE S LT 5222,
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A  Single molecule Dimer Single crystal
Unoccupied )
LUMO molecular orbital
>
2
8 E
L nergy gap
HOMO .
Occupied
molecular orbital

M 1.1 BT, 282K, HEESEOTANVE—KAT 7T A

ZAEER OB BB TIE, FESRIAIC & D EHEEIIR S A S LS. K ORI
TS 20 FORFENERDbR, Ny RIEEIZR D LT %< 4 5. fESRL R B
BREDIEEEL 7213 k7 v 7 & U THERE L, St A Bz B D% T W5 S
CEBRC, SAEEAEEEEAIC VT, BRI X D BEIE 2 1/100 FLE TR
SNTNDERE S LTV B
S FRMBEERA 2T WEEEEER T, Ny REEE T VO & 5 %, BRI THIC
blzo CHRENT 2RBIFERS 1T, BRHIE—FFRNIRENLT 2. ZoLs, /B
AL L 72T Ok BRI, 2 FHERFEZ 2 X5ICLTUBET 22 L0068y Y
TEB LIRS, D FRICRE L IZEBRHOBENL F > —0F &7 72 72 oFHO
ERBEISOGICEEHE L CE 2 5 2 25T, Marcus HEFRIZ & D B OBEIER k

_WV< ™ Y“ (As + AG)? 1.2
T Th \MkgT) TP\ T akgTa, (1.2)

TEZoN5. TREL, hldT 4 7 v 7E, keldRNVY < VER, TRHRE, AG
ERERIRTD Gibss DHHT ANV —2TH 5. A FHERI = A VX — L I|ITh, &
OB T 2AIRZN BT 2REELEFREBHO ANV —2TH 5. £,
FEMBEIES X, BT 2 2 0 FHOSFIEOEL D ITRET 2. A
EARIZBWTEIZEMEXZH S ©1X HOMO & LUMO TH37:®, BT 2 2 9+
o HOMO [F+, LUMO R0 &EZ D 3B fimtic ks (8T 2. —fleifs
&, 72uvy 7 =vidnn HEAFRICE D, ABROSTFIESEL s TEXIBETDH
2707 WEE T BRIITERT 5. 2O, EROEELME LT, &7 LHIT T
M EEBEHAIEZ OND., — IO THEOELR D 130 FHRBERICEKEL, 20
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ABREOHMYROY 7 AEES ML D b, 34 ABEOHERLROY 7 LHTATH
MODIE D BATFHIEDOEL D BRKE WD, 720y 7 =3 h 7 2T L AR
BN EMEEEEZRTI, 20Xz, EBOFERLEROBNIRL L, BET 2
DT ORE, THbbAT NNy Xy THEEITRS CRFE L, BRI IR
FIET 5.

122 BHFERFEERONFRNMEE

I - S 7 &, BREEER ORI L FH OB TFIREE L BB L BR 0 H
5. XoT, AWEEEOEHSFONFIMELF 2 21218, 200 FoETFREL
EZLBERD L. M 1.2 ITEERDF ONTI - I OBEENE L THwWOE NS Y 7
OYAX—K%ERY. 22T S FIEEHEN, S IF—HEDOE—FIREM, S IE—FEHD
B BhERHENL, T I X=HIHOE MR T, ARO TR RINT 5 &, EER
BE So DEFIE S = S 0—EIHFIEIRREICHIE S 5. ZEERIREE S, 13— EHIEIREETH 2
72®, ZHEIERED T ~DOBRIIEEH & 2 D BREHERITE L RV, 72, JeRIIGERE
THEFREZZE S LRI TEL, HTFORBFOEHNRELEN S 2. 5Tk
BIORBIZEFLINTE D, 2N ZNOBEFIREITIL, IREJHELL & I 2 HEMLH3E
BEET 2. IREDEALL, BESHEAIZLD $ 2 5 OB 2 v —REEITE S
% (HREDREA).

S TR S MBI BIESSEANC X D S ITEBR T 5 (W) . SiIRRROETF 13,
JERH (HOL), MEIRGHEM (BUH) L LR CERRE S IBR T 20, AYVOR
2R ) MIESHER I L ) ZEIERED 7108 5 CENRE). TItBBLE
FEEIRRE S, ITBB T 205, ZHIERED L —HIEREADERIZA ¥V O KT 5
L L, BRHMRMES LS. ZOERITHED BCREDITHAZMmIRE L, L LT
s,
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A Vibrational relaxation

. 2\
82 4 . :, Vibrational energy states
Internal conversion
¥— 2 _
3 S1 ! V 7 Intersystem crossing
o O ""sunns >
& - 2
w . . 4 (1) T
2 E - : g
Absorption Flg(r)rescence Prg)rsphorescence
Non-radiative relaxation & Non-radiative relaxation
So A 4 A 4

M 12 Y 7uvAX—KAT7 7T A

JERIPUT X 2 EFIREORIX, AFNOREIBEHR EICX D, 2 TFAHOEFIREIZE
HWORMD ZELC SR 2BETH2 LMNTE 2. HTFHNOBFMORD 308 P THFKs
n, HEEHOZ ANV —ZE-PIZEXDE52605. ko, HAEFHOZ A VX —,
OE DDFHINT 2HDT A NVE—13E T 208 P OFFICE > TRE S, 2 P
FERTFHDFEITBT 2 EERED S RREANOER I € — 2> MG LTHD,
HM—DBETDIEREE |y,) 2 HFIREE [Yy) 1I0BE T 2L SOBBIMETFE—X Y b do
IEL r, e TEMBRL LT,

oy = (Pal(—eP)lipy) = —e f Y2 (T () dr (13)

TEELZELDL, DFFORBFE—2 >V N, THRbLIOTIPH I, EERES
X CBER R OWBIBIEIC & DIRE S 5. (B FEREEARTIE, FEERE & i
REE~DZ{LIE, HOMO 2*5 LUMO ~OEFERITHIE L, HOMO & LUMO 1251
2 KB BEDE O BRI M 2 RE S 5. AR FABEEERIE > FERNATAICHKEL 0
H&FREH L, HOMO & LUMO B FHEANIER S a1 ®, 2 FHEMIZEWIETIR
Rz 3 2 ED% W,

1.2.3 B FERFEERICEH T DERGE

ol L7z & 91T, HHAFERITE T 2 2 70 F[H OB ERR 2 F DY REITIX
BRMEDEIES 5. ZONF AT — VORI, 7ENT 7 ZRME DA HA-EAER



1.3 BRERAA 7Y v FRa 72D 4 b

TP L LTEI S s, 2 FOBRLA L & 0 F 28R T 2 S XEE O IS A %
W22 EI2XD, FTANLRRT—VOBEE L THISE LI LTSS, 2T,
b7 MEE R RS 2 ERLEEE T, 17 L EEER T A ICES 5 2 I
LD, BEEREL 7 v ORREFIIBT 20 7 DT AR L BEAMOBEIE IR
TN, 7 2EAMICEWEBEE RS 2 LonlEsnTnaine? g1z, 4
FHMECA LI EIREF RS 2 &, WETOEBBRIRFE— X > FOHMEIH D T 12X
D, SCIPURFIEIC RGN S, SEITHF LM L 72 EE ISR 00T OER
BHRF-& — A ¥ b OHALDI—EL, 7 4 v MMEHFITICETT 2 SR D F 75 % 7= 3718,
IR O FECE 2 HIE S 2 FEI3L PR S T w230 KRz, SREmE T H
WRERAGIEFEE LT, B 13 I1IRT Y —rF v R M2 7 — Ro— RB35L N
—a— B3I b —EREB AR T AW FES S CIRES ATV 5., —HliR5 [
WETE, BREZEI—T 4 VIV —VEDRIT A=A DA S, a—T 4~
7YV — VOBENIBHEL TA =AY ABBENT 5. X =20 2 Dl TIRIEBEDOZEFKIC
HFOWIRRRE SRS L), WEMTHT 2 2 L CHEEMERShE., 2oL s, BE
DIEEFRE EAEORETa—T 1 V7Y = VEREIT 5 2 & T, BEIEHRRE
o TER S I, B FAEFERORRMEEIER S NS,

Solution Nozzle

supply Blade sweep
Blade Bar sweep
Coating-bar
/Thin film /Thin film /Thin film
Substrate Substrate Substrate
(@) (b) (c)
K13 (@ Y—YF¥ AL, (b) 7V—Fa—1h, (c) /N—a— M X BEMEBEE
oK

1.3 BEENA 7))y FROTXAHA b

1.3.1 BREENAT )y FXOTXADA +F OERYE

RUTAHA MEF R VBRI NV T L (CaTiOs) THERS N O—FETH D, F
RUBEHNY T WERUCHESEEY R T A4 MEEFIE WS K 14D X D1z, R
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k=113

A
i

07 AbA MEEIZABX:; D3 TGRTESIN, REN LR TALA MEEETHE T4
BHE L CHBER DO F X VRN Y ¥ A (BaTiOs) 238 14041,

o A-site cations

0 B-site cations

& © X-site anions

X 1.4 R0 7ZAhA &

EREWANA 7Y vy RRO TR 04 Mg T2 h4 MEER L M o—fThH
D, KEZBEMARRLFHNT N4 2R E LCHiffs s, BEEEANS 7)) vy RRu 7
AHA NTIE, RO TZAHA MEED A YA b IZ methylammonium (CH;NH;* : MA®) <
formamidinium (CH(NH,)," : FA") R ¥V A A F > (Cs") BED 1D F %>, B

IZEh A F v (P R A A4 (Sn?) L ED 2D F 4>, X4 MIEZEA A
Y (ClD), REAAY Br), IVvEALTY 1I0) BEDIliO7=FBHVLNS.
R TIEER D EMENITH W 5 115 MAPDL OZEBEYIEIZ O W TR 5.

=K

Y
ABX; DR TR S EW s Ru TR D A MEEEZTERT 25 &5 0%, R
(1.4) @ Goldschmidt @ Tolerance Factor IZ & o TR FE 2 Z & 23515 41T W 512,

[

TpA + 1
- \/E(ArB +er) .

22T, ra, 1 X IZENEN, AFA T, BYVA S, X T A MDA FVHETDH 2.
RUTAHA MEEIRSNDEDIE, tBBLZ0.71-1 L% 54 F V¥ FEOMAED
HOHETH L. —IIZ,  DIEIVNS T IZTEFRRLEARR ELD, t ODfELK
STNE2RTCEBEL EEZIERT 2 Z L2350,

MAPbL; i3, REZMICEL DSR2 I L, 327K L ETIZ A, 165-327K C
ZIES &, 165 KRG TIHELMLE LS. K 1.5 IZ&FEMAE D MAPbL O BAAE T % /R
T, I 7RISR OAMII A EIEAM - EARTRLD, MAHMIIBNT
<110> TS NBHKEE SO, IEHEROFESR LA <100> , ESFOFERGAL <100> 3

o

X8 <010> ERIG L, SMHEOFESEANM <100> 1%, IEH 5 BEHEOFESE M <110>



1.3 BHEHNA 7Y vy KRR T2 4 b

ERIET D, AL T, FFIZEEHEHDO LWR D MAPOL OFEREIZEARTHL I L%
PR & LCEHRELT 3.

(@ (b) ()
1.5 (a) 2774k, (b) IEHE, (¢) EHTED MAPbL; O k. 44

BFEE LOLMIFY - BiExeT

MAPbL; D BEFIEIX[Pbl]* NEAEE L IER T 2 Pb JiF & [ FFOREEZRZ
J 5. 1.6 IZ[Pbls]* DRKFED 3 FHEX A 7 77 »%R~d. EFFH L
(Valence Band Maximum : VBM) & Pb @ 6s & 1 @ 5p O FEAME#IEIZ & DB S
3. F 1R T (Conduction Band Minimum : CBM)® Pb 6p & 1 5p O S AEAME#LE
IZE DR S L d A%, Pb 6p MUEDME TR RND. F7:, BEMEENA 7)) v PR
07294 MIBWT, AV A M F A YO A NVE—EEMIEIANY Fid BN TV
720, AFA M FAVIEVBM X CBM (OB FEEICIIEE L2 L. — /T,
AV A NI FAYDOEFEIXPBL) /\HFEBEF O Pb-1 fiGACH AR T (LSS, N

Y EF vy TR EEE 2 B,
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A Pb6p-15p*

Pb6s-15p*

| 5p orbitals

Energy

Pb 6p - 1 5p I (5p)

Pb 6s - | 5p

I (5s)

X 1.6 [Pbls]*” DIRFLINE DD FHIE L A 7 7T 1148

BB 7Y vy RRO 7204 ME, KEFEME L TIERAVWLRTSET: Si %
GaAs L HARTEWHERINRBHETH D, JES 500 nm FREOEMEEREICBNTD
ARG ORERr #WIN L, BN RGEMREL R, 2 OEWRIRE ORI IE
EEBEBREOBTER L HWVIREBEETH 5.

B DA TIURFME 1L, fliTE 74 (Valence Band : VB) & {R#EE (Conduction Band :
CB) M DFEAIRAEZE (Joint Density of States : JDOS) & BHERIZL DIRES N 5.
JDOS 1Z CB & VB DIRFEZE (Density of States : DOS) TRZ D, CB & VB #EKT
IR FHEIKES 5. ZEMR LTz p HUEIE, s BB IR DOS K& Wz, Jalk
IR DBE T, p HLUETHRE LS VBM 205 p HUETHERK S NS CBM I2BE T
5 MAPLL D NEBRIZHBEN TH 2. 72, BEOBIZTZ x / Y ONIEIC & 2 EHE
ZAL DN 7 BB B 0 Yk & IER U C, E BB A0 YK L E 7B OER H
FLAEW., L7225 T, MAPbL IFHEEEBRE D Si ©, EFEERHTHLHDD, p
HIE TR S d VBM 205 s BUE TR S 115 CBM 12EBHE 3 % GaAs & HERL T3
WAEN TR % 7R 3,

MAPDL; IZHZ RIS T2 &, EARMIZII N Y RREBRIC X D BRHEM 24T 2 25,
WIS AT TR BhRS F RN D 2 B 2358 < s, MAPLL 1281 2l Fiia = A v X
—1% 20-50 meV E/NES L, FIRTFIZERICBWTREEES I, Bps BINIC B BER
S ns. ERLICEHEMIER 72D A bRZERRS NS, ZOR, HHERIE
e 5 TICEMENAE & OREICEES 2LBEND 570D, BT HVEMENEE I
DHENZ7:0I1T1E, IEHEISEWIZ EHPEF L. MAPb; OIEEEIFHAERS T 175
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1.3 BRERAA 7Y v FRa 72D 4 b

um, JEEFTH 22 um &, #MBP TR0 T2 DA N KIGEMOEETH 2 500 nm &
D Ht+KE <, MAPbL; CTARL L 72 H HE I E WINER CEM AL D H &S 11550,

BHREENIT) Y EROT AL FOREM
BTGB, BT OB SR A 7 v RRa 720 A4 MK
RARBGEM L LTS 228, KT 2 ZEMIFERICAIT RS LEHRELE Lo
TWBEL2 FAAHITIRE L 72 MAPLL R IE, = (1.5) ISR RISIT & D KW %
L, DEPEITT S Z LGS TV BEE
4MAPDI; + 4H,0 < 4[MAPbI;-H,0] <> MA4Pbls-2H,0 + 3Pbl +2H,O0  (1.5)
MAPbI; & —7KF1#) D MAPbL; H.O DD RUSIEFLEHNTH D, 2255F DK & RIS
LTI & 1172 MAPBLI; HoO 13, EIEZ 2R S5 2 L TMAPOL ICEE T 2 & 03TE 3.
— 5 T—IKAH D MAPbL; H,0 2 5 Z7KHIY) MAsPbIe2H,0 N DZHRII SR A3 & 13
%53, ZKFIY MAsPDIe 2H0 DTERL S LTcspald, EIEZH2E S 9T 3H MAPDI; 12
TRIIZR S Wb, Rua 727 A b KEGEMOEMERE I MAPYL & W icisa,
MAPbI; & DKFN > TEBEIR A L, BELZEEES €2 2 & CEERR)RH3[E1E
T8, JVREICBT 2 e 2TV Y APERT 2L L, FEXE2ICEEEL WS
EDPES N TV B 2 OEEMEDREDIFIRD 72 0, 18 O AE)RECALHET),
KIGEMET OE LSS, ERTERu T2 h A bOFA L E, L RFEIMEESNT
W5,

1.3.2 BXTROTF7RAA b

ERTROTRAHA DR

ABX; TRINDEEDN 3 KGR T2 DA M EERT 2003 A A b FA v
[BXs]* /NHEDOK S ST DRES NS, I (1.4) @ Tolerance Factor DS %72 S
TWEEWIF A v E AT A MIEAT L E, 300 7 X4 A4 b D[BXq|* /\HEED
DFZNTEDDWE R, BRITGRe TR 04 bR ESNE. AuaitEiase T,
FAERTERT T2 A A4 MEK 171208 T & 51, [BXe]* /NEEIZEEITHRT S 172 0 K
TR TAHA R, gy RISz 1 mRue 7204 b, ¥— RIS
722X Ra T A DA MIFHENDE., ZbDERITGRT 7 A0 4 ME, [BXe]* /\H
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F1E B

k=113

A
i

BB AY N — 7 %R T 2EREELEZ2Z L TE 5. DUFTIX, AWFEIZHW

722 KGR T A B A FMIZOWTRT.

o

(b) (c)
K 1.7 (a)0RTTRa T AL A PO (b) 1 Ke_u T AL A b6 ()2 Kie_u 7 X
H A+ OrEE

2 RTRATAHA b

2RJeRua T AN A b OREEIL, [BXe]* O\EED b % %8 w g0 B A R —
—TCHATEEL LTS, K 1.81TRT L D17, AEAR—V —IEE 2 /\EE
JEHUZ, 2 X000 T A S A MRIBREMEIOPFEIC L DFIHT 2 2 L8 TE 5. BEA
R—F— 2 F N2 /\EEER D n TH D 20 T A M A M, NEEEH 1O 2
KGR0 T AL A MRIBRE L, 3XKIeR0 T AL A MEiERMEE, WEER T n-10
L TRA LIHBAEL 552 2 L 3TS 20, EEEOERTIE, NEFREEIEE I
W2 2 L3R CTH ), EFCIREL 2 0 OEXFFD 2 XG0 T A A b3
BETD2IENLVEG S 5 OENKE S L2120 T, n OEEE LER % (ER 5
L2 EIIREELD, 2RTCRU T AL FE3IRTLRET AL A FOREIKE L 5.
FHLTIE, n=1D2RKIGRT T A M A + ORIEREEIR & MAPL VIR & AF5 G 1:n -
1 DEIETRA LIARRIZBWT, BAL» bR S N /NFEFRE RO & <n>TH
T 2RI TAAA FTE, n>6 DB, 3RXTCRUTALA Fn<5D2XK
TERE T A A MZHARTEOENIIAFTSH 2 2 EHERT Y XV —DEwH» S
RENTWVWBOEL ZDXIL 2RTRUGTAIA ME 3 RILRu T A4 RS L
7oHiE X, Mixed-dimensional Perovskite & FEIXAL, n>6 OEIX, %2 Xou_u 7AW
4 b (Quasi-2D Perovskite) & MEFRS 115,
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1.3 BHEHNA 7Y vy KRR T2 4 b

If'ﬁ'f“'f'
EICTEIE

AAAAL

RO

TS
a0 s g

(@)

18@n=1, (b)n=2, ()n=3 D2RXTLERATAHA k

2 RTRAT A AL FOHER

2RTEROTAIA NX, BT V=V LI FF D3RG T AL A ~DJ\H
HWEZAIMT 2 LICX VBRSNS, BT vE=V L1FH 1.9 1TRF X 21T <100>
A, <110> @ %), <111> M N> T 3 RmRu 7 A LA b s 5 2 &8
TS5, BMAICHVWAER T VE= Y LA D F A VIZE o THOMIT 2REREIZELD,
Az 2R Ru TAH A MEBEKRS NG, 4, WS 2iEREO LML ERTERED
3RTGRE T A I A - OREETEITITEEIIL ARSIV S a8, BE F TIZARS
NTWB 2R T A A A P OKRLHEIL <100> I > CTHRF L7z 2 XotRu 7 &
B4 FTHY, FFRILTIE <100> HD 2 KR TAL A DA ERWT.
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K 1.9 (a)<100> &, (b)<110> [, (c)<I11> HIII>T3IRKRILRT T A DA %o
WisoZLick DR N2 2000 7 A4 A4 b

<100> M- THWr L 722Kkt u 7 X 7 4 + X & 512 Ruddlesden-Popper (RP) #1H
(71, Dion-Jacobson (DJ) #H, Alternating Cations in the Interlayer (ACT) #HIZ434H 3 % Z & B3
TE%. ZITI, KL THWZRPHH, DIMHIZOWTENS.

(i) Ruddlesden-Popper #H

— AT ALALBXa TRENDGKEMEELH T 2. AR 1 lioFELF 4> TH
D, BHWEEANAL 7Y v RO 7 A4 F T, K 1.10(a) 12337 butylammonium (BA)
WRFESN D XD BIEIEY & =Y L\ b F 4 >% phenethylammonium (PEA) @ & 5
BHEEET vE=V L FZAvBHVENRS, YA NEEEIL, BEIFA D2
DTFRBIZEDDMIES R, BESF A VD7 7 T VT —VAFIT X B HERIES WA EAE
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1.3 BHEHNA 7Y vy KRR T2 4 b

Rlick hEEfis g, 27z, 20 FBOEBEIF AV IHAEICBEALIREY 22 L
IZE D, ARE R Tz 2 o0 /\EFEIE, B 1.10(b) O X 2 IZJ\EEY A XDH500
RKEERTZA 7y NBFEET 3.

b

c

‘ 1 . I b L a
"wwg o propylammonium (PA)

w/\NH; isobutylammonium (i-BA) m m

A~~~ butylammonium (BA) —?'l%:’gig % -q , I%XI

S~ pentylammonium (PeA) “ V'Y -

A~ hexylammonium (HA) _3 iagl % %. g %
1 -»! 1 °
S octylammonium (OA) i ?_ i
®/¥NH 2-phenylethylammonium (PEA)
Offset ffset

(a) (b)
1.10 (a) Ruddlesden-Popper #H 2 XotRu 7 X 4 4 + OREH LHIEE, (byn=1D

Ruddlesden-Popper #H 2 XXJGR 0 7 2 4 b+ D ELEIE

(i) Dion-Jacobson #H
—RHA T A”ALBXa TRENDFEAEEELTH T 2. AVF 2o F 4> THD,

BREMANA 7Y v FRE T 254 s OHEI, 1.11 (a) @ butyldiammonium (BDA)

IRFENZYT7VvE=ZV LI FAVDBHAVENS. 200 FF 1% 2 2D /\EHEE
BTDLZEDTE, DI HCRY 7 VvE=YLDF I VDA T VEERICEOBED &

S/NHEEEsER S s, iz, BV A /NEHRES 1 2FEIETONS L v DR

225, DIFHIEE 1.11 (b) OFESFEEITRSND & D ITERE R Tz 2 o0 /\aEFE

oA 7 Xy bBFEELL .



H
it
>

N~~~  Dutane-1,4-diammonium (BDA)

N~~~ hexane-1,6-diammonium (HDA)
RN~~~ OCtane-1,8-diammonium (ODA)

N,N-dimethyl-1,3-propanediammonium
(DMePDA)

(a)

HaNI A~ NH

1.11 (a) Dion-Jacobson fH 2 XtRu 7 A & A4 b ORFEW LHIERE, b)n=1D

Dion-Jacobson fH 2 Kot ua 7 X b A b+ Dk SIS

2 RTROTZAAA FDOEFHEE - BXRIFE

2 KGR T AHA MEK 112 (a) 1TRT L DIIT, [BXe]* /\EMEE L AR vE=
VLA FAVBPOERS N BT HFMEEZERL, 3 TR0 7204 F EIZELR
2EFIREERT. B A MIh, X ¥ A MavETHWIZ2XuRa 7254 b T
I%, MAPbI; & [FIBRIZ, CBM 2315p & Pb 6s #liE DIRAKHIE, VBM 23FEIZ Pb6p HlLIE T
WS Nnd. —HT, BERT vE=Y L0 F % v 05kEEE L 7 ) [Pble)* /\TEESE 037 W S
Nz rizky, 1.12(b) ITRT D IZZF VX =N R OFEES—ERT, 3 20T
RATAHDA MZHRTAY KX v v FHHERT 2148,

VBM__CBM A o 3D 2D
w HOMO LUMO
:g Pb6p - I 5p *
£ z 4 CBM
«— © A
= E, E,
5 v v
5 Pb 6p - | 5p * VBM
—
Energy (arb. units)

(a) (b)
1.12 (a2 XTmRu 7A DA s ORFHFHEIE, (b)0RKuRK, 3XTR, 2X0HR
DRUTAHGA PDIZAINVE—KAT 7T L8

72, BT vE=Y LI FZ VEDIEKT 5 HOMO IE[Pble]* /\EIEE D VBM X
DL, BW7 vE=v L0 FFVED LUMO IZ/\EEKED CBM X DEW. L7z
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1.3 BRERAA 7Y v FRa 72D 4 b

5T, 2X7TRu T A4 MHTAER L 7ZEhEF I \EEEF I CAD & T RTEL
T2 (BFIARR). £, BT 2= L0 FF VEIZ[Pbls]* /\EAEE L LLE
L CHBRINS K, BT 2/ 5 287 & EALMIC@ < 7 — o v oy e <
%5, Lizdio T, \EFEEFOETF & IEFLITHR Ko< (FFERM CIADRHR)IS 72,
IRLOFFITED, 2 KRU T A I A b QBT HIEL 2 VX — 1 3HE meV 1T
L, 3RTCRu7AA FEHEELT 10 fFLERS WEZRS. 2 OEWERETHRE
IANVE =, BT NARLBOTEHWEAETIEL L1263 —FHT, iiEFTH
HER IS 2BICDE L T AV X = E < 2 570, KBRS ICIEAFIC R 5.

7z, RS N BTFHFMER, NEFBHOEHEEAOREEL LS. n=3D2XK
TGRT T A G A b OHES OBPTER & FH L 73T T, IR I EAT A T o TR
23108Qem FEE T3 RIGRu TR0 A b EFERETH LI L, NEHREICEES
FOEPRIZ 10" Qem FEE L 25, L7z, n=3 72134 D2RTCRu 7254 FDIE
FL - BT HEIE % Space-charge-limited Current (SCLC) %12 & D Flli L 72 3CHk <%, J\H
BRENHROBEIE 2 107 cm¥/Vs FRETH 20125t L, /\HERE ICEELAOBEE
X 10° em¥Vs FRE L 2D, EFHFEEDO T A VX —[REEIC L D BHIXSHES L
5 ZEHE S TwBe

2 RTROATZAAA P OREM

2 RTERU T AL A MiE 3 RIGRu TADA E-BLT, KITHLTEHWEENEE
AT RIS, TR NVETET SRR VESV AL FFVIE, T X VEHDIES
LHIZONTHKMEDSMET 2. 2GR 7204 MWL ZESWVEKT v
SULDFAVIE, AFNT V=Y DL EITHANTHKEE L, ZOBKMEIZED
IKIFTRE U TR WEREME 2R 3713 74,

72, BOWERZALVE—b 2 KoeRu TADA FOEVWEEEROERKNTH . 2 KX
TCRET A4 S CREROBET VE=V LT AL 7 7Y TNV — VAT
RAFVREEITL D EWERT A VX —%RT. #l21, Ruddlesden-Popper #H 2 XIT %
0 7 A% 4 b PEAPbLy 2 5 PEAL Z HUD R < DIZREE T = 4 )V ¥ — 3 MAPbL; 2 5 MAI
TEODBRS DITBE LT A VE — E L T 036 eV m <, O 1000 5 < %
LZ2EDVIar—vavIZEDRENTVSTI
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F1E B

k=113

A
i

2R/ 3 RTEEEE

2RIERUTADA S OEVEEM]LE, 3X0Ra T2 S A+ OEWIEE S
MG 25728, n = 3D2RTGROTAIA b, F2RmRu 72X 54 bOFHZL L5
RESNTVWBBTEB, 2N DFHEDOFT, HOBVWERMRELEEZHE TS 2
FHELLTHRFEINZDR, B 113 DX 2123 XTRu 7244 ~ kiz2XgRu 7
AHA SEEE LI 2 X003 XooEEE TH 2. HMEMIETIX, 3 tRu 7 X
B A b ICEEHI BT STEMEOREN TR, 200 7204 b EWED»S
EATHIEE « BN DM OWIEDKE] & REEOREI S, 723 Xu_Ru 727
A b BITEBEE NI 2 K56R0 TR DA M, 3RKTTR0 724 b DR EREIRE(L
L, 3Rmm_u 772G A +ORMaIZHEKS 2 BN ERE ZIER S 2720, 2 X003 XK
TSI 3R RE T AIA P LD EVHREEEZRIEL LedioT, 2000/
3 ROGBEME L 3 KouRu 724 A b LR L TEHWEMSREZIRT Z L% nE-
851,

—HT, 2 X0/ 3 RIS OREME L NEEHNRITIE v — K4 7 OfFR
HD.3RTCRUTAHDA F RIEES NS 2 R0RT T AL A b % EL T UXEER
FH LT 223, BHSRIZET 2808, 23, 3RRu7Ah A b RICEES
22RTGRUTAHA DBEL LD L, BEFHFMED 2560 7 A4 » »SERH O
EXDOREEL 2 Z LFERTH 5.

Electrode

Hole transport material
2D perovskite

3D perovskite

Electron transport material
Electrode
Glass Substrate

X 1.13 2 X763 RocHEfE#EE KGR O &K
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1.3 BHEHNA 7Y vy KRR T2 4 b

1.3.3 2 RTROAT A HhA b DOE A HIE

2 RFTROT ANA b OERFIEH

FERMED [BXe* NHEE LMFMEDOFR T v E=V A0 F AV LR 2LEHET
HAMBE R T 2 2 XouRu 725 4 b OBIEHEE, ZoORMAICKS SKET 5.
AL T, 27060 7R h A FHOBXe] J\EAERE DL %, 2 RXeRa T A H A
MG & BT 5. KIFBEML EOMEL T NA ANDISHOB A TIE, K 1.14() 1R
T & O %, [BXe]t J\EAERE 3 EAR LB L CEE & LA EETHL. —FT
2 RIGRa 7T A4 MEH 114 (b) D & D ITERITK L CKFICEmS 2 2 L 23515
AU, RN A 22 B S EMER T HE S 5. FIT, n=1D02XTRu T AU A4
RO, BRIPRFEICE 5 2 E b E 5T, I%REDBEVWERSIRERT 2 & H50

[89-93]

Electrode Electrode
2 4030 G2 ¢
y[ 54 " ’ e -~ g
»vj -f\. 0 ‘ x_vz b
- e
,,..5“ )A( n
Electrode Electrode
Substrate Substrate

(a) (b)
X 1.14 (a) TEEM 2 X060 72 h 4 k& (b) AKFE[M 2 K60 72 H A b

2RTERU T A M A b ORAPVBEBLZFEICKS TEELE52 22 05, 2 KTR0

TAH A+ ORAGIENTE AR S LT WS, Cao 513 2015 4F, BAMA,.Pb,ls. 22
L%dn=202RKGRATAIA M55 7% KGEMERE L, BAMAP:I, E 5
IZBWT 4.02%DEHSIREZER LTz, £72, n < 2D 2RKIGRT TR0 A bk TIEAKF
FRE ASBC & 8525, n = 3 IZBWCIREERM AN & 5 2 & 2 L7l
Tsai 513 2016 4F, K v b ¥ ¥ X MEIZE DFRE L 72 BALMA3Pbal s EEIZ B W T 2 Kot
R TAHA bOBERMIIOWTHRE L, KEFEMETOEHSIE 12.52% %=L
725 2 Df%, AEBITFREP10] FiEE A EHEs. 00 1011031 pcygk(104,10] - aohn 106 107 2 HlJ )
T5ZEITEB2RTERETRAUA FORRAFIEHIZ SRESNT WS,
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F1E B

k=113

A
i

2)RTROT R DA b O T

2 XeRa 7 A A A b OREIZFEIZK 1.15 (a) ITRTHUNIASTIAA X SREGELE
(Grazing-incidence Wide-angle X-ray Scattering : GIWAXS %) 12X DEHfid 713, 0<8.0
nm ! OFEILTIE 3 KR u T2 A FEROEFTIFFEEL ZTWt®, 0<8.0nm ! DH
WTHEONLHEBIL2RTRU T A DA MIHKT 2LEEZ 2T LBTES. 2 KT
a7 ZAHA MOREAIE, 2X7GRa TA S A MIEHEKT ZEHTLS, GIWAXS D EDF
MIZBLNEPITL > TEIHMEiTE 5. K 1.15 (b) 12 GIWAXS ETH L L5 B /8 X —
V&, 2RTGRU T ARG A PORAONIEEZRT. Q<80nm' @ 2XjLRu T AH A
N ONEFRERIBIZE 72 2 [E3T 5 Q. Qo HIELND & &, 2 TRu 7 AL A b
FZENRZEAK 1.15@c) DL IITKFE - FEICRALTWS Z EE2RT. £, ROHMH
IS NS EHTIE, 2000 T A A A b OERIERA Z R,

Imaging plate Q:

Horizontal
Oblique

—

Sbstrate

| Substrate
Horizontally Oriented  Obliquely Oriented Vertically Oriented

(c)
X 1.15 GIWAXS #EDOBERK, (b) GIWAXS & 2 Xot_u 7 2 b 4 + OicH %
(c) ZKFREM, EERLFA, EARECAO 2 X760 7254 k

2 R5T/ 3 RTTIEBEER D 2)XFTROT X A4 b OEAFHIH

2 K6,/ 3 KIGHEEREE CIX, 2 KouRa 7 A4 A b33 KouRa 724 A b LER
WkfE - BROMITER S NSO, 2X76_ 0 T A0 A~ OEANESSIRIZL K
WEY5 25, TO®, BEAGIEEZERLHESMEEERE S hTw 3.
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1.3 BRERAA 7Y v FRa 72D 4 b

Kuo 5%, CsPbBrs HiifififtEE L IZ/KFECM & TEF M ANEE L 72 2 Koo 727
A} PEAPbBry Z/EH L, ZKFECANIC B CEER A 2B EBE 12 B 1) 2 BiE 15
NBZLERRLIIN, —FT, BRSNS 2 X0Ra T AHA bD% L IZKEEAT
HH, EEORRWZEEIZTETOZEW, Niu 51% PEAL % Wiz 2 KIt,/3 Kok
[EEERGEREFRL, ZOEWNEEHEE 2 ReRu 72 4 4 ~ OEERMIC
L DERBAL 7200, 72, FEEREIE O GIWAXS JHI%E T PEALPbL, & X587 2 [HIIT 0315 6 1
722 EDD, 2XmRu T A A A POBERAMERRLI.. UL, EBRICIEEREE
D GIWAXS JIEIZ B W THE S 7z BHTIEAKFRLA L 72 PEABMAPLL L ED n = 2 D 2
RIERu T AH A MTERT ZEETCH HI0, 2 KmRa 7244 ~ O L EER
MRS NTVWZW, £72, Jang S IFERAEIFEIZ n ORE WV 2 KomRa 724 A

N, WERERELEIZ n D/NE W2 RKTTRY TR A DT LR EERLL, 2 KT
RO T AH4 POEERAZFERL. LrL, 2760 7 A5 4 b OEERAIC
KT BMEREBRIBLATORWIN, 20D & 51z, HEEOSCHECREAFIHE o "/ aek: iz
DWTERLTWE DS, ERRITIE3RTGRT TAD A F LD 2KmRa 7 A% 4 MR
OERO L HENIIER S T v,
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F1E B

A
i

k=113

1.4 NHHFEDO BRI £ I DB

AIFGETIE, BB GEITERL S o B EORAEEE B E 3 5. —iliiws1&
BRI B SRR EICER L, B FEMLEEEIIER T 2 SXEEORM, B X
F3RTGRA TAHA b RITERT 2 2 R0Rua 720 A4+ OfcAZHIHET 5.

B2ETIE, &8\ tert-7FNVEEFL, HFORMASE L UEREED 2 7 1 OECHA
FIHE 2SR T D o TR FHBFER 2,9,16,23-tetra-tert-butyl-29H,3 1 H-phthalocyanine
(+-BuPcHy) 1220\ TC, FELp R % &8 L 1B {EE o —ilif 5 | i1 & D Bm
RS 5. 27, mVECAEEICES EEONERENE - BRI O W TR RS,

B3 T, 2 00,/ 3 RnEEEICE VT, 360 TR0 A~ OfE& AL
JETT2RIe_Ru 7204 ~ORRMZHES 2, 7> 7V — &I & 2Bz 5
£9 5. —WHREIBHIELTHVZ3RITGRU TADA R 5 2RKIGRT T AL A FAD
BT DTy v —bPRERFHREL, FRLBEEEEFO 2 GRa 7254 b0
Rz dffie 2. 7z, 3RTCRUTAHDA M E2RIGRU TRADA b OWFEET
v 7 v— bERIC X BECASIEICS 2 2 LT 5.

% 4 2 Tl%, Dion-Jacobson fHZ W2 Z &2k D, 2 KE/ 3 KIoiEEMEH D 2 X
TERU T A4 FONEFBE, 8L 2XcRu 7254 FOiHzHE$T 22 L%
#8% 9 5. F7z, Dion-Jacobson fH 2 XT3 RICHEEE & F W 7o KiZ Bt R F & fF R
L, BEEF O 2 X0tRa 7 A0 4 b ORRAISKEGEMREICS 2 258120 wW TR
R35.

BSETE, FECHLNTMALE LY, AFROKEREIENS.
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F2E —HRSIZEMARICLZ 7O 7 URBERS T
e [F)E R DF R

21 W8

1997 IRV ALV ERWIERN 7 v IR ZITEWT, TENI 7 AV ) avE
A5 D 1.5cm* Vs OBBIE H3E S TR, B0 F AL EEROMRITEA B Z &
bIRTWBIHM, Ry Ze v 7Ly EOENTERLEERITECBEE 2R L
TS, EHEIRIBICN 3 2R RME MR O TRV T2, BHLEERORHTH 21K 70 &
2 ERWTEREE RN ChH 72, £ 2T, TR0k AT X BERE ATREIC
T2, BEVWERESRWVERETEAT L Z LI2LD, BEABRICTNE L&D T
PR SFRSNI. Ry Z 2TV A Y o vy Y V2 F S VEEFEALT:
6,13-bis(triisopropylsilylethynyl)pentacene (TIPS-Pentacene) °X¥ V' F L /) RV YV F % 7
= ¥ (BTBT) 124 7 F VEZEA L7z 2,7-dioctyl[1]benzothieno[3,2-b][ 1]benzothiophene
(Cs-BTBT) % & DR 70 2 21T & 2 BRI e LA EERIT BN T, 1 em?/Vs
P2 ZBEEIRE S ATWEPY I, —FT, AT RILSC LT OILBELE
7 v VvEET EOBEMIELOEAIL, AREWEZET S I ETHMONTED, A
VIR 2 AR L BB b v — R 7 OBIRICH 5.

RETIE, ML BREERWIL T 5FELE LT tert-7 F VEDEANIZER LT
tert-7 F VEZFH S LB S AWML LICEBRETDH 5. tert-7F VED XD LHIAES
WEHEL, EESIC X D EBREEERS T OMEEA 25, IS T 2 YT
B2 —FHT, M3k ) EHEOBER IZIH s h, BREMLZHETOLT NI L5
FrEcd o6 17 Kz, 21 ITRT 77Xy 7 =T tert-7 FNVEZEALT:
2,9,16,23-tetra-tert-butyl-29H,3 1 H-phthalocyanine (+-BuPcH,) 5 & 8% & @skkix, A
BTN 2 L, BRIER L & O 7 u X ZIZHET 150 °C 1281 2 BEEME %
FRMEZTVWE Z EPRE SN T WA £ 72 £BuPcH, B & ' 7 D&JB S ITH
FHERICT L CEREL LS, 720y 7=V E L TCEBRIAST Sy X v /SR &
52 EMWRBENTED, MAEEOEBIC X ) muw_EGML L ONERHMES, 45T 08
BT 20 7 MG TAADOEWERFESEIGFTE 21820081 UL, &E\ tert-7
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B2E —WHRS MR L 2 7 20y T = VSRS FRATEER O ER

FNVEIT & B EREEDSST OB OB HE T 28 & D, BI7E  CREMEEIE
BohTwihrolz,

KRETIE, +-BuPcH, D FRRMEE 2 EZIR T 2 FiE L L C—Migs 1 BmETH 23 —
a— MEIZERL. N—a— MERRSEER I EIROERIZ X D, 2F 23—
Fim U7 MERI TS 2 2 E B S N TV BB, EE W tert- 7 F VEE BT +
BuPcH, DfffaEEE IR IEETH 2 2 L2 FRL, N—a— MEIZX2HEED
VES %, RS EE 28 L IO R T1T 5 2 L12& D, -BuPcH, O FEEMAERE O
VERL %3 Tz

CHj
HsC
— CHz

\ CHj3
N\

HsC \

H3C
CHj

2.1 t-BuPcH, D 7> FHiiE
2.2 EBRRFE

ARIFFRITRWTZEENE, RITERZFIECHE L 7., WROFARIZIE, FTOHAVIHE
oW T To7c A7) 2 B2, ANOMEIZIREKT TTo7z. +BuPcH,
(97.0%, Sigma-Aldrich) IZFAGEaEIC XL DER LD D MW, 7, FI VI REHE
T OVEBIZ Y T2 5 TIE, FIEREHE L 72 -BuPcH, % W72, -BuPcH, DMK % BT KT
BOLD, 149XV VIHEBSETRE 3 o/l OFMEIREZFHEL 2. WIRIZEE
WPEEHEIZ X D 99 IR LT:H &, PTFE 7 4 V& — (13JP020AN, 7 RNV T v 7
HH) CEME L 7z

—HF S EBHIEDON— 3 — MEEZ AW T -BuPcH, EIEEZ/ER L7z, N—a— MEIC
X BHEPETIX, Ay N7V —F (DP-1S, 7 AV V) RICEREEEL, ER EICHE
Nfza—7 4 Y7 N— (OSP-03, A —ZAY—Y AT L7 0 X7 V) ITHIBMEER T &
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2.2 FEBHHE

WL, a=7 4 VI N——ERETKFIHRGT 2 LICEVERLFRT . N—
a— MEICXEBEZ, B 22108 I NN—a - MIEREICX VIToMl. a—TFT 4 v
N=BELAD X AT —VICEESNTE), XHAT—YORERS L 77V
2% — & — (BXM230-10, &V =¥ X )VE—Z—) OREEEHNIZ 7 — ) —BFEES LT
5. ENENLDOT =YV —% VUV RMIIDHEFEL, 77V VRAE—Z—DHEEL X X
TR CXAT = VRIS ¥, a—F 4 ¥ 7 N—%—ERE TS L. /F#
T OBROERDEEIL 60°C £ L, I —F 4 ¥ I N—OREEEIFZE — X — ORELHE
WX DHIEIL, AR TIE 33 um/s & L7, BET Z2ROERE LTES 0.7 mm O
I AFEREH T, EBRIEZ 7V VR (2222 ) —v 56, 7 vy FLE) LEE
KT 10 AEEWRETFL, UV 4 Y > 27 Y —JF— (UV253, Filgen) 12k D 10 it Y
NAVRE 2 Wl A

Coating bar

Vee belt

Pulley

X 22 )N—a— hBYEEEE

VESL L 72 +-BuPcH, 8 % R YCHEMER (ECLIPSE E600 POL, =3 >) ZHWTHEL
720 F72, RIERINA R7 b v ESIGHIERERE (C7473, IMRA b =27 X)) W THIE
L7z, JIETIE, EEE 100 pm F2E O KO EH O WG HWIE & 7z, J7FH 70 BE
# (SPM-9700, BEEWERT) B & 80 > F L )¥— (OMCL-AC200TS-C3, %V > /% R) %
FA\W T t-BuPcH, IR O REBIEL 24T - 7o, FEHFA X 500 nmx500 nm & L, FHERE
13 0.2Hz & U7z, @O XAREHTNE % 4 BEIK RS B X AREHTEERE (SmartLab,
VH2) FRHOWTT oz By vy F U —v g YEHEE W TITW, AS X RRIZ
X CuKaft (& 0.154nm) ZFHw7e.

t-BuPcH, SEZVEMEICH W R N A7 — by Tav a7 N EIBRYREN T v
A& (FET) “AEH L, BARRBENE 250 L 72, FET IZ2WBLIEN &> ) o v HiR
FITER L7, BRUEOES1E 300 nm TH D, ZOLFERIL39 THL. KA
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B2E —WHRS MR L 2 7 20y T = VSRS FRATEER O ER

3 REIEKAR (AL1254, JSR) % y-7F V7 27 kT 20 fFICHR LU TIERERZEL, &
VavEREIZIAEya— LTz, 201, 150°C DA — 7 T 1 RfHMNES 2 2 &1
L0, YV avEREESEm ORY 4 I FCHEL, BuPcH R OBEDIENEE
WELT, N—a— MEIZX D BuPcH, B ZAER L, BBtV 77> (MoOs;)6nm &
50 nm THEZEFRFICLOEFE L., FryAMEWIZ 500 um L L, Fr AVR LI
160 um & L7z, fFRLI N7 Vv OREZRBFORBELTHEERNNTIA—RZTFIA4F
(4115C, Agilent) 12X DIIE L 72, BHRARBENE 1 13+ 7 v ¥ X X OBELURERFED
RO BWT, X QDEHWTEB L.

uwc
Ip =—— Vg — Vin)? 2.1

ZIThIZRVA VER, CIIMEEEOBAIIEY 7 ) OFERE, Vs ld7 — NEE,
Vo \ZBEEETH 5.

2.3 EEFDIHFRFM

N—a— MEIZX DERL 72 -BuPcH, IR D RGEMGS X 2.3 1TR7. KHE
FORENZ I =T 4 VI N—DOREIHMERL, AT OTFOREIIRICEEMEHE DR G
FB L OMNEFOREHmEHET. 702 = a VBEGIIRET L MEF iS¢ 5
L THEGEDC D DI A B, fRtF 2 BIE S & PATICE 2 LI E D, YEG
M2 BRNET EMNT % 45°RER S5 2 & COHANME L 572, L7255 7T, t-BuPcHs
DFF—HEMLTWELEEZLNS.

Bar-sweep Bar-sweep
direction direction

2.3 N—a— MEIZX DR 72 -BuPcH, #IR O fROGEEM SIS
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2.3 ¥R e R

B 2.4 128N—a— MEIZX DIER L 72 +-BuPcH, IR DRHETINA R b vB X 0%
R, KFD Parallel 3 & F Perpendicular 132 — 7 1 > 7N — O3B HAIZ 2 AST
XA MERT. AR EZ a—F 40 v 7 N—OfR5I I L CEREIZ L HEITR
WK ELRD, 720y T7=vdD Q NY RIZWHIGT 2WN»EL NI, ZORORK
HEFZE—27 £ %2R 639nm 1I2B W T 0.07 EIEFITNSWEE Lo 72205, ZAUIHE
B 7EEOBENIIEFITNS W EFEETH 5. (FRL 2EREOBEIL 5.4-7.201m
THY, TREF 720y 7 =T 3, ADTFREIHYT 3.

AR T 3 =T 4 ¥ ZN—ITR L CTHTIZ L2358, TOtE IR RITh Tz TR
EALO0E L oT:. ZOK, WNEY—27FRIZBIT 2 ZAHIEIBLZE 50 E LTz, tert-
TFNEFEAL: 7 20y 7 = v RWICEETIE, @iz nT, 506
HhsE SN TWE A, N—a— MEZHWTER L 72 +~BuPcH, EETIX, 18RI
RT 10 FUEBW GBS S 724,

0.10
© 0.08 | Perpendicular

e
€ 0.06 |
0
S 0.04 t
8
< 0.02 ¢

0.00 : S =
400 500 600 700 800
Wavelength (nm)

X 2.4 N—a— FEIZE DFEELL 72 -BuPcH, BIRORERIN 2 = 27 kv

BLESODENT: ZAPBLATIRR L LT, HEFIZBIT S -BuPcH, DRFE %
BFRy XY ITEEEN—a - MEILL2HVEAEOERANEZ LNE. HF VT b
WIZBWT, 720y 7 =vaFiRBEER 2.5 () 1IR3 X512, 2 FraSERE I
LTRIDIZL D2 LD G F vy 7R LS. TE, 720y T =V pFiTER
T50FH 7 LHEREIT L CTRFITER S e 3L, 72, A7 20 THTIED T
LB L TRIDITSy X v 7T 57:0THD. 7 20y 7 =TI FENAMIC
FE LI n HEREEL, HFENAMIRE$ 262 RINT 2 7, HTFHErE
AN L TRIDITE o TV E5E, WEIER/NE 5 X ) RAAIZE VT LI
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B2E RS MR L 2 7 2 u v T = VEEEES FREAER O FR

BEEXroic3dzoiw. WEERYOIZR 5201, AFHOIREIERE & AHKIZLD
HELLZOMMPREETHLES, TLLLE 250b) ITRT LI, 77Xy 7=vD
SFEIEREIOS L TEEILL > TWSHETH L. N—a— MEICL DR L 7:HE
JEFR D -BuPcH, 73 F1%, ERAENIH L CRE LR D LI UHT 8y X v IiEET &>
THER, BOWEBHIBLNTEEZLND. tert-TFNVEFEA L7 X0y 7 =Y
ZEALI7Z2uy 7 =>TiE, LB EZHWIERIZBWT, FEREICN L ToFm
DEEIIL DI EDPMESNTED, SEOHEREGFEL LWIIB —FT, fert-
TFNERZEALL7 2y 7 = BEIREICN LT FEIEELE L50F /8y *
VIHEERET I 0000 T, fERIEEVWIA R OEEIIE L ATV I o T2,
ZHZEE tert-7 F NVEDIF O HOMBAL ZAE L, mEICEm L 7cEREE S 2
EBTELUDSTZEDERTHZ EFZLNE. RIFFRITEWT, N—a— MNETE
AL TCTEEICRMA L ERE 2 FR LR, su_alsfoniceFzons.
Bar-sweep direction Bar-sweep direction

Perpendicular
Maximum absorptio

Perpendicular
Maximum absorptio

Parallel
7 No absorption

Parallel
* | Minimum absorption
A

(Not suppress to zero)

(@) (b)
B 2.5 EMRITFLT7Ruy 7 =viFD (a &0, (b) BEILLLZHTF /Ny XV T
TG LRI, R ERRO KRNI AR R T

24 BEPDHF/INYF L UEE

23 iz VWTN—a— MEZHWTER L 72 -BuPcH, EFIX, EAREIZN L THF
HHAEE L LR T NNy X v 7HEL L5 2 LIURS AT, RETIX, S 5IE
T8y % v 7T, X BREPTHE 2 F v CREE L 72,

X 2.6 (a) 122000 WEZH VT X BREHT /X — > %;Rd. 17.7 A OFHEERIZE
3 5 EHTE—2 2520=5.0°1218 5 17z, t-BuPcH, B & OF Z O BB FEAE I 0T 033U
HNUCEEBEE LT Ry XV IIHBEYELZ L0, 17.7A ORTHEMEBIZ S 7 20
MRS T 2 L E 2 605, 20=50°DFEHT—271E 70— R EIRE IR L1225,
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2.4 B OST I X v IHEE

ZAUIVEBE U7z +-BuPcH, WESE <, X MREFTICE T2 ae — Vv XARVNS Lo

7: 2 EDRERTH %, Sherrer D

Kk
€ Bcos#fg

2.2)

oAb —VYARLOEZEET2E83m ERELLN, BELEESBL 2L
720261 72720 A X IROWE, plRY—27 OMHEIE, 01377 v 7, KIZEREF
THD, K=094 £ L7z K 2.6() 1220=50°1CB 2 XFaovx v I/ —T%xR7T.
FEIE 0.03°DHE—D =2 6% 5 Xfgu vy X v 7y — 73 oniz. ZOFEED
EII S R & D /ERLL 72 CuPe Biffifh L REFETH D, ER L 72 -BuPcH, WR D
FEEEMEDIER ITE W Lo T,

X 2.7 12D AFM 5 & F ARM GO R AB[HD 74 > 70 7 7 4 VERT.
AFM G025, 77 RALRT v TH LR IMEMERS NI, HABDIA v Tu7y
ANVDPOLEFERAODFAT Yy 7OES 2HlIET 2 L, 18.6A LRED LN, ZOHE
XAREFHEIC L DB TFRHBESBDR—L .. 2o OMERIT 23 826
B 5 N7z +-BuPcH, O FHEIDVERENCKR L TEE L Lo TWEHF Ny X v 7iEL

FIE L.
=l = b
5 5
2 2
8 .
> > . FWHM
% | g ~0.03°
€ =

5 10 15 20 25 30 -02 -01 00 01 02
26 (deg.) Aw (deg.)

X 2.6 N—a—MEIZEDVERIL 72 -BuPcH, BIED (a) 20/0 JUFE % W 72 X SREIHT
NRE—=2E (0)20=5.0°128 2 XBovxv I h—7

29



B2E RS MR L 2 7 2 u v T = VEEEES FREAER O FR

£ 3.5}
cC
=3.0}
B —b 2.5
() L
020
| | 15fp ¥
100 nm ‘ 0 20 40 60 80 100

A  Position (nm) B

27 N—a—FEIZX DER L 72 -BuPcH, #ELD (a) AFM 3 & U (b) AFM 14
FOMABMOI A 707 74 n

FEREN DT /8y % v TR T 200lp WES & T ¢ WIEE W7z X SREIHTHH
FENC L DEMEI L7z, 20p/p WEIZBWTa—T 4 ¥ 7N —OF5IHANR L TFFT,
EOHFE»OHE LN X MREHT/$EZ -2 %K 28 1ITRT. ZNZND 2079 WET
i, RHTE BRI CIE 21T o 72 BTN LT T AR O FE 25 O X
FRIEHTCIX, 19.4A O THEMBICHYS T 2 20y=4.54° 12— 27 Mo iz, 7 X0y
T=VHTOBERERNPBLZ20A TH2Z L5012 194 A OM%THEME XS
207 WEOMBICHE T 2 LE 2 b0 5. @B L CRESROKTHE? SO
X AREHTCIE, 3.38 A OMFHEEFBICHY T 2 20y = 263701 ¥ — 27 25 b iz, RE
JRFDT7 7 TNT = VAEENBLZ 34A TH Y, BHEPLEERITHEIIZ33-35A
DIEFHEMBDO n 22y Z7[EBE2E T2 2 L5101 338 A OFHMIEIE o 2 &
vy IS T 2 EEZOND. £, ZNEFHRO -7 OLfHIEIE, 2.8(a), (b) &
NZ3020° 021°TH D, FHEED S (2.2) FI/RF Sherrer DR EZFHVWTRKDO LN D
ERTFIA X3 AH T LEELR, nA&Xy ZEBEAMEDIZ42m &% o7,
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2.4 B OST I X v IHEE

[
., Bar-sweep
direction

(b) e

26y

Crystal plane Crystal plane

Intensity (arb. unit)
Intensity (arb. unit)

35 40 45 50 55 255 260 265 270 275
20x (deg.) 20x (deg.)

2.8 207l WEIZEBWT, a—7F 4 ¥ I N=OF5IHANIK LT (a) F1T, (b) &
BT 5L T X KRETT S & — v

2912 20y = 4.54°, 20 = 2637°D =712V T Toz oL DEL Tz v
XV H—=TERT. D A9 X, T3—T 4 T N—OFFFIHANK T BAEFHERIO
WHNSAOAREL LTELT:. 77 LHRICHES 2 20¢=454°12BF 20y X7
=T TlE, dp=08BLT 18012 =7 2F o7z, 07 AHBITHEY T 287 E I
IA—T 4 VI N—OFEIFAIHATTH S, ThbL, t-BuPcH, BEKT 20F 4 7 A
Za =74 VI N=DRSIHAI L THTITER ST LFEZ2 b5, 72, m XX
v 7 IFBITAYS T 2 260y = 2637°12 B3 20 v X > 7 h — 7T, dp = 90°F5 & UF270°
D= pBoni:. TRED, n XXy 7HBIHY S 2FEIZI—T 4 ¥ 7N —
OIS AT L TCEETH 2, 2% D, =7 4 ¥ 7 N—OR5IHFMIN L THTHE
DEEEIZL S L DI t-BuPcH, B FBRZ v 7 LIzEFEZ NS, 72, 202D u
v XV — 7 OREIRIETB X Z 0.8-1.1°L L, N—a— MEITX DERL @R
FEEPEIZIEE ICE W 2 L3 b o T2, AREIINA R 7 S VIEIZ B W TS B LTz 50
DIFFITEV AL, FRUGEEOSVWERAMEIIESWTWwWE EFEZ LS.
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B2E —ERSEMIEIC L 5 7 X u vy = VEEKS F R AR O ER

= () 21 (b)
=) =)
g g
8 8
Py P
= =
C [
St 2
= k=
0 90 180 270 360 0 90 180 270 360
Ap (deg.) Ap (deg.)

K 2.9 (a)20y=4.54°, (b)20y=2637° D —27I120\TITolzpIEL DEL NIz
VXY ITH—T

P EDFERN? S, FFR LTz -BuPcH, BIRHIZ BT 20 F /¢y ¥ v 7#EEZ K 2.10 12
IRY. t-BuPcH, DR S 20T 0 7 Wik a— 7 4 ¥ 7 N—DIRSIH R LT TICE
HE N, &7 LENINUTEEIC -BuPcH, 2 F 03X X v 73 5. £z, 27 A[HEED
I LEREMBOL DB X #2:3E %5 2 & 55, -BuPcH, XA T ¥ 9 o vigis
FPERT2EEZLND. 2O BTN T LI L CEREIZRAZ v 7T 550F
BETIE, nAXy 7 HAICEREST 20 FRLODFHEOEL D HIKS L, 27 L
FANOE NI B RRELHIFGF TS 5020

Bar-sweep

’ ’ Bar-sweep
direction @ direction
Ti-1t stack
3.380 A Inter-column
>l

Column

Column stack-I
17.7A. ¥__

Substrate ! Substrate |

X 2.10 YEBL L 7z +-BuPcH, HEAFIZ B 2 9F /0w * v J i
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2.5 S FECIAE R O fE

2.5 HFEEEROBRIFHE

B 211 12AR Y A I FCHUE L It BBRILIEAS & > ) 2 v ER BIT/ERIL 72 +-BuPcH, #
JED 7 a2 =avicB i aRAENEGZ RS, KHD P 8L A ORANIMFEICEEM
BORGTF B L BT oEBEZRd. K 23 LFERIC, 3 =74 Y7 N—DFF51H
A MR 6T OBl & AT 2RI & 2 D, WL S RYET EET % 45°[alER
SRDLZETHAMEL T, Lo T, RV A I RCHELIZY Y avHERK EITE
BIL 72 +-BuPcH, &, 77 AFEMR HICVEBL L 72BR & R IC—HICBE A L C W d 2 & 235
oz,

Bar-sweep
direction

211 ¥V a vER EITESELL 72 -BuPcH, IR O RGBSR G

N—3— MEIZX DIEB L7 +-BuPcH, HIEATEME & 3 2WE 7 v Y2 2 DA
(9 e BANRR M & BARURERME 2 X 212 1R S, IR, — NEE Ve=-80V IZB
WCTHIE L, BREEREIE R VA VEE /p =80 VIZBWTHEL . fFRL7E
FTE, RuvAvBENIF— MNEEX DRSS R CERMS L, /ERLIET
IR RELTEELT:. BRI RFOBEIEIX 1.32X10* cm?/ Vs, FHMEEE
13-1.4V, A 71355 & Lotz VFRL Tz +-BuPcH, EEFH O T 4 X3 42nm
THY, FEHLEETFOF v A VE 160 um EHELL TS W, Z207:9, fFE LTz b
TVVARBTFDTF v ANVHIZBLHOMENAPFET 2LEZ LN, LI2DoT,
PR RLFAUT & o TERATEE MR S NIRER, ERRBEEMEC ARSIz L& 2

=
o4

o
&
O
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B2E —WHRS MR L 2 7 20y T = VSRS FRATEER O ER

F ¥ AVHENIR L CHAT BEEICI =T 4 Y I N =55 T2 LIk DEEEL 7.
t-BuPcH, 5 2 FE M 12 W a6 O IEFUB BN E O 1L, £ Z48.19X107° cm?/ Vs
BLTF270X10°em?Vs L&D, BRRBEHEIL 3 FORTENIEL T, N—a—
NI X DVER L 7- T BuPcH, 134 7 MBIEZTERL L, & 7 LH5 A OB
AT E LS. N—a— P MELXZHET, a—FT 1 Y I N—DR5IHMED T A
BAKTAZIE AR S TSGR, F v 2 VA LB AT %356 O EALB B E 055 <
Lol:tFEzZ o0,

-15 Ve 14 1x1077
(@) -80V -5\12-(b) . o
o 10 u=132x10"*cm?V's™!
__-10} * I Vo=-80V 11x107®
< -e0v — 8} —
£ < 6l =
< 5| wov Tyl {1x10° 2
20v © 2}
n i 1 ovVv " A N 10
06==0 -20 60 -80 O——=0" =40 =60 =80 <10
Vo (V) Vs (V)

X 2.12 +-BuPcH, B ZIEME & $2@E N 7 v O XXMM (a) AIFIRE L
(b) BERUSERE

2.6 &5

AREETIL, +-BuPcH, DGR EHE 8 U I RE NN — o — FEZ AWz 8Bz
% t-BuPcH, 7> FRCAEROVER 1L L, /FR L 7 EEORL M - okt - EXRE%
ML 7. AECEOATHMAEMUTIZENT 5.

1. N—a— FET-BuPcH, Z/F8l3 2 2 L2k ), EEFTHFI—HEIZEMA L,
EWITEH VAT T« 4 7 2O FAIHIE S - EEOEEIZ KT L7z,

2. -BuPcH, BRI Z DB WEAEMEICHSEL T, X7 4 VA IZIEENT 2 Ew 2 dlt
L, ERABEETELATWAHEON 10MEE ko T:.

3. -BuPcH, ZIEMEICHWIAREE » 7 v V2 2B F 2 FR L, £DIEABEE
ZRME LI L 25, BEIEIIZEGWEDSHN, F v A NVGRDH T LihEFATE
5L EOBEBEIEL Lol
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3.1 #4E

FI3E IRTROTRAAL P EANDTUTL—FERIZED
Ruddlesden-Popper 48 2 ;XjT O 7 X 714 I DS @) il

3.1 #E

2009 FITEIRGICE DHFS iR 720 4 P RGEHIZEBICHKELH, Z
DEWENFRIIFEAD 5 DT D 10 R D ORITY V) a v KIGEHMITILET % 25.7%I125E
L 7o 8485128034 750 R T2 G A M KRIGEMOLEMEDREITEAK I TV,
R0 7 AH A MREEROERMITY 7o TIE, BRI 2 HEMERBEM 7 &
DERIEENA 7Y v RRa 7204 OWINBERI 3 2 Z2EEOMIZ, KPR T
2 EME OSBRI S 5 ZEME DR LA & 7% B35 136,

KPR L CREL 2RITGRT T AL A M E3RXTGRO T AL A b EIERE LT 2K
TC3XTHEEREE IR e TR A S RGEROLER A LS ENTFHELLT
EH S AT\ BBL28ST1371391 9 YT /3 KITHEEMBERIZBIT 2 2 RmRue 720 A4
NRIBMAICH WS 7 v E= T A D FF v OBUKE, BL U2 KT T AL A M
H & OZEMEIC & D BT REM 2 R 3708 140141,

—HT, 2K/ 3 KoTHEBREIEITIE, 2 R Ra T A S A b33 RIRa T AL A
N EBEMHOBREELIHEST 2 L WOIFELDH 5. 2 uRa TA S A ME—KIIZ
MUK U CRFIcRRA L, FERESN RO EREX 2 HEST 2. 207k, 2 )00/
3RTCHEERER D 2 XIe_a T A0 A MNEHEL GAUTEEMENM LT 543, B
KPETTBEVI NV —FF7H BB 2 hv— 271, X 3.1(a) ITR
THEBEZAWIAKEEMICEWT, K 3.10b) DI 3RTRa 7204 b ED
2RTERAE T AHA FHKFITERM L, 3 KmRu 7R A bbb BRI~ D EfR D
WX EHET 2 2 EAERTH L. —HTH 3.1 (), (d) IWRT LI, 3XmRu 7
AHA N ED2RITGRE T A DA b HEE F TFROITEA LT BIREETIE, BT
HiE 2 KTeRa T A I A MZHES AW, %D, 2 X503 XooHEE#EEF D 2 X
TERY TR J 4 QRS % T & 2T, RIENE EERHEED b v — R F 7 IIMBRT S
5. L2L, 3XTWRUTAHA b ED2RKTTR0 T A DA + OZFEIRE LHENIIFHT
STV hole.
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BIE IRTRUTAIA b EADT Y TV —FEREIZL S
Ruddlesden-Popper #H 2 X767 2 & A+ O EL[A 1]

Electrode
Hole transport material

A}A
h

oA
ann
DA DA
A V‘V‘V‘ e

2D perovskite 4 a’ ‘e’ ‘e’ ‘an
. o—e oo oo oo
3D perovskite I I
Electron transport material 9 9 9

Electrode . .
Glass substrate 3D perovskite 3D perovskite 3D perovskite

(a) (b) (c) (d)

& 3.1 (a) 2 X763 RovHEEREE & W I KR ORE 0L, (b) KFEESH,
(c) EEECM, (d) ERECH® 2 XouRu 72 b4 v EHWIEEEEICB
2 T ik O MEE X

RETIE, 2 XIC,/ 3 RIuHEfEE 2 F# 3 50 3 RoRa 72 4 A + OfE& AL
IEHL, 3XTRu 7204 FOFEESTMITE 5T 2Re_a 72 A + OECH %
#9252 ExREL. —BNZL 3 omRu 7244 MEIH 3.2 (a) ISR T FEda AL
[110] DERUIT L TEEL LS (110) BFATH D, (110) BFD 3 Xjoua 7 A h A
M ETIEH 2R TR A b OKFEAHIFEE NS, 22T, 2RuRu 7 A0 A
FOEEMIE 3 RKuRu T A A A b OFEEEAAL [110] 1L DIRES NS LEZ L, K
32 (b) @ X DITHKEERAAL [110] 2SEARUITR L T 4572 (200)/(112) B D 3 KGR
0724 MTIE, 2RTRa 72D A FOEREEASFEINE EEZLNDE. 2O
Loz 2kmmRu 7254 s ORI, 3K T A A A b OFESEFALIT LD HIES
NBZEERRELL KWL TIE, 2OFEE T v 7V — MRIC X 2ECASIHE & .
TV V= MERER 2 XoRu T A4 MEEEDO I AT VX VT VB Y ATEIR
ZIRTWRETAGA MEFRSELZEITEDERLL. ZoLSE, 3 nRu 7R
DA MHRDOIVHAFNT VEZT LD, IWRPOI VAT VX NT VEZT L ESH
SN, 3RTCRU T ARG A PREDF2XTRU TADA MIEHISNEZ LT2X0/
3IRXTCHEBEGTER S 5.

AKETIE, 77V — MEETHWT 2 X063 XIkEEEEH O Ruddlesden-Popper
M2 Xow_a 7254 b ORFAETEIZE D #HA 72, BAIMAL P % £ D Ruddlesden-
Popper MR 2 Kou_u 77X 7 4 METH D, butylammonium iodide (BAI) % &
DIAVAT VENT VE=Y LAEHIFMEL T 5. (110) BLAOD 3 RXTGRu 7204 B
X O° (200)/(112) FEMm @ 3 KoeRa 7R b A kW 2 XIt,/3 RouiEfE s & 1F
L, BEBETO 2 X500 7204 FORAEZFHME L. 72, 2000 7204
N O 2 LT VRNV T VRSV L EEETH LT 2 KomRa T AL A b
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3.2 EBRAE

OHFEBEHBL, 3RTERDTAHA b L2RTERT TADA b ORTFEAH 2R
FERu TAD A N ORAIE 2 3 FEIT0 W T L7z

[110] 2D perovskite 2D perovskite
4 fabrFi)cation [110] fabrication

Yy
&&&&& .

00000000

TR A
IR

00000000
00009000

Glass substrate Glass substrate Glass substrate Glass substrate
(110)-oriented 3D perovskite Horizontally-oriented 2D perovskite (200)/(112)-oriented 3D perovskite Obliquely-oriented 2D perovskite

(a) (b)

B 32 7v7r—btEEICX EMHEEOBEM () (110) EEMO 3 XjtRu 72 %
A b EITHR S B KRR 2 Koea 7254k, (b) (200)/(112) ELH D 3
RIeRu T A DA~ RITHRS B ERHCH 2 RouRa 725 A b

3.2 EBRIIA

321 {EALEAM

AR ERNT, KIOBRRZFIECHE L 72, WKOFTHEZIZA 7Y 2 —&%
Awi:., 7880 EIL TR TCEZEFHI T TfTo 7.

3RFTROT ANA +EIREARDAR

3RTERT T AL A FRIBRA E LT L 72 MAPBL VAT S & UF MAPbI, sClos TR,
KITIBR 2 FIETHFHE L 72, methylammonium iodide (MAI ; 99.0%, HE LK T3) B &
OF Pbl> (99.99% trace metal basis, HFIRILEKT3E) #WEEL 1:1 OFIETRAL, YA F
VA NVEFx Y K (DMSO ; super dehydrated 99.0%, &7 4 /v AFIDGHIZE) 1S9 C
1.3M @ MAPDL: K & SR#L U 72, [AREIZ, MAI & PbClL(99.5%, HEILERT¥) 3L O
Pbl, % BBl 3:1:4 DEIE TRA L, DMSO IZVEfES 9T 1.3 M O MAPbI, 5Clos VAR
FHE LT FRZFNORIERERIZIE, 0.2 M O NH4Cl (99.998% trace metals basis,
Sigma-Aldrich) Z¥RINAf & LCThnz, ##FE ANTRIC, HE 60 °C, [BIFHEE 150
pmIZEES NI A Y N TV = MIXTAF v I A X =T =% VT 4D R L
7z.
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BIE IRTRUTAIA b EADT Y TV —FEREIZL S
Ruddlesden-Popper #H 2 X767 2 & A+ O EL[A 1]

n=102RXTROTADA +AIREBROFAR

2 R eRua T A4 FETBEMEOa VLT v E LT vE=Y L ELT,
propylammonium iodide (PAI ; 97.0%, HRIF{UAKTIZE), isobutylammonium iodide (i-BAI ;
97.0%, B EAL B T.2%), butylammonium iodide (BAI ; 97.0%, 3 &b Jk T.3),
pentylammonium iodide (PeAl ; 98.0%, HE{tFT3), hexylammonium iodide (HAI, Sigma-
Aldrich), octylammonium iodide (OAI ; 98.0%, HE LK T.3) ZH Wiz, NEEEH n=
1 D 2RXTRu T AH A b OFIBMEAEKIL, I VL7 VX VT VE=Y AL PO, EWE
B 2:1 TIRAL, DMSO IZHRS T 1.3M OWIR &R L7z, Bilk@AsERIzIE, 0.2
M @O NH,Cl It & LTinz, WEEFE Aniiiz, #\E 60 °C, [FHHHE 150 rpm

WWHRESHTARY N V= MIRTAF v I AX =T —%HWT 4 B EEH LT

nz22®M2RFTROTAHA FETREBROFAR
n=102RX5Ra 7 ZAHA b OHIEMEER E MAPPL ISR ZIRAT22&ETn = 2
D2RKIERT T A DA FHIBRARERERE LT, n 2 2D 2 GRa 7 AL 4 b T
EHGAEEEORAH PR LT n DfEE, BEN 2 2 RKTGRU T AL A FERD n D
EIZBTLd—BL LWV, BT, n=1 D 2 XRu 72D A + DEIBRAIATR &
MAPDL VR 2 AR 1:n—1 OFIETRA LTERIZBEWT, BEL»SEH S TN
HRE R DT % <n>TH T

SUATILFILT O EZT LBROFAR
3IRTLRETAHA ~ EAD2RTGRU TR DA OB ICAWIza vy v vy
VEZVLERIE, ENELOI VT NFNT VEZY LT 2-7 08 — )V (IPA;
Super Dehydrated 99.7%, &7 A v AFDGHIER) ITER S5 2 &L CIRBLL 72, BfgS
5 RIE, WEEFE AN, BE 60 °C, HIENERE 150 rpm IIERES NLT2FAy b 7V — b
N=T72F v 7 XE =7 —=%HT 1 KHEM BB L.
3.2.2 FARMERGE
3RTTRU T AU A MEER G2 KT8,/ 3 RuEEE SR F RS 2 HiEE LT,
—HFSBHETH NN —a— MEEFHW, N—a— MEICLZBETIE, sy T
V— b BICEREZREL, EREICGRESRI:a—T 4 78— (0OSP-00, £ —T A Y
—YATALTARXI V) ITHEREREEE L, 32— T 1 VY I N— & —ERE TR
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3.2 EBRAE

BT 22 LIck D EELE T 2. N—a— MEICX 28R, K 33 10RTAN—a
— MR T X DT o Tk

33(@ Da—7 4 I N—FEBHN—a— MREETIE, a—FT4 7N
EED X AT —DIEESNTED, X AT —YOEEHEL 77V RE—
A — (BXM230-10, &V =¥ X )vE—X—) QEIEHEHI 7 —Y) —pEESINTWS. %
NENDT—) =% VAU MIEDEREL, 77V VAE—X—DEEE X AT —Y

WEBEZTXAT—VEREI S, a3—T 1 v I N—%—ERE TR L.

X 3.3(b) ODERAT —IEBERN—a— FVEBEEE T, a—7 1 Y713
AT =PI TCHEESNTEY, Ay v 7V —1F (PHI21, MSA 7 77 k) —) % [&H
ELT:T 7 F ax—&— (LX2001CP-MX-B1-N-200, I XA 3) 7 7Y VRAE—X —
(BXM230-A2, VYV Zv R VE—X—) ITHFE LT, 77V VAE—X—DEERIZ X
T Faz—R—%ERBIESRThy b SV — b BAKELHAENIC—ERE TR L, X
IZa—7 4 Y I N—%—RFmIcES L.

Coating bar

Coating bar
Substrate

Hot plate

Vee belt

N\ Actuator

Pulley

(@ (b)
33 N—a— MUFEE 1) a—T 1 Y IIN—EBHEE (b) EBIRA T -VER

AU

2 KT6,/3 RookEfErEE i, X 34 1IR3 2BEONN—a— NETHERS NS T
27 VN—a—MEIZIOER L. T 1EREEONN—a— ML) 3RTRu 77X
A HIBEEIROWIRZTERK L, IR Z NS 2 2 L T3 RmRu 720 A Mz
G72. FRS 2BROERDEE L 100°C £ L, HHEFEED 100 °CIZERE L 724k v b
7V — b RIZ10DHEES 2 2 L THEBED DMSO ZHES 7. a—T 4 Y 7 N—=D
FHEEEIE 1000 um/s & L7z, F7eEERET—T 4 ¥ 7 N—OIZIE 0.7 mm OZER%E
BTT. W, 2BEEON—a— b TRIVILT VIV T ST AR E 3 KT
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BIE IRTRUTAIA b EADT Y TV —FEREIZL S
Ruddlesden-Popper #H 2 X767 2 & A+ O EL[A 1]

RO TAHGA b ETHSILIz, N—a— MEOEFIREIZ R °C, I —T 4 ¥ I N—D
RS E L 1000 um/s & U, B E a—F 4 > 7N —=DITIE 0.7 mm DZEFR % F% 1T 72,

BT 2BROFERE LTES 0.7 mm OF 7 AFERE AWz, ERIEZ oo kvi,
TNIVEER (a2 ) —> 56, 7 vy F{LEE), ZEKBLF2-7Fo,)—vT
10 B ERIEEL, UV Y v 27 Y —JF— (UV253, Filgen) 12L& D 10 24 V> ¥
H%1To7z. Z®D1%, PEDOT:PSS (Clevios P VP Al14083, Heraeus) % 3000 rpm DEE T
A¥va—+35ZEITLD, K% PEDOT:PSS THFE L7:. F\W7z PEDOT:PSS i
AV TVYT 4 VE— (25CS045AN, 7 RNV F v Z) IZEDiEEL, A¥va— ik
X 140 °C ITERE L 724 =7 v T 10 AR —F v 7 & (T o Tz,

’w Coating-bar

~~ Butylammonium (BA)

< < Methylammonium (MA)
M [Pl octahedra

0 ' W1 [2D perovskite
M 7

[3D perovskite precursor solution| vv.}AvAvN! N ! - o -
i EEEEmEE X
-‘ 4‘ O N
vIV.W.M.N 3D perovskite

Glass substrate

34 TaT7WN—a— FEIZX D 2RI,/ 3 RoutEEE ERVER o HERX

3.2.3 FHlAE
VEBL L - O WiEAEE £ 72 X REERE Y 2 v b — BRI EEE 7S
(Scanning Electron Microscopy : SEM) (S-4300, HIZBAERT, & 721% SU-70, HIZBAERT)
X DB Lo WIEOUOLE L, SO THRELERT (UV-3150, BEEAERT) 12X D
HWEL. 7, BEOMKEZ T b Ve L —F — (IBEAM-SMART-405-S,
TOPTICA Photonics), 7025 (TRIAX 320, Y35 8AERT) 35 & OF CCD #iHHi#% (Symphony,
YRS ENERT) %0 2 72 RS BIBEMEE (OP-LR-1, £ 7 b % 2 —7) 12X DJIE L 72 JE
B BEIAEIEE L 404 nm TH 5. WIEA T N VIE IR & ER 2 5 AST S
% Bottom-PL JlI7E & Ru 7R 4 EEREM 2 5 AS S 5 Top-PL IE % i L 7z,
KR THW S Ra 72 A ~EEIZIER 400 nm 1231) 2 TGRSR S <, MAPbI;
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3.2 EBRAE

T 105em IZET 204, 2D 728, Bottom-PL JlI7E D& X IR AT T, Top-PL
HITE O & (I EER TGS TR O KIS BRIN S s, 207, FRFHEIEED
HO 3 & CEBEREILFZOF LXK L CHIETS, 205 DHDEA RS M Vv RS
% Z L CHEEIE O DFHE C & 26182 11114,

2 Kot/ 3 ROGEEHEEEE T O 2 XouRu 7204 b OREANZOW T, HUNMEA
IR A X AREGEL (GTWAXS) ¥R1T & D 5l L 72. GIWAXS ¥E TR IZELlR 3 2 3 fEHH
DEE Z W TRIEZ{To 72,

BRI %2 € > X — (SPring-8) @ ¥ — A 7 A ¥ BL40B2 1ZHWT 2 RItiH
#% (Bigar2 S 500K, Dectris) % F\\TC GIWAXS JHIGE %47 - 72, AS X #RITIF S X
AV (& 0.1nm), X MO ASTAIZ 0.26°, 3k EHMHEEE TORS1F97.78mm &
L7z 2 KOCHHHEE DA & S13 77.1 mm X 38.4mm TH D, EFEHUT 1028 pixel X 512 pixel
TH 2.

F 7o, XREFAELEE (FR-E, VU7) &2 Xuitiss R-AXISIV, VF727) #HWT
GIWAXS HITE# 1T o 72, AH X ##121% Cu Ko 2 (5 0.154 nm) Z# v, X RO AL
1% 0.20, B EMHHERE CORSIZ300mm & L7z, 2 RIGHHERD K & S13 300 mm
X160 mm TH D, HEZFELIE 3000 pixel X 1600 pixel TH 5.

S 51T, 2 RIeMHE: (HyPix-3000, UV &'7) %{Ez -2 HEI/KFE L B X SREHT
HEE (SmartLab, V) &' 7) ZHWT GIWAXS HIE%1T- 72, AS X #4121 Cu Ko 3%
v, XAROASAIE0.2°, kLMt E TORSIZ65mm & L7z, 2 Rut#Ro
RESIZ77.5mmX38.5mm TH D, HZEHIL 775 pixel X 385 pixel TH 2.

3RTWRE T A A MEEB X O 2 KomRra 725 A EEO X #REHTHIEIZOW
Tl%, 2EBIKFES B X #REITEE (SmartLab, V F27) ZHWTTo 72, JIEIX
Yy Fv—va VEMEBERE AW 2000712 X DTV, AH XBRITIE CuKa 7% AW
7z.
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BI3E IRLRETAGA b EADTF vy TV —bElEIZE S
Ruddlesden-Popper #H 2 Kot a 72 7 A + O ECFAHI{E

3.3 2)X7t/ 3R TIREBHBEZRDMERE - REP &£ HE2HMH

3.5 12 PEDOT:PSS W& 12N — 2 — METER L 72 MAPbL K, 3 X C1ER L
72 MAPBL ¥R I2X L C, JBE 100mM O BAIVARZ N—a— 3§52 L2k DIERL
722 Rt/ 3 RouMHEERHEEEOKE SEM B e /R3. MHEE TR L IZHEE
PEDOT:PSS, ZREAT/RLUTZGE R0 72 b A NEEETH 5. 2 Kot/3 R ERE
DOWiHE SEM B TH 5 3.5(b) TIE, 2XmRa 7 AH A b E3ZRTRAETAHA bD
HIPNEARFIBETH o 72, Wi SEM B2 b R b 5 L 2B 1L MAPbL; HE, 2 Xot,3
RGHEEREEER L 12400 nm BRETH D, BAIBKEZNN—a— 3252 LITL B
BOZENZ T h ol — A TEEOREING BAI iR Z/NN—a— b3 2 EI12LD
Z LTz, 3.6 12 MAPbL [, 35 X CEE 100 mM @ BAI YA & MAPbL; % T
VRS 72 2 K06, /3 Kouta)E g IR O i SEM 427~ 3. MAPbL #E T, RO
DU CFH G RERIE S N Tc 0I5 L, BEBEER XL MO RO 6 &
DINT:REIRE SN, BAIERE N—a— 3252 L2k, EEORERIRD
ZL .

(a)

3.5 (a) N—a— MEIZX DIEELL 72 MAPLL 3 & OF (b) MAPbI; R ICEE
100 mM @ BAI V&R % /N—2a— s UTYERI L 72 2 RoT 73 RoctE @G v
Wi SEM 15
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3.3 2 K6,/3 KT JE I I o Wi T i s - SRIEE IR & et

3.6 (a) /N—a— MEIZX DIEE L 72 MAPLL 3B & OF (b) MAPbI; R ICEE
100 mM D BAI VA % /S — 23— b UTYERLL 72 2 R0t 73 RIGtEEfSEEE O
ZR1H SEM

3.7 (a) 12 MAPOL; B, 35 & CHEE 100 mM @ BAI & & MAPbI; % A C/ESL
L7z 2 Kot/ 3 RICHEEBEEBEOWRINA R M VERT. 37 () I2BWT, HE
780 nm % WU & 2 KDL MAPDL 12 S 5. 2 D MAPbI; HSROREE 1,
2RT6, 3 RO EREE R ER T 5 LD LTz, —HT, 21003 Kook EréEEikc
1%, P 560 nm VT IZ MAPbL; 123 L 2 WIRIR Y — 27 2356 LTz,

W 560 nm OWRIN Y — 27 DICEZH L 22T 5720, <n>=1, 2, 3D 2RKjkRua 7
A HA N BAMA, . Pb Ly /8 —a— FMEIZE DIERE L, TINARZ b VvERIEL 7.
3.7 (b) 12 BA;MA,.1Pb, I3, DRINA R b V% RS . <n>=1 TlE, LK 510nm I
1 20— 25501, <n>=2 CTIEHE 560 nm & 610 nm, <n>=3 TIEPE 610 nm &
650 nm 122 DD =27 BB LTz, <n> =1 O%E, MEEUE BAPMLTH D, 2Kt
RO T AH A MiE BAPOL DA EN S, Lzos- T, #HE 510 nm ORI — 27 1%
n=1DBAPLTHSL LEEZLNS. —HT, <n>=2, 3DHFEIX, 2K TRu TR
4 N BAPbL & 3RTERT T A S A F MAPb; % 1:n— 1 IZEBALIEAYMTH D, &
WRHHFOFIIETH 2<n>E 1ZR L 5 n OEEZFRFO 2 XTGRT TR DA P LIS 1
%. n<5 @ Ruddlesden-Popper 2 2 XITL_RE 7 A A F TlE<n>Z&FE LW n OEZHFD
2RTERUTAIA DR ENRLT WD, <n>=2 OWINART F ViZB W TG
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BIE IRTRUTAIA b EADT Y TV —FEREIZL S
Ruddlesden-Popper #H 2 X767 2 & A+ O EL[A 1]

FE DD E W IER 560 nm O UZINDS n=2 @ BAMAPbyl;, <n>=3 OWRINARY kviz
BOWTEIE DD m O EER 610 nm OPINDS n=3 O BALMAPbsL0 DRINTH % L&
zZbhd, 7z, WE 650 nm ORI, n=4 © BAIMAPbI ICHRKT 2 EE 2 LR
3.

2 Rt/ 3 R EREE I B 2R 560 nm ORI — 7 13, 3.7 (b) D<n>
=2 lZBVWTHELND BAMAPhL; ORI —27 L RnwW—F,%Z/RL7:. L72Ho5 T,
MAPbl; T BAI Bz N—a—+$ 252 L2k ), HEFD MAPbL, O —f A
BAXMAPH; IZEHE NIz L EZ LD,

ST " 5 —
— pristine
(@) — w/ BAl (b) I
41 4 |
8 9 i\ N
% 3} 2D 2 3t
£ n=2 S Il 1
o 1 5
(/2]
2 22t 1
2 < i [ |
1+ | 1t 1 1
| 2D n=1\ 2,
L L ] L 1 1 0 1 L 1 1
800 400 500 600 700 800 900 300 400 500 600 700 800 900
Wavelength (nm) Wavelength (nm)

3.7 (a) MAPDL; I IZIBEE 100 mM O BAI VAR % /8N—23 — b L CHER L 72 2 o6/
3 RTCHEREEER ORI A Y h v (b) <n>=1,2,3 D 2GR0 T AU A

;N BAYMA,..1Pb L3, DRI A R v
MAPDL; R IZIRE 100 mM @ BAI %2 /N— 2 — b UL THER L 72 2 Kot 3 RooiE
EEEEOHEN AR hVvEK 3.8 (a) 1ITRT. KFOEBEA RS M vk, AR b
VIR D 1- ®, ¥ — 27 O KMETHAEAL 1T o 72, BALIRE 100 mM TYER L 72 2
RIG,/ 3 RIGIEEREE EHIE D Bottom-PL Tl, & 780 nm [TiEI2 ¥ — 7 ZFoOHEG A
RZ S PEL ATz [ 3.8(b) 122 K003 XItEERE R D Bottom-PL & MAPDI;
DHAARY v vEIRT. EEMED Bottom-PL & MAPbL; DHE A RY b vid—3T
52 Ldb, 250,/ 3 KBRS IR O ERAE A ILIL 3 ot 7204 F T
S Tws EEZ NG, —F, 2 Kot/ 3 XuEEMBEEIRD Top-PL TlX, &K
580nm, 620nm, 655nm IZHJE Y — 7 23, IR 700-800 nm I Bottom-PL & FLEZ L
TTN—v 7 bLTzEDGE — 27 M55 Tz, 3.7 (b) @ BAMA,.1Pb,ls,1 DRI A R
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3.3 2 K6,/3 KT JE I I o Wi T i s - SRIEE IR & et

7 bvEEET 5 &, PR 580nm, 620 nm, 655nm DHIEY—T X ENEN, n=2,
3, 4D 2RI TAGA MITHET 2 ELFEZ NS, £z, K 700-800 nm D HOM
=71, n=4 XD dNYFX vy 7D/NEWVpn = 5D2RKTCRAETAIA FBLO
FE2RuRu T AL A MIHET 2 EEFZ LN .

2 KT6,/ 3 RIGHEEREIEE DRI A R 7+ VHIZE T n =2 ® BAMAPb,I; A4 D B
WL — 27 BFEE L LD o T2 b3, HIEART N VHIED Top-PL TIE, n=2 OHN
=27 DAMNID, n=3, 4 DEEE— 7G0T, HOGARZ P VIEIZB W T n =
3, 4 DHIC =7 PBONTFERE LT, n DFEO/NS W2 XTGRT T AL A b6 n
DIEDOREWV2RITGRE TAG A DT OBEIEZ LMD, 2 KTRu TR D
A ME, n DEIVNEWVIFENY RX %y TBKREL LD, 201D, n OHEIVNE WV
2RJuRa T A A NTHERS Nt Fid, S RFXy v 70X D/NEW, Thbb
n DEMRRKE W 2 XTRE T2 A A MIBEILI:OBITHEGE L TR o144 141 &
HZRZ S AMHETIE, 2 Xt/ 3 RoEEBEEEDICSEICHFES S n=2 O
BA:MAPb,I; THifE & N7zFIe FD—EBINY KX v v 7O/NE W =3, 4 % EIZEE)
L72DOBITHGLTAER, n=3, 40— Fonl:tFE 2603, Lo
FOBBOHEDLL, HHEARY M VOREHIFEREP TOFEEHIEGEERL TV R,
T7z, WNARZ bVHIBIZBWTCn=3, 4 DN =7 BFELLNI E»DL, n=
3, 4D 2R TAHA FOFEEEIER, n=2 LHEEL TN WEEZLND. £
72, n=1® BAPbLy DI & DR L TZEF23n = 2 D 2 XKom_Ra 7A G A b
IBEILTHRNT Z2ILdEZLNET2O, HNHEC— 7 IFEL LW =1 O BAPbL
DERPICEET 2BV E Z b D,

P EDOBINARZ b VRIE E#HIEART M VOFERD &, FER L 72 2 Kot/ 3 Kook
JEREEIR I, FEBAEM T MAPDL, HEEREMCEEIT =2 D2 KT 72
A4+ BAIMAPbL; THERL S LTHB D, 3RCRu T A4 & 2 XmRa T A A A b
TH- LHERBEIMERTETVWE Z L0 Tk,
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BIE IRTRUTAIA b EADT Y TV —FEREIZL S
Ruddlesden-Popper #H 2 X767 2 & A+ O EL[A 1]

1.0 1.0
z | @ z | (b)
5 0.8k — w/ BAI Bottom 5 0.8} — Pristine
g —w/ BAI Top g —w/ BAI Bottom
& &
20.6 206
=04 04
8 8
€02 g 0.2}
2 2
0.0 L 1 0.0 1 :
500 600 700 800 900 500 600 700 800 900
Wavelength (nm) Wavelength (nm)

3.8  (a) MAPDL; FEIEIZIBEE 100 mM O BAI VAR % /8N— 23 — b L CHER L 72 2 o6/
IRTCHEEREE B O HIE X RY b v, (b) HEERHE EE D Bottom-PL & MAPbI;
BIEOHNA =T~ VD B

MAPbI; B IZ BAI VAR Z /S — a3 — b L CHER L 72 2 K063 Koo B EE IR O %
WA 7 N vD BALEEHREEZX 3.9 () 12RT. BAIEEZBEINS Y 512 L0555
T MAPbI; HSEDWOGE AMET L7z, BALJREE 200 mM Tldk MAPbIL; HE O TILIETE S
N, 3R T A A MEREED 2 RTERT TADA MBS EEZ LR
2. n=2 @O BAMAPI; IZHIZE 3 25 560 nm 13T D WU I BAL JEE 4 mM CIIFETE
Lu2o722%, BALIRE 20 mM IZBWTHEOEE2ERL, BAIREN S K5 i12o0
TR BAIMAPDI; ITHK T 2 WIMUT K E < Loz, F7z, BAIEE 100mM B X U 200
mM T, n=3 O BAMAPbsl 1o IZHKET 2K 610 nm 128\ T RNEE AL 72,

MAPbI; & IC BAI R % /N—a— b+ ULCTER L7z 2 XJt,/3 RoeEEREEED
Top-PL @ BAI{EEEREMEX K 3.9 (b) IZ/RT. BALRE O E> T, #E 700-800
nm QHGEE =7 X7 v—7 b L, BREO BAIEKREHWIEAETIEr 2 SO2XK
TERUOTADA MBLOEE2 RTGRa T AL A bR END Z Lot ETe,
BAI {2 OIS T, n=2 O BAMAPbI; IZHE T 2 E 580 nm UE DA GHRE
DIER LTz, BALIEE 4mM O%6, 2 X0 720 A MIHEK ST 2 AERHG Y —
I OMEONL o T:DITL, BAIEE 20 mM D54, n=2 & n=4 HEOHN Y —
7295564, BAIEE 100mM Tl n=2, 3, 4ICHEKRT 2EGY—27 2B L0l 2
o DOFERIT BALBEIVKE LTRSS L 2 XuRa 724 A b OJ\EEEE n
ZAt L, BALRE O E> T n OEI AT 2 2 L 2Rd. BAIEEIEREF L2\
HRER n OZACIX, 2 KTT_a T AU A b EEMEMEI O BAL £ 3 Xt 7244+
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3.42 K50,/ 3 RcEER#EER O 2 Koo_u 7 2 H A4 ~ OFECH I

BIBRAEAT LD MAT OB RN LR TE 5. 3 X RT T A DA b H 5 2 KmRu
TAHA P ~DEHIL, BAI & 2-70/8 ) — VIR ST IRIRE 3 RXT_u 72 W
4 FEBEORETIE Z 225, KRETIE 2 XoRu 7244 MEiEEE BAL I LT 3
RKuRua 7 A4 A MEIEME MAT OFIEBRKES V. 20728, 3 XomRu 72D A MC
WV, TubL/NEEER n OEOKRS W 2 KouRa 72 h A4 s kS s, —F
T, BREETIE3IRILRE 7R 4 MHIERAE MAL 12 LT 2 XouRa 724 4 bEiR
R BAI DEIEGKREL LD, n DEINEWV2RITERT T A LA "B LNT EEZD
nas.

5 1.0
— Pristine (b) — Pristine
— BAI4 mM —4 mM
4r —BAI20 mM 208 —20mm
o — BAI 100 mM g — 100 mM
e 3t — BAI 200 mM ~os}
§ £
S >
§ 2t 3 04
2
£
1 0.2}
0 : L . : L 0.0 .
300 400 500 600 700 800 900 500 600 700 800 900
Wavelength (nm) Wavelength (nm)

3.9 MAPDL; B BAI ¥ % /8N — a3 — b L CHER L 72 2 Rot73 RouHE e
JED (a) WINARZ s vD BALREMKFMEL (b) 2 Xot/3 RIuit)E i iR
D Top-PL @ BAI JEEERIEM:

3.4 2)RJT/3IXRTEBBIER D 2)RTTROT R A4 DS [ 1

2 Rt/ 3 RouEMEERF O 2 Koura 7 AL A b oAz #3272 91,
GIWAXS & W7z XREHTIE X T o 72, 3, 2 RuRu 720 A b #FH 5 2 %
DTy FU—=1rDIRTGRE T A G A L LTHWI MAPbLsClos 35 & TF MAPbI; DR
) % 2740 U 72. GIWAXS 438 & 08 20/0 312 & DI U Tz XEREF /S &2 — v %X 3.10 (2
RT. X 3.10(a) D MAPbI,sClos D GIWAXS 4 Tl, MAPbL; @ (110) O RHIFEIZHH Y
35 0=100nm" 1ZBWTC, ERENSFICHEKEZ RO LRI ™ME 6 7z 72
2L, QEEHTRZ M voHiETH D,
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BIE IRTRUTAIA b EADT Y TV —FEREIZL S
Ruddlesden-Popper #H 2 X767 2 & A+ O EL[A 1]

Q= ’Qxy2 + QZZ (3.1

THD, £12, (O, 0.) = (0, 11.0) 1T MAPbCl; FHRD[EIHT 15 5 721146, MAPDLI; &
MAPHCI; 13RS ZFERK L 20\ 72 &U47 14810 MAPDI, sClo s AR T % MAPbI; & MAPbCl; O
RAEIS L2 25, IBA Y & EEH TIZ MAPDL 25320 & 7 5. GIWAXS & D,
MAPbI, 5Clos FEFE T lZ MAPBL; DFES AN [110] 23ZARE AN )12 X EHIICEEM LT
220y hoTz. —H, K 3.10(b) ® MAPbL; D GIWAXS 4TI, (0, 0:)=(7.1,
7.1) IZMAPbL; D (110) [BI#7 255 & 317z, GIWAXS 7% % F W 72 XAR[EIHTHIE C 1% Missing
Wedge DFZEIZ X D, (200)/(112) OHEMBITHE T 2EIFA Ry MIBL L d - 7.
Z2°C, 2000 FE v X FREFTHE 21T o 72, 20/0 317 & DHIE L 72 X AREHT ¢ £
— V%K 3.10 (¢) 1TRT. 20.0°F & T8 40.7°12 (200)/(112) B & TF (400)/(224) D [k
YT 2T — 7 M5 6 4, EAREAN S NSRS SR E S AL [200], [112] H33CECHYICET
MLTWa ZEphoriz. UNTIE, FE L 72 MAPbLsClos Bl S & OF MAPDI; % &
T ZFNZE R (110) Ei[i MAPbILsClys S 3 & OF (200)/(112) BLA MAPbI; HE & BEFR 9
%.

1000

@)

(c) 400 /224

©
o
o

<+— MAPbDIs
«— MAPDBCI; 110 200/112

S <= MAPbI; 110

600f 200/112

EN
o
o

Intensity (arb. unit)

¢ <—— MAPbI; 1104
200

0 -
10 20 30 40 50

0 5 10 15 20 0 5 10 20 26 (d0g)

Qyy (nm") Quy (nm")

15

3.10 (a) MAPbIL,sClos #EIED GIWAXS 4, (b) MAPbI; R D GIWAXS 5% X OF
(c) 20/6 12 & D HE L 72 MAPBL IR D X AREIFT/S X —

(110) 2™ MAPbILsClos ¥R S & OF (200)/(112) B MAPLL O X o v ¥~ 7
B — 7% 3.11 IZ/RT. MAPbIsClos HRIT (220) HEITHY T 2 [EIHTA 20 = 28.45°,
MAPbI; EEIE (200)/(112) FEIZHE S 2 [EHTA 20 = 204512 B W THIEZ{T o 72,
3.11(a) ® MAPbLsClos D X fia v X 70— 7132 00— LIRS N TE
D, ZNZFNDOE—7 OFfHIEN P ELE L2 70— R ¥—2rpFonl.. —AT,
3.11 (b) MAPbL D X R v ¥ v 70— 713 1 2D ¥ —7 bk S i, EIE
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342 K50, 3 RockEEREE T O 2 Koo_ua 7 A A + OB

LOCDRAR T v — 7 M55 iz, DLEDFER D25, MAPDLsCls B & L L T MAPbI3
EEIXESWE MR R LT,

2000

1800[(
_ 1600}
E 1400
£ 1200
<. 1000
8oof
600}
400}
200}

ol . . . 0 -
0 5 0 5 10 Aw (deg.)

30000
@26 = 28.45 (deg.) (b) @26 =20.45 (deg.)
25000}

unit)

20000 |

15000

Intensity (arb

Intensity (al

10000

5000

3.11 (a) (110) BE[A MAPbLsClos @D 20=28.45°12 8517 2 XMoo v * v 70— 76 &
CF (b) (200)/(112) B[ MAPbL; @ 20=20.45°12 8517 5 Xfa v x> 70 —7
3RTTRU T AL A MEEIZ BAl TEREN—a— 1352 LITXDELNT 2 KT
/3 ROGREEREE IR LT, GIWAXS % v X REFHIE T - 7. K 3.12
12 (110) BEMA MAPDILsClos 3 & OF (200)/(112) BEE MAPDI; % FwWCYER L 72 2 Kot/
3 RGBS D GIWAXS % /R3. 72, GIWAXS Bh 6B 5 NTEHTA Ry
N OEERE LIS T ZREIFTRZ b VORMIME Q0 3£ 3.1 L3 32 1TR7. (110) fiEM
MAPbI, sClos 112 BAT ¥R % /N —a— b L CTYERIL 72 2 OG,/3 RoufEEEEIK T
1%, (Ou, 0)=(0,2.4), (0,3.2), (0,4.8), (0,6.4) IZ[EIT¥—27 BEL NIz, £z, (200)/(112)
Fi[a MAPBL; iz BAI VAR &/ N—a— b L CTER L 72 2 ot,/3 Koo EmiEEE
1E, (Qw, 0)=(22,22), (0,3.2), (4.5,4.5) IZEITARY F2EFLNT:.
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BIE IRTRUTAIA b EADT Y TV —FEREIZL S
Ruddlesden-Popper #H 2 X767 2 & A+ O EL[A 1]

»

=1 m<— BAMAPD,|, < 7 BA:MAPb:l|;
"h &= BAzMAszslm -

A

10 10

Qy (nr?1'1) Qqy (nr?ﬂ)

3.12 (a) (110) BE[A MAPbLsClos 3 & OF (b) (200)/(112) ECM MAPDLI; IZIEEE 100 mM

O BAI ¥R E/N—a— b L CHERIL 72/ER L 72 2 Rot/3 RoutafEfgis o
GIWAXS 1

3.1 X 3.12(a) D GIWAXS GDEFT ARy ~ QFERE & [EHT <27 b v OHRE O

Peak number O, (nm™) 0. (nm™) O (nm")

1 0 24 24
2 0 3.2 3.2
3 0 4.8 4.8
4 0 6.4 6.4

32 X 3.12(b) ® GIWAXS BDEIHT AR v b OEFZ L EHTFXZ b v OHHE O

Peak number O, (nm!) Q. (nm™") O (nm ")
1 2.2 2.2 32
2 0 32 32
3 4.5 4.5 6.4

3.12 O GIWAXS TR O L EHr ORIE 2 5 22129 2 720, 2761 T A%
4 » BAOMA,.Pblsp /8N — 2 — FEIZX DVERIL, 26/6 & T XARETE 217
> 7. 3.13 12 BAOMA,. P, @ XAREIHT € X2 — v % /RF. <n>=1 TIEXHEMHFE 13.8
AITHE T 2 6.40°D[EIHT AR SN, ZOHEMBIE =1 D 2RXIGRa 7 A4 4 + BAPbl,
O\EFRBM OEMICHEK T 2 LEZ LN . <n> OEZEMNS € 212> TR —
ZIHMEAMIZBEI L, <n>=2128\\T 4.50°(19.6A), <n>=31285\T 3.42°(25.8A)&
Kotz TRHLDEHTFE—21E, n=2 D BAMMAPbI; 3 & IF n=3 O BAMA,Pbsl,, DJ\
HAEMOEBICHRET 2 LF 261 5.
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3.42 K56,/ 3 KoeEE#EE o 2 Kot_a 7 X h A~ OFCAHIE

3B DETE =7 o/ o NT& 2K Ru T 2D A b OEHTA 20 LHEKEREJ B
L CHMHBICYIE S 2HELRZ PV OHHE 0 OfEZFER 33 1TRT. ZnkD, 0=
455 nm ODEFTE =271 n=1 ® BAPbL,, 0 =320nm™' DEPFTE—71F n=2 @
BA;MAPbyI;, Q=2.43nm™' DEHTY— 71X n=3 ® BAIMAPbslp 1263 5. F72, O
= 6.38 nm ! DEHTE— 2 1% BALMAPbL; @ 2 XO[EHT, Q =4.83 nm ' DEHTE— 271
BA:MALPbslio D 2 RDOEHTTH 2 EEZ LN 5.

% 33 OG5, 3.12 (a) D GIWAXS H&IZB T, (O, 0:)=(0,2.4), (0,3.2)
DEHF ARy MEZ N Z 4, BAIMAPbslo 3 & OF BAAMAPbI; O J\TEAE O B HE D
FrChHsEEZLND. FT2, (Qu, 0)=(0,6.H)DEIFT AR v kit BALMAPb.I; D 2 K
DEHT, (O, 0))=(0,4.8)DEIFT AR v b iZ BAIMAPbslo D 2 XDEHTTH B EEZ 5
s, F1z, 3.12(b) @ GIWAXS BIZHB T, (Qn, 0:)=(2.2,2.2), (0,3.2) D[EIHT X
AR v ME, BAAMAPboL; O— XD [EIHT, (Qy, 0:) = (4.5,4.5) DEHT AR v +id BA;MAPbL
DZROEHFTH L EEZ LN D.

INXD, GIWAXSHIEIZ & D 2 K703 RouEEERT © 2 XouRa 72X 7 A
FNEKROEIFTZHE 2 2 L3 TE, GIWAXS ECTHIE S vz HEEREIE TIE,
MAPbLsClos 12 2 Rom~_ua 7204 ~ Z{F# L 72354 BAMAPhL B & O
BA:MA,Pbsljo 25, MAPbI; 2 2 XJtRu 72 4 4 b #/ER L 72354 BALMAPD,L; 233F
RS ND Z LMD o T,

3.0
:‘5 <n>=3
g = J\
o
J20
2 <n>=2
2
3 15} AJL
£
B 10
E‘ <n>=1
©
€ 0.5}
o
=z
0.0

2 3 4 5 6 7 8 9 10
26 (deg.)

3.132 X760 7 A4 4 F BAsMA,.1Pb, L, AR D X AREIPT S &2 — >~
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BIE IRTRUTAIA b EADT Y TV —FEREIZL S
Ruddlesden-Popper #H 2 X767 2 & A+ O EL[A 1]

% 3.3 BAMA,. Pbyl O X FREHTHIED LS NI 2 KR u 7 A 54 FDOEFTA
20 LTI d B ISHIG T 2 8ELRZ b v OFfE O

2D perovskite 26 (deg.) d (nm) O (nm™
BAPbL (n= 1) 6.40 13.8 455
B 4.50 19.6 3.20
BAMAPD:I; (n = 2) 2 08 9.85 6.38
_ 3.42 25.8 2.43
BA:MA,Pbslio (n=3) 6.80 3.0 433

3RTCRETAGA b RIER L2 2 X000 7R 44 DA%, GIWAXS 5D x
a7 A Vvh LML, 72720
Qxy

x =tan ! —=

Q,
THY, y=0F Q.8 E, y=90°1F 0, i E%#FI. Z T, MAPbLsClys & HWViz2
RT3 RICHEEREEEE, MAPbI; % V72 2 Xo6,/3 XOuEEHBIEEEO W d
FIES % n =2 O BALMAPbyl; IZDOWTELA Z#HHi L 72. n =2 @ BA;MAPb,I; DEIHTIC

(3.2)

YT 2 0=32mm"1ZBT Sy 707 7 A V%K 3.14 12789, MAPbILsClos & W72
2 RIG/3 ROGHEEBEEED y 707 74 VT = 0EFICE—27 0885 R,
BAMAPb,I; D3SZEHUTK U CTRFIZEM L T\ D Z & »33d o 72, —5 T, MAPbL; &
W72 2 RTG, 3 RIGERBFEEEIRD y 70 7 7 4 Vi y=45°lc =27 BB ol 20
FEER 1T, BAMAPDL; 2R L CROICEALTWS Z EZRLTED, 3 KR
07 AHA MORANKEFE LT, BES N5 2 0Ru 7204 FORABIEL LT Z
EZRLTWS, $4bb, 2 KL/ 3 XuBEERET D 2 Xox_u 7244 + DEEM
1%, 3RTCRu T 2L A FORANE > THIH S TWE LEZ LS.

X 3.14 D y 70 7 7 A VOAEIEIL, MAPbL.sClos & FI W CYERL L 7- 58 @ i 13 250,
MAPbDI; % Fi W CER L 7 FEJEAEE Tk 4.3°TH D, MAPDL % AW 7 HEEREE D1 5 28
EWEHAMESE S e, K 310 ITRIED, 3 XomRu 7 A0 A PEEFIZEW TR
MAPbDI, 5Clos R & HLlE L C MAPBL B IZE WEREMEZ B L TED, 2 XKoo 7 X
DA NERFELLBIZZREZND 3 KoeRa T A A+ ORRAMEHIG] SftshrzZ L
DEETH 2 EFEZ 05, BRMOEL 2 3RXImRT T AD A b RITVERL 72 2 KouR
O7AG4 FORANEDLD ZE, BLXT 2GR TR 4 ~ORAMED 3 RKtRa

52



3.42 K56,/ 3 KoeEEi#EE o 2 Koe_a 7 X h A+ OFCAHIE

TAHA MUEET 22 E0 5, 2RTRT TADA MMIFEREEIZ 3 XTR0 TR D A
FeT 7 U—rELTHEEELTWS EEZLNS.

6000 12000

(a) (b)

5000 10000}
S 4000 S goool
8 3000 Glass substrate S soool GlEseSlbShata
2 2
@ ‘@
& 2000 & 4000f
< <

1000 2000}

0 : : : ; ; 0 : : : : :
15 30 45 60 75 90 15 30 45 60 75 90
X (deg.) X (deg.)

Xl 3.14 (a) MAPbI,sClos & F\N 72 2 R00,/3 RIuiEERE R, (b) MAPbL; W7z 2
Rt/ 3 RIOIEBREE B D GIWAXS D Q=32 nm ' 1285 y Fu 7 7 A v

2RTRUTAIA DA T Y TV — MEEIZE > THIES NS L 5IE, 3 KT

ROTAHA bE 2 RTERATAGA N OFERMTFOBRENEELERLE LD LF 2
bMd., £IT, 2XmRu T A4 MRIZHW2 2 v L7 vx VT VE=T LITE
27 NVEXNVEORESEET ST LI LT 2 RomRu 7RG A +OJ\EEEH O %
EHEL, 3RIGRUTADA N E2RITGRTE TR A b OREEAETF OREEE H 2 KouR
07204 M52 28R FM L. 22T, 2KGRu 725 A b O/\EAERERE
BEE 315 1R 2 K0 Ru T A D A b OFEREETFITBWT, JNEFEEBICN L TEE
FrOKTFHEECTH L. £z, 77TV —F D 3RIGRT TR I A T, MHRHDK
T3 EHICYS T 189 A 52 Kty TR U4 h OJ\EEKBREEH IS 5. 7272
L, BEREIFREOESRE 80 °C O&EMIZHWT, 3K 7 A D A NI &
THdELELT:.
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BI3E IRLRETAGA b EADTF vy TV —bElEIZE S
Ruddlesden-Popper #H 2 Kot a 72 7 A + O ECFAHI{E

Distance between
adjacent octahedral layers

3.15 2kt Ra 7 A0 A4 + OJ\EERBHEREDER EXJIGT 2 3 0Ra 720 A
N DFESASE T, RERITEAETERT

3.6 ITHWTz 20t Ru T AL A MEIEME L, BIBRE T W TER L Te<n>=2 @
2RTERU TAH A FEEO X MREHT X — v ERT. AFR LT RTOEET, n=2
D2RTGRUTAGA FHRDEIIFPHRDORES K ole. ZNEND n=2 D 2 KILR
a7 ZAHA ~O/\EERERIFEREIL 18.5A 205 247A kot

(a) (b) (c)
= <4— PAMAPb,l; = [¢— i-BA;MAPbD;I; = l€— BA;MAPbD,|;
g 185A g 194 A g 196 A
el Fe) . o
s S PA & Y\NH3 i-BA s A\ BA
2 = =
C c c
8 g J g .
= ﬂ = = h
5 10 15 5 10 15 5 10 15
26 (deg.) 26 (deg.) 20 (deg.)
(d) (e) )
N [€— PeA;MAPD,l, _ €4— HA,MAPD,l, . 4— OA,MAPb,I,
] 205 A Z 216 A z 247 A
=} =] =}
el el o
3 8 s
> 2 >
‘@ S~ ‘@ AN~ ? NN N
S NH; PeA 5 NH; HA S NH; OA
< = <
t A l " L L; A ,L N A N
5 10 15 5 10 15 5 10 15
206 (deg.) 26 (deg.) 26 (deg.)

3.16 (a) PAL, (b)i-BAI, (c) BAI, (d)PeAl, (e) HAIL, (f) OAI ZHBEK{AL L CrERIL
Te<m>=2 D 2RIGRE T AN A FEEO X FREIHT$ K —
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3.42 K56,/ 3 KoeEEi#EE o 2 Koe_a 7 X h A+ OFCAHIE

B 3.17 122 NZ N DRIEKKD 2-7 a8 ) — VIR & -l W CER L 72 2 ]Xo6,/3 Kot
FEEEEEE D GIWAXS R E R T. n=2D2RXTGRu 7 AL A FOEFTICERT 3 &,
PAI VR, i-BAI VAR E & OF BAI VAR % F W CHEEE L 72 2 Kot /3 RouiE S ©
1%, Q- oROHAIZEITIESL N, 20 Ra T A4 PRI L TWS Z
Lol —HT, PeAl TR, HAI VRSB X O OAL R & W TR L 72 2 Kot
/3 RoeHEEEEE CIX, Q- AMICERAEL N, 2 eRua T RS A b AR
i LTz, 2% 0, \EFEMERE 18.5 A @ PALMAPbI;, 19.3 A @ i-BA;MAPDI,
19.6 A @ BA;MAPbI; %(200)/(112) E2E MAPDI; _EIC/E# S 2 £, MAPbL; DECHEICHE -
TEMUTN UCHERIECT LU, \EEEHER 205 A © PeA;MAPb:L;, 21.6 A @
HA:MAPbI;, 24.7 A @ OA;MAPb,I; %(200)/(112) B MAPbL; _EIC/ER L 7235408,
MAPbL; DEC[ANZHED ST, FEABITXS U TKHITRCA L 72, MAPbL; DR O FHIE 18.9A
THH, 2R u 7244 ~O/\HEEFEERE & MAPb OM-T ORI & DZEEHIKR
S LERRRA O 2 XTRe T A S A MIERS AL oz, LIzd-T, 3R
RO TADA MERATY 7V —h & LTz 2R0Ra 7 A5 4 b OFAHIEIIE, 35K
TR TAHA ME 2 RTGRUTADA M EDHTORTOBESDEL L5 LEZ
bihad., —HT, 185A 25 196 A O/\HFEMEMEE T2 2t 72AL A k
BV TEMEAIELNT I L2 0, BLF05ABEORTRELEVEET 254
TH 3 RTRETAIA bEfRAET Y v —bL LTz 2 KL 7204 b OFEHAH
HHIERENDL Z LMD o Tk,
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FIZIRTRUTAIA M EADTF v —rERIZE 3

Ruddlesden-Popper #H 2 XJ6_u 72 & A+ O B[ 1]

r

<4— i-BA:Pbl,
PA;MAPbl7 i-BA;MAPD;l;

W ol ' 4 & 4— HAMAPD,I,

2 PeAzPbl, i HA,Pbl,
A B 4— pepMAPDsl | e MAoPbile

d I <— PeAMAPD;I; <— HAMAPb;I,
j <— PeAMAPDsl & ! HA:MAPbslio

5
Qxy (nm)

»
PP .

. JBAzMAPb:h

4 p 4— OA;Pbl,
<4— OA;MAPb;l;

5
Qxy (nmT)

3.17 (a) PAL, (b)i-BAI, (c) BAI, (d) PeAl, (e) HAIL, (f) OAI ® 2-7"1 /%) — VKK

& (200)/(112)FC[ MAPbI; Z W CYER L 72 2 ot 3 RIuHEEMEEEED

GIWAXS 4
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3.5 #&&

KETIE, 3RXTGRUTAIA b eFy Frv—F & LTkEREREIZEL %, Ruddlesden-
Popper fH 2 XIt_u 724 A + ORAGIEZRE L 7. (FRS N7 EEOEE % 3
L, 2R56/3 RIuGBERGETR O 2 Rot_u 720 A + OEHZ L7, AETHESL
NTENRZ LT ICER T 5.

I 3XTRu TAH A MEREREE 200 T A0 A NIRRT 2IFRFELZRE
L, 2 Q06,3 XouEiE 2 EH L 7o, FFRE NIBUEREE R, 3X0uRn 720
APEITn=20 2RO TAD A PPHEEENTWE ZEEWLRITLTL.

2. 2 RI6/3 RGHEEREEF D 2 KorRa 7 A0 4 M, (110) BEEmo 3 XooRa 7
A H A~ ETEAEIZEMA L, (200)/(112) EEMO 3 Xge_ua 7 RAH A b LR
WM 2sZLenmLic. $hbb, 20Ru 7RG A ~OREANE, 1FREHZT >
TV—1rEU%D 3 RURETAHIA FORRAIE> THIE S 2 Z & L 20T
L7:.

3. FYLV—MREIZX22RTRu T2 I A N OFRAEIENIZIL, 2 KT TR L
A hE3RTRUTZADA b EDROHETFBEVLDLETHL I EERLT. —F
T, 05 A BREOKTFAREENFEST G OEEFEIEHRINLE Z L EHL
Iz L7z,
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BIE IRTRUTAIA b EADT Y TV —FEREIZL S
Ruddlesden-Popper #H 2 X767 2 & A+ O EL[A 1]
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41 #HE

%4%F Dion-Jacobson fH 2 XFTT~ROT7AHAA FEBUL =
2 X7t/ 3 IR TTEREEE

41 %S

2 XTI/ 3 RoeHEEREIE = W KBEMICBWT, 3 RomRu 7RS4 M EEE
v, 20000 T A A4 MFEEMEOM EL 3RT6Ra T AN A k5 LB
A~ DB DA % AH 5 RO 10 2 RIE, 3 KOTHERIEIZB\WT, 206 u 7 A4 b
IHBEBER A LR WD, HELRHEITENT 2T u 7204 MAX D D, &
EMERE N 2 XTTRe TA DA MPEEREICEL TWd, 2t 7204 hD
JCEEA RN & FOEMEIINERE R 0 ITIREL TH D, n OEIK S WIT EELHR
PEIZEA, n OEIVNS VI EREMWITEN LT, LTz > T, 2 ki3 RoutEfEs
EOKRGEMTIE, HOIKELn=1D2RTRETAIA % 3RTGRa T A4 b
EicHEE L IEENHATH 5.

FIEIZBWT 3mRu 724 A b _RIT/ER L 72 Ruddlesden-Popper (RP) #H 2 X7t R
07 XG4 NOREEIEEHEE L. LarL, 3RTLEROTAIA P EiZn=1D2XK
TERUTAHA M EEKRT 59 2T, BIEIZBIT S RPHZHAVIZHEICIIRE 2D
DFEDBID o7z, Thbbn=1D2RKTRUTAHA FDB3IRXTLRUTAHA +_EIT

TIFLAEEREALTWI L, ZLTr=1D 2GR0 7R M4 s O »HIE S 1
TWEWZ L THD. n=1 OEEMAFEHEI TS L VHE L LT, X 411273 RPHOE
fMiZ7xy h23EZLNS. RP HIZFNZFNOBERIZ[PbI]Y /UEHERDYEHD DK S ST
HI:2BLE3AMREDS 72y FFES B8 FIREIIEWTT ¥ 7V — MR
I2& 2 2 RIeRu 7 2G4+ ORAGIFEIZIE 3 KoeRa 7AH 4 F& 2 XmRa 7 A
IA OO FRBEVBDETDHS I Le/RmLTH, RP HTIREMA 72y b 2T
BAEEHEL, n=1 ORRAHEIEHCTCE R0 FEZ LN,

AETIE I NS OEE RIS 2 72 @12 Dion-Jacobson (D) 102 XItc_u 7 X & A k
ZEALT. DIMIZn=1D2RTRAO TR "2in = 2 EHERLTIERS e T
WD D 5729, 2 KT,/ 3 JOTHEEBEERRFIC n=1 O 2 KouRa 72D A + 3
YEMICHEB S NS EEZ 6200, F7:, X 411798 DIFIZRP HIZR R
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% 4 Z Dion-Jacobson fH 2 Xot_u 7 A0 A t & Wz 2 Kot 3 RouiEEfEE

ZREMA 72y bHPFELLTVIEDL, n=10D 2GR0 7 AL A +OREAFIEIZ
BWCHFITHZ LEZ LIS 14,

ARETIE, DIFH2 KomRu 72 G A4 b x Wiz 2 X5t,/3 RoutEfE+H 2 Koo
07 Z2HA b O/NEFBHEGEIEH S L O 2 KomRa 720 A + ORAFIEIZE DA 7.
ARFZECIE, RFEHIZ DIF 2 Ko 72 H A FRIEMESEID 5 b, KRFBEEMGE
723 &EZ N, POBRIBENOFEMIZHEI S hexane-1,6-diammonium iodide
(HDAL) & octane-1,8-diammonium iodide (ODAL) % W7z, 3 XjtRu 7204 + kic
HDAL ¥ ODAL &R /N—a—F3 25 2 £I2& D 2 Kot/3 KouiafE e = s
L, BEsn2XamRa 7204 s o/\ERER LRz L7z, £72, 2 X6/
3XTTHEEEE LA WILRGEETZ/ERL, 2 XouRu 7201 + ORISR EGE
MR IC G 2 2588 & O 2 X083 Koo © W e REGEE T O REMIZS
W C AT L 7z

Ruddlesden-Popper Dion-Jacobson
(RP) 2D perovskite (DJ) 2D perovskite
/ Monoammonium / Diammonium

-, e =0 0 3 o
-@} . ADC o
o(c);{rasheetdbrgwa?fenrs No offset

(a) (b)

4.1 (a) Ruddlesden-Popper (RP) #H 2 X1 7 X % A k & (b) Dion-Jacobson (DJ)

fH2Xoe_u T A H A s i

4.2 RBRTTE
421 ERLEEY

AWFEITH W T ERNT, KIBERSZFETHE L 72, WROFEIZIZA 7 ) 2 —E%
Awi, 7B ofRIZTRTEEFHLT TfTo 1k,
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4.2 FEBHHE

IRTROT R AA EIRIEARDFAR

3RTGRT TR DA MEIERA L LT L 72 MAPDL; 3 & OF MAPbILsClos VAR I
53 EFREDOHETHHE L 72, methylammonium bromide (MABr ; 98.0%, B E LA T
%) BX O PbL 2 EEL 1:1 OEIA TEA L, DMSO 12V S €T 1.3M O MAPbLBr
VAW % A8 LU 72, MAPBLBr ¥ARIZ1E, 0.2M D NH4Cl(99.998% trace metals basis, Sigma-
Aldrich) Z¥RIIA4 & LCinz, T2 ANTARIZ, BE 60 °C, [AIEHE 150 rpm 12
RESNTIAY NV IMIRTAF v I XX =T =% HWT 4 KL EBIFEL 72,

n=1M2RTROTRANA FEIRINARDOFAR

2RTGRUA T AN A MHIBREME O Za vt 7 vx vy 7 v E =Y A L LT, hexane-
1,6-diammonium iodide (HDAI, ; Sigma-Aldrich), octane-1,8-diammonium iodide (ODAI; ;
98.0%, HEFALK L) ZH Wiz, NHEEE n=1 D 2 Xt u 7 A A b HDAPbl, %
ODAPbL @ BilRAIER %, HDAL % 721X ODAL & PbL, % #E &Lt 1:1 TIRA L, DMSO
IR ST 13M OFEIRZIRE L7z, 22008 7 A 7 A4 +HEIEMEEIRIZIE, 02M O
NH.4C1 (99.998% trace metals basis, Sigma-Aldrich) Z AT E LTz, H#TEANT:
#IZ, RE 60 °C, [FIHEE 150 pm ICRESNIZA Y M V=M< T A F v 7 X &
— 7 =% AV T 4R BRI

ZIAVTIVFNS T OEZT LBRORAR

3RTLRA T AL A b EAD 2 R T A4 b OFEEIZHWT: HDAL ¥R % 72
I ODAL X, ZNZFhoavi7 vE VT vE=Y L% 2-70 /% — )V (IPA ;
Super Dehydrated 99.7%, B 7 4 v AFDGHEE) ICHfES 2 2 L THE L. BFES
R, WEEFE AN, RBE 60 °C, [FHEEE 150 rpm IERES NLIZA Yy M 7LV — b
N=TA2F v 27 2L =7 —%2HWT | KHEMERHAF L. 53 ZECOHEM L7 BAL IZ—
oL FA4vTHY, KETHWS HDAL ®° ODAL 3o 2 F 4> THL1:D

HDAL %° ODAL R DIREE 50 mM O 1 7 VIR IE BAI R 100 mM IZX)IE T 5.

IEFLE XA $} Spiro-OMeTAD 38 D FA 5L

IEFLEREA BN No,No,N2* Ny’ ,N7,N7,N7°, N’ -octakis(4-methoxyphenyl)-9,9’-spirobi[ 9 H-
fluorene]-2,2°,7,7 -tetramine (Spiro-OMeTAD ; SHT-263 Solarpur, Sigma-Aldrich) % W7z,
F 7z, EFLEHEMEIO K —s9> h & LT, lithium bis(trifluoromethanesulfonyl)imide (Li-
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TFSI ; 99.95% trace metal basis, Sigma-Aldrich) ¥ & & 4-tert-butylpyridine (fBP ; 98%,
Sigma-Aldrich) % FH\»7z. Spiro-OMeTAD % 7 1 1 X+ > (anhydrous, 99.8%, Sigma-
Aldrich) TS TIRE 72 /L O % | mL AR L7, LI-TFSIZ 72 b=+ Y v
(anhydrous, 99.8%, Sigma-Aldrich) V&M S ¢ CTHEE 520 /L DR EZFHEL, 17uL O
Li-TESI YA & 29 uL @ (BP % 4G @ Spiro-OMeTAD & IZHN 2, HBE R % F v
T 99 ZrfAfiEH L7z,
422 FHEMERGE

BT ABER D 2 K0, 3 Koo EE OVFEIE 3.2.2 TH L [AEk D FiETIT o Te.

KIFEMWEFIIU IR T FIETER L 72, indium-tin-oxide (ITO) EHEM S & 77
AFE (0031, VA<T v 7)) DITO *¥=—nNF—7FLE Ry F 7L,
ITO D/)SR—=V 7 %fFolz. /NEZ—=> 7O ITO EHE 27 0 ux VAT 10 4,
TH VYRR (I3 27 ) =56, 7 vy FILEE) T34, ZBKEXF2-7 08
J =T 10 B E L, UV 2 Y v 27 Y —JF— (UV253, Filgen) 12L& D 10 43
F YV VP TITo Tz, £ DR, SnOKABUKR (44592 Tin(IV) oxide, 15% in H>O colloidal
dispersion, AlfaAesar) % 3000rpm DEETA LY a—+rF 52 EI2X D, ERKE SnO,
THE LT, AWz SnO, KA BUR L PTFE 7 1 )V & — (13JP020AN, ADVANTEC) (2
LDEBL, Ay a—MRIZ150°CIZRE LA — 7 v T30 0HN—F v 7 %I
72, T YV VIR E W T VI & 2RENEE 60 DT o 72, 3223HEA
BRDN—a— MEITE D 2 K70, 3 RoutaEiEE 28 L7248, 2-7'm,8 — v (IPA ;
Super Dehydrated 99.7%, &7 A v ZFIGHEZE) % 3000 rppm OEE T3 HA LY a—
kU, B EICHERE U 72434 7t HDAL % 7213 ODAL % 3 L 72, £ D14 Spiro-OMeTAD
YR % 3000 ipm OEETA Y a— bk LTESHK 300 nm @ Spiro-OMeTAD J& % /EH
L, BZEXREFRIZEDEE 60nm K5 L7z,

42.3 §HETE

O W B X FHOEA R F v, GIWAXS JIIE, XRD IEX, 3.2.3 HERED
FiEIZ X DWE LTz, B OHGEEMES % UV-LED R4 E (ULEDN-102CT, = X
ITRATAT 4 v7) BLUWEI CMOS & X Z (ASI294MM Pro, ZWO) % i z 72 S EY
PEMEE (OP-LR-1, * 7 b ¥ 2 —7) 12X DBIE L 7. UV-LED IRNEE» L S b
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4.2 FEBHHE

FhEEGIE, BT AT 4 VR — (V-42, HZ) W TR 450 nm DAL DG 2 58 L 72
O 2 TERHTIRS LT, Bl B o ncHEtE, R 475-525 nm OYxEE T 58
¥ RISX 7 4 v & — (#84-783, Edmund Optics), Z 7213 725-775 nm D% ZEiE 3
LNV RISRA T 4 V& — (#84-788, Edmund Optics) W T Z N ZNDIFEDHD A4
FHUDHL, WH CMOS 2 X 7 TR LT, 1z, BEOREMELHES L —F—
BEMEE (VK9710, ¥ —x > 2) 1Tk DEIZLT-.

VER L 1o KIGBMETFOBREE-BERE -V BT, SRR EE
(OTENTO-SUN-III, 2 Y6ates) B & Y — A X — & — (2400, Keithley) % v CRHifi L
72 BEPUREGYCHRET R O J-V Bt D2 &, JEFEAHANZ (Power Conversion Efficiency : PCE),
BAMEE (Voo), MAGEREE (Jo), MHRET (Fill Factor : FF), BEFEIT (R), WFHHL
Il (R ZFHMI L7z, 72720, BIMERERFITHENAL T AZHIML, BREED 0 12
%3 BB L E0EE, FREREERETLERELBROBREETHD, HRE
Tk

o PCE
]sc ' Voc

(4.1)

TH5. 1, BIEIUIBBUREEED SV HEOE S 2 6B H L, WIS
WREGEFIT BT 5 J-V RIEOMH S 2 5 EHI L 72,

FEUKBG G IRET S E DRI, Si 7 4 b XA 4 — Fig&lgs (BS-520, 2MGEteR) %
FAWT 100 mW/em? IZIIE L 72, J-VRREDORIEIZ BT 2 BEARA T v 712001V & L,
BIEFIINMAIZ 100 ms OIEFER % RB L <o 6 BIRHEE ZHE L 72, WERIZ 2 mm
FRDRAZNVIAI CEFEEY, KRFEEE 4mm? 1ICHIR L 72, £7:, WIERIEE
FEEEF v N—IZANR, 0—2 ) =Ry PEHVTEETCHEZIT- 72,

7z, VFE L 72 KIGEMRET OIMBE T (External Quantum Efficiency @ EQE)
V% D CREERE (SM-250-NA, 70)6EtER) B L Y — A X — & — (2400, Keithley)
FRWCHE L7, SR ENEEEOBNBEL Si 7 4 b X1 4 — FREZR
(S1337HPK4, 2 eEtes) #HWCKIE LT, 2 2T, EQE WX, HE 1 OBEYE5R
B Pin(l) THRET L 72BN TIEER L() 205, N (4.2) HVWTEH L.
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SMBEIEICIRN BT [ (D)/e I he 1
EQE = = = X— X (4.2)

I TR Pin(l)/hv Pin(1)

IR, hi 377 ¥ 7R, vIFATICD B, ¢ 3ETH 5. HIEPRHZ 900-
300 nm, EEAT Y 7% 5am EFRELT. WEKIE 2 mm HIRD X XV X7 TEF
P o CHBHEEZ 4mm2 IZHIR L, BEZEFCHIEZIT- 1.
F 7oK EMET 2 2558, B 40£5%DREFTICHE L, KARBEHIKGEREICS
2 B M L 7o, —ERERRERRIC R T O SV R T Seil o 5 ORI L e, JIE
ROABRFEEEF v Y N—IZAN, 0= ) =RV TEHOWIEETTEZIT- 72,

4.3 DITH 2 X7T~ROT XA A b &R0 7=\ EEE 2

MAPbI; HEEIZIREE 50 mM @ HDAL J&K % 721 ODAL V&R % /N —3a — b L CYERIL
72 2 RI6,/ 3 KT BRSO WIN R =27 s Vv EX 42(a) 12RT. 2 X703 Kookl
JEREE OWOGEIL 3 u_Ra 7 A A4 ORI Z T, R 490 nm AT IZTRIN & —
7BEL T, ZOWRY—21%, K 42 (b) 1233 HDAPbL, K< ODAPbL, XD
W —27 L —3T 252 LHh 56, HEAIZ HDAPbL % ODAPbL 2B S NT: &2 6
N5, £7z, HDALIERZ/N—a— b LTcE SR L T, ODALER%Z/N—a— L

A 3R 800 nm MU_EOWME DSHER L T2, AR CTHW: 3 RoeRa 7254 k
BIU2XImRT T AD A MEWEE 800 nm ML DFEBUTTINERFIe L7289, Z D5
BB 2 POhE ORI ERER ICB T 2 HOBELTH 2 LEZ LN,

MAPbDI; # R IZIRE 50mM O ODAL R % /8N — 2 — b LTYERLL 72 2 Ko6,/3 Kook
JERIEEIE D L —F —BMEHE, £ 0BG AB HOWHE 70 7 7 A VEX 43 12
R TRL, MEhOEEZA 72y FLTED, EBOBRE LIRS, v —F —FEM
FCTRFEHIZHS |pm BEOMMBE S nlz. ZOMMIZ X 28ENIT L D, HE 800
nm MY EOFEHOBELLIEL Bolc EFEZ LD, 72, ODAL K & MAPDI; HE %
WTYERIL 72 2 2R0T,/3 KT ERIE DWINA <~ 7 + VT, & 500 nm BUF DHE
BOWNEE DS MAPLL L & LR L CT/NS K oz, ZhUE, 3 XmRa 7 A M A b
5 2RILRUTADA MIEMESNEZ LIk D, 3 RERuTALA ~OEEET,
FRERAOBELIC L 2N DOFETH L LEZLND.
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5 T 5
(a) — MAPDI; (b) — HDAPbDI,
al — w/ HDAI, al — ODAPbDI,
— w/ ODAI,
[0) [0]
2 3t 2 3f
(] ®
2 2
o o
82t 82t
<< <
1t 1+
0 1 1 1 L 1 0 L L 1 1 M
300 400 500 600 700 800 900 300 400 500 600 700 800 900
Wavelength (nm) Wavelength (nm)

4.2 (a) MAPbL; FEEIZIRE 50 mM © HDAL ¥R % 721% ODAL ¥R % /N —2— b L
THEB L 72 2 RIT,/3 ROGEEREIE ORI A R 7 kv (b) 2 KotRua 7T A0 A
N HDAPbL, &, ODAPBL DN A R 2 v

3000

4000 nm ¢ ( b )

3125nm &

2250 nm

2500

1375nm |

Height (nm)
N
o
o
o

1500

IR
A Position (um) B

43 MAPLL EEIZIEE 50 mM @ ODALIAR Z/N—a— » L CTERL 72 2 X673
RIGBEEERD (a) V—F -G E (b) v —F —BEMGGF O 5 AB
MDA 7a7 74w

IR 50 mM © ODAL ¥ & MAPbL; R % AW CTHERLL 72 2 0T, /3 Kot E s
DOICHELITEIRE TR 2 2 23, KFEMEFITH VT, 77 25 55K &
AT 270, BELH 3 RKILRa T2 S A MNETONTINIZE 2 2 ZEIFEH TS 2.
—5C, WERE O M 2 XooRa 7 A D A NE_RICHEE S v s EFUERE OfER
TEES 2.0, KGEMBEF TIIEME OFEMIZ X 2HMNELEOERT 5 SEZ T
51, B 4.4 127 ODAL #9R & MAPbL; %R & W CTHERL L 1o BUEREE O TINA =R 7 b v
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D ODAL BEMRFM % /RT. ODAL YRR DIEE MEW & = 13 E 800 nm MA_E D FEIK D
BELAVNS <, B GHEEI MRS TWwWE EEZ LS.

5
! — ODAI, 2 mM
— ODAI, 10 mM
4r — ODAI, 50 mM
3
c 3
®
2
(]
82}
<<

0 1 i i i i
300 400 500 600 700 800 900
Wavelength (nm)

44 ODAL IR & MAPbL: EEZ W CT/ERL L 7- RS O I A =7 + v D
ODAL BE #1714

4.5 (a), (b) IZ MAPbBI; B IZEE 50 mM @ HDAL &K & 72 1% ODAL &R % /N —
I— b UTHERIL 72 2 K003 ROuBEREEIROHOEA 27 b vERT. B5hicH
JeA R b VIE, IKMETHBLZIT o7z, 3.8 L[FAERIZ, £ ZF 1D Bottom-PL T
1%, PR 780 nm LT € — 27 2ROHIEARZ b vpB o, X 45 (¢), (d) ITRT
£ 912,2 KI6,/ 3 RICHEHEE D Bottom-PL & MAPbI; DH IR RY b vid—HL Tz,
L7235 C, 2 RI6,/ 3 ROuHEERIE OFEMRAEATIE 3 Xom_a 724 A b TS
NTVWsEEZLND.

—7, 2Kt/ 3 KIeEER#EE D Top-PL TlE, R 500 nm 1286 — 27 230, W
5% 550820 nm THREE S L&A U 72, K 500nm OHEYE ¥ — 7 1E[X 4.2(b) @ HDAPDI, %
ODAPbL DRINE =7 16T 2 EFZ6NE T 6, 2 K0,/ 3 RuiEEfEEER
12 B\ TR AT 133212 HDAPDL, %> ODAPbL TSN CWwWa ¢EZ2 bns. fEE
MIED Top-PL IZBWTIX, n =2 D2RKIGRUT ALY A PRFE2RIGRT T A4 A b
DHAITIET 2R 550-820nm DHIELBI DT IiEoNT. n=1205bn=2D2XK
TERU T AHA M ADFIEFOBEN 3D 212 bbb TEAREIVNS W L 25, H
JEREANLICB T D n = 2 O 2RI6RT T A4 M 2 XotRu 7R D A b DIFE
EHIT/NSWwWEEZLND.
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-
o
N
o

(a) | — w/ HDAI, Bottom
— w/ HDAI, Top

(b)

— w/ ODAI, Bottom
— w/ ODAI, Top

o
[
.

o
)
g
)

o
n
o
»

o
(S

Normalized intensity (arb. units)
Normalized intensity (arb. units)

o o
o N

— 0.0
500 600 700 800 900 500 600 700 800 900
Wavelength (nm) Wavelength (nm)
1.0 1.0
@ |©) , 0 (d)
= — Pristine S — Pristine
> 08F — w/HDAI, Bottom = 98 —w/ ODAI, Bottom
s s
206 206}
2 2
L L
£ o4} = 0.4}
g g
0.2 £02f
S S
z pd
0.0 . L 0.0 .
500 600 700 800 900 500 600 700 800 900
Wavelength (nm) Wavelength (nm)

45 JBFE50mM O (a) HDAL YA £ 7213 (b) ODAL ¥ & MAPbL: ¥ % % Fi v T
BTz 2 KIT/3 ROCHEERGEHEDO RN AR R v, (c) HDAL ¥R % 721
(d) ODAL AR % F W 7-FEE & D Bottom-PL & MAPDI; HE D H#E Z <=
7 bV R

MAPbI; %51 HDAL %9 & 72 1% ODAL K & /N —a — b L TERIL 72 2 06,3 K
TCREEEIE D Top-PL DIEERFME %X 4.6 121 T . HOGHRE X R 750-800nm D 3 K
TERU T AHA MIHET =7 ORKETHEBLZIT o7z, IREOHEINIMHS T,
HDAPbI, <> ODAPbIy ISR DH G — 7 533 Rou_Ru 7 AL A FO#HMGE— 27 EHIRL
TREL L o7, BEZETSE5ITLTA5 T HDAPbL % ODAPbL, 13D H# N D
P L7225, JBE 2 mM 1238\ T H HDAPBL % ODAPbL, ISR D HE ¥ — 7 H3E
STz F77, WINDOREEIZEWT HIE 550-700nm O FHNIFHLTHLTH D, n = 2
D2RTERATADA MR 2 XL TADA b DEFEEIGIZENEEZLNS. O
D, DItHD 2060 TR 4 b EAWTz 2 106,73 RockEfs s, —a vy v
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XNVDTVEZY LDOBEEIEERETS, n=1 02T T AHA ML 3R T
AA A N6 AL 2 RI6,/3 RIGEEEE RS 2 Z LB v o7z,

30 15
@) — w/ HDAL, 2mM 14} (0) —w/ ODAL, 2mM

25¢ — w/ HDAI, 10mM 12| —w/ ODAL, 10mM
— — w/ HDAI, 50mM 2 —w/ ODAI, 50mM
2 20} S 10f
5 S
£ 15} s 8
N >
2 10t 2
8 £ 4f
£ st 2t

ol . 0 NS .
500 600 700 800 900 500 600 700 800 900
Wavelength (nm) Wavelength (nm)

4.6 (a) HDAL, (b) ODAL % H\WCTHER L 72 2 Xot,/3 RoutEEHIE O IRl 22 &
IS U 7o A R 7 N v DR R FE

KIZPE: 500 nm (HWHM 50 nm) & 750 nm (HWHM 50 nm) D ADIEFiRT 58
RRZ 7 4 v E =% W, 2 K50,/ 3 XoutEEmEEEO OB SE 21T o 72,
4.7 1ZJBFE 2, 10, 50mM O HDAL YA % 7213 ODAL YA/ % MAPbI; I N — o —
FUTHERIL 72 2 R00,/3 RouhEREE EIRE O RO B G B & OS0GRS & =
T HMETEAMG ST BV T, FESERE 500 nm DNV RSZA 7 4 v Z—%FHWTES
NTBES R L, FREIWERE 750 nm DNY RXZA T 4 VR —%FWTEL LT85
B "3, HDAL VAR % 7213 ODAL R DIRE DS 2 mM DI, £ 1€ WO s LR B
IZBWT 260 7244 FEROENITHEEO —IBTLrFL AT, 2 k00 7
AHDA NBRIRTGRUTADA VEEREHE L TOLRWZ EB3gh oz BRI, 4.7
(d) TiE, 3 XLRu 724 SHROBOEHFEICHER TS, HPORHTRTHAE
Hh&E LT3RIGRE T A DA+ OFEERADBEPRITIER S L, 2 oeRa 724 A
M TSR IR ICHERE L Cn» 5 2 & IS e,

BE 2 mM O%4 LRI, BE 10 mM 3354 2 R6Ra 725 4 ME 3 XouR
07 AHA MREEPEL L0705, RE 50 mM OFf, 3 XoeRu 72454 MH
FKOEMIFBLNT, 2 RooRu 7RI A MHEROHEIDAHIEL T, LIzdioT,
BE 50 mM O&MFETIE, 3 RGRa T A4 MaE 2 RooRa 7204 s BELE
STWbEEZLND.
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X 47 HDALIEE (a)2mM, (b) 10 mM, (c) 50 mM & & F ODALIEE (d) 2 mM, (e)
10mM, (f)S0mM CTYER U 7- 888 H8E O N BEMER G (Vv — R 7 —)v) &8
JCEEMERG (B T —). HOLBME S O F E R 500 nm OHGERL, KE
D3R 750 nm HOEE RS

IR O ODAL V&R % -V 72354, MAPDL; OFESERIAR LIz 2 XotRua 72 b A k28
HEREL7:Z L1200 T, UTFD XD ITER LT, K 48 IV —F—HEMIRIC X VB b
72 MAPBL: O H S Gk & G 7a 7 7 A vERS. MHIZ GBl B & U GB2 TR
THREERFEL TIZ 3R 7204 FOBEESIKRES L), MIhHBAKEL LoTW
LZEDBSDE. TZREL, MEOMEIZA 72y PLTED, EBROBEEL IZEL S, 2
RIC/ 3 RICHEEREE DEHEF 12N — 2 — b L7z ODAL ¥R DIFIE $ 5 ikl
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FIEDITRRF S I, TROSFEEE U TCRER, AR A I 2 RouRa 72 A b HHERR
L7zEEZLND.

(b)

H 1300 nm 2000
0nm

1500

Height (nm)
S
o
o

500

1.0 2.0 3I0 4IO 5.0 6.0 7.0 8.0 9.0
A Position (um) B
B 48 (a) V—F—EMEEICX VG507 MAPPL EEOFEm B E (b) L —F —BAM
G OHR ABHO T4 a7 7 A4 v

RP fH 2 Kot_u 72 4 A bRiBkMETH 2 BAI % W T 2 Xo0,/3 Koo E S % 1F
FL 723558, BAI OIREIZIE LT MAPDL 1D MAL & H D BAI OYE &= HHZEAL
L, BEEBEFD 2 XuRu 7204 b ONEERBER n LT, —HT, DI 2
RItRu 7T A DA b RIERAED HDAL <% ODAL % W T 2 RJt,/3 KIuiEE i % VEH
L7ca, REICEDLLS, n=10D2RKTLRUTAZA M E3ZRTRTT AL A b
L 2 EEBEISLNT:. DIHTE, n=1D2RXIGRUTAIA +v2in =2 2D2NK
TRT TAG A b EHIRUCFBEIVNS W EWD R E RO 2079, n=1D
2RITGRUTAHA MEn = 202K TA A b &HEBL TROWERE Ciifizos
AT 5. £z, RO OFEFRER OB IR OB ETDH 5720, IHEED
INEWn=1D2RITGRE TALG A+ OFEEERILEH E LS. 51T, 203X
TR EREVERIE 1T, n=1 D 2 KTt 0 T2 B A + DRIEEETETH % HDAL % ODAL
IR LHAES NI 5. ZD720, n=1D2RKLR0A TR D A NI « B
L, n 220D 2RmRAETAHA MEIFERLEWEEZ NS, DIMHTIE, ZOREME
EOZEIZED, n=1D2RKILRATRAHA hE3IRTLRO TADA b9 67 HHEEH
EELNT:EEZLNS.
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4.4 DJ #H 2 XTT,/3 KouHEEREE T D 2 Koe=u 72 A+ QRS

4.4 DJ M 2Rt/ 3 RXTTHERBBEHRD 2 ) XRTROATRANA +D
Hic [7) i) 420

4.9 12 (110) Bl MAPbLsClos 35 & OF (200)/(112) Fclf] MAPbI; % FivC HDAL J&
B 50 mM DS TERLL 72 2 kot /3 RouHEEBIE D GIWAXS hZ /RT3 .

(110) EZf) MAPbLsClos % Fi W CHEEL L 72 2 Kot /3 RO EMIE T, 0=5.6 nm™
IZBWT QI ANIZHRWET & — 27 2RO LD EHT ¢ & — v 235 5 41, (200)/(112)
[ MAPbI; % F W CHER U 72 2 06,73 ROuiEEMEE Tl 0 = 5.6 nm ' 12\ T Q. Hl
WL TRIOFIZEITA R y b 3E 5 T,

4.10 12 2 RJG_Ru 7 A% A + HDAPbLs EED X fREHT /& — v % /R3. ik
11.3 A ICHY S 2 7.80°0[EHT 25 5, 2 OHEFIEIZEEL <27 N volixE 0 = 5.54
nm ST 5. LTz o T GIWAXS T LNz 0=5.6 nm™ DEHTIZ n=1 D 2 XK
JER0 7RG A~ HDAPbL ICHR T 2 LE 2 b b,

ZRZEND GIWAXS #0 5, (110) B MAPbIsClos EIZVERE U 72484 L 72 HDAPDI,
1ZZKFEIZELE L, (200)/(112) Filf) MAPBL _EIZ/ESEL L 72 HDAPbL, IZAERIECH L CTWwW 3 2
EDDroTz, TREY DIMH2RIGRE TASA P ERAWSEZET, n=1D 2 XIGR
07 A% A b ORREFIEERS 1.

n =1 2D perovskite
X X

h
e & 666t d
PV VVVVVVVWN
VUV VYVVVYVYVVYVY

(110)-oriented MAPbI5Clos

5
Qy (Nm)

4.9 (a)(110) BLM MAPbIL>sClos, (b) (200)/(112) EZ[H) MAPDI; £ iZ HDAL &
50 mM DSAETYER L 72 2 Kot/ 3 KITHEREIE O GIWAXS %
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HDAPbI,4

Intensity (arb. unit)

1

5 10 15
26 (deg.)

4102 XTt_ua 7 A 4 + HDAPbL, D X #REHT /8 X —

4.11 12(200)/(112) B2 MAPbL; % FiW T HDAL 2 2, 5, 10mM TYEEI L 72 2 2K
T6./3 RICHEEHEE D GIWAXS %R 3. SR CH o 73 A n=1 @ 2 XotRu 7 &
4 A~ HDAPbL, RO EHTIZHHYS 3 5. HDAL B 2 mM O#4, HDAPbL, HE D[]
PEE LN L2572, HDALIEE 5, 10mM Tl, HDAPbI, OAEREL M FH 2k O [E137 3
RIS Nl 2h i), BEBEFRKEO a3 vty v vy vE=Y LOREIC
b 53, {ERHCH O HDAPOL 2SR S s LFE 2 L1 5.

5 0 5 10
Qy (nm7) Qy (nm7)

4.11 HDAL ERIERE (a)2mM, (b)SmM, (c) 10 mM THREL 7z 2 Xot,/3 RIoH
JEEIE D GTWAXS 4

ODAL # A7z 2 XIt,/3 RIGHEREETIX, 360 7204 & LT, (110) i
6] MAPbI,5Clos, (200)/(112) E2[ MAPDI; 128012 C (110) K2/ MAPbLBr % A7z, Z
2T, (110) [ MAPbLBr I3, 4.12 (a) O X FREHT /X — 2B W, (110) BLm
MAPbI,sClos & FIBRIZ (110) B X O (220) OHEMBICHYS T 2ETE—27 08556 h, H&
WA T AS SR A AL [110] 23CECAVICEEM LT W5, F72, ODAPbL @ X #R[EIHT

72
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NE =% 4.12(0b) \ORT. MM 132A ITHYET 2 6.70°0RFTEL N, ZOHE
fIfEIE 0=4.76 nm " ITXIE S 5.

— -(a) 110 20?/112(110)-oriented MAPDI,Br (®) ODAPDI,4
=] [
2 =
§ — 5
z ' (110)-oriented MAPbI,, Cly 5 2
o ' >
-— | =
£ I J ‘5
? — DU 2
8 ' 1(200)/(112)-oriented MAPbl, =
£ L
o |
S N
| A

10 20 30 40 50 60 5 1l0 15
26 (deg.) 26 (deg.)

4.12 (a) (110) BC[A MAPbLBr, (110) ACA MAPbI,sClos, (200)/(112) Ei[] MAPbI; O
X FREFT €K — >, (0)2RTCRT 7 AW 4 ~ ODAPbL ¥ ED X #REIHT /€& — >

4.13 12 (110) B2l MAPbLsCles, (200)/(112) E2la MAPbL; 35 & O (110) B2
MAPbLBr |12 ODAL ¥R 50 mM DS THERL L 72 2 Kot/ 3 Rua)E i © GIWAXS
BERT. Q=48 nmm ' DEHTIEn=1 D 2GR0 7 A4 4 ~ ODAPbL, IZHKT 5.
(110) FClH MAPbIL,sClos, (200)/(112) Boi MAPbL b I2/EE U 7-5& @ #E3E T 1%, ODAPbL,
FSE D [EHT 2SR 1215 & Tz, £ 72, (200)/(112) Ll MAPbL; _EITVESL L 72354 T,
0.2 5RO R ORI 23550 < 56 tz. —5T, (110) BEA MAPbLBr _EITVER L 72
BEMBETIE, Q-BAMIZARY M EolEFT»E L7, Lizdi> T, ODALEE 50
mM CYERE L7z 2 Rot,/3 RulEEEEF O 2 Rou_u 77X 4 4 ME, (110) BLH
MAPbI,sClos LITVERI L 723546 7 v X 2 IZECM L, (200)/(112) B[ MAPbI; Lic/E& L
125 AR DSZRCHY & 72 D, (110) EClA) MAPbLBr _EIHER L 72358 137K I2BL M)
T2 Lot
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5 1 5 5 10

Qy (nm™) i Qy (nm™)

X 4.13 (a) (110) B2[® MAPbLsClos, (b) (200)/(112) EZ[A MAPDI;, (c) (110) E2 @

MAPHLBr IR 50 mM @ ODAL VAR Z N—a— b3 5 2 & TERIL 788
JEREIE D GIWAXS 15

4.14 12 (200)/(112) E&[m MAPbL; 3 & OF (110) B MAPBLBr 2B 2, 10, 50 mM
D ODAL R Z N—a— 325 2 & TR L7z 2 X003 XouHE#E D GIWAXS %
FART. 22T, BES0mM OFMIZR 4.13(b), () EH—TH 5. (200)/(112) Kl
MAPbBI; # FI W TYER L 72354, ODALIEE 2, 10mM Tl Q.82 5 &t H A [EHT 43
B o, ODAPbL pMERIECAIT 2 Z & 039257z, —H T, (110) Fi MAPbLBr E#%
AWTER L 7254, REICEL LS 0. BiAMIZEHT245 5 41, ODAPbL 37K I1ZHC
[9 22 E80h o1,

DEOFERED, DIfH2RITGRU TR 04 FEAWSEZET, n=1D2RLRu 7
2 h A~ OERAGE25EH T E, (200)/(112) EEM MAPbI; % W 2 Kot 3 KockE)E
T ER LT GE, Zavik7 vx vy vE=U AOREIEFE TS, BREXIcE
FIZERERR D 2 KTeRu TR DA MRS N Z L350 h o T2,
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44 D) 2 Kot/ 3 KoekEE#EE T O 2 Kot_a T X h A~ OFECAHIE

4.14 (200)/(112) BZr@ MAPbL; _EIZIBE (a) 2 mM (b) 10 mM (c) 50 mM @ ODAL &K
ZN—a— 925 ETERL T2 XT3 XITHERIE D GIWAXS £, (110)
Fit 1] MAPbLBr _EIZIEE (d) 2 mM (e) 10 mM (f) 50 mM @ ODAL A % /N — 2
— 9252 ETERL T 2 KoT,/3 RITHEIE D GIWAXS 4
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4.5 DJ 6 2 )Rt/ 3 R tiREBER T D KEEbF T

4.4 i 5 o N ERHEC ODAPbL,MAPDI; & 7KL ODAPbL, MAPbLBr, fE#}
i@ HDAPbl,, MAPDL; 2 5 7% 5 KIGEME T 2/ER L, ZORME% gL 72,

BRI A ODAPbls, MAPDIs 757 % 2 RT3 R TTHEEEE D KB Bt

415 £3 3312 MAPb; 225 % % 3 X760 7 A 4~ OKIGEMETF &L MAPbI,
12 ODAPOL, % FEJE L 7oA 2 X6, 3 KOeRE S O KB 2 R 3. 3%
TOKREEMEF I R T ) ¥ RER L, B AEERSIR IR TS E RS R

EHIHEDEL Lo Tz, KGBEMETOEIESNL, ODALIRE T EFS®2ITLT:
o TCERETZEMMEL T, 2T ODALIEBE D EFIZHE-> T, 2KI0,/3 Kook
BREF D 2 XTGRu TALA VEPNEL Bol: ZLBERTH2 EEZLNS.

B 4.15 ()l 2 Xt/ 3 RIutEEiE O KIGEMETF O MBELHLIFE O ODAL IR #K
FHEEZRT. ZNZROFMEITHE W THE L LREFHT, 3R0Ra 7254 b2511 &
¥, ODALIRE 2, 10, 50 mM TER L - ES ZNZN 10 FBF, 11 FF, 75
FTHD. 3RXTLRATAMA MEFHB LT ODALIEE 2, 10mM TERE L 72 2 ot/
3XTCHEEMIE R T T, WHTEERGIRIC 15-17%EE OEHRIRIME S 1, 2 Kot

RO TAHA "ERBIZEDZBPRIZIZIEAEET LG ro72. —H T, ODALIEE 50
mM O K[GEMEFITE VT, BNELES L CHBREEFMET L, EfREIRFDZE

B 13% A TIVET L7, 2OREE LT, 2 R00,/3 RuEEBIEEER O RKE O
Mihiz & 2, BHEEEOWEROMENIEZ LS. K 431TR7TB ), ODALIEE
50 mM TYERL L 72 2 RIT 3 RoekE@fEE 121, B S 1 um FBE OFRE O MM HBEE
%. IEFLENENE D Spiro-OMeTAD I3 2 Xyt 3 RIuiEfEfE o LIcHEE s s 5, &=
%ﬁ%ﬁ@@&ﬁﬁﬁ@,%mAMMMDﬁ%E%%éKW%@%T,&nfxﬁ4b
BO—MreBMEFEM LI EEZONSE., RUTAHA NEEBBEMOEANIC

RO TAGA b ERBEBMOMTEMOBEEEIRI D, FANEE L A FMET L,
BHUPRIMET LT £E 2 5 50,
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[l [ ] *
(@) _|(b) (c)
€ 0 02 04 06 08/ 1 & 0 02 04 06 08 /1 % @ #
3 Voltage (V) 3 Voltage (V) 15}
E £ —~ *
2| -10 2| -10 IS @
[} [7) ~
g g 10
3 3 8
o & a
El 5= 5t
0
— Pristi —ODAI, 10 mM Forward ~ — Pristi — ODAI, 10 mM R 0 2 10 50
Pristine Forward > m orwar Pristine Reverse ., m everse .
— ODAI, 2 mM Forward — ODAI, 50 mM Forward ~ — ODAI, 2 mM Reverse — ODAI, 50 mM Reverse Concentration (mM)

4.15 MAPbI; _[iZ ODAPbL, Z /8 L 72 ERHECH 2 KXot/ 3 RITHEERIERF O (a)
BTG MRS R 3 & O° (b) WL MEERRSIRED J-V Bt D ODAL REARTF
ME, (c) JAZ AN D ODAL IE A

% 4.1 MAPbI; & ODAL % F\W 7:AERHEC 2 Xt 3 Ko E S R F O KGRt E

PCE (%) Js (mA/cm?) Ve (V) FF Ri(Q) R (kQ)

Pristine Forward 16.0 22.1 1.050 0.688 159 124
Reverse 17.2 22.1 1.057 0.736 162 121

ODAI, Forward 15.7 22.1 1.042 0.683 139 107
2mM Reverse 16.7 22.1 1.048 0.717 182 175

ODAI, Forward 15.0 22.6 1.003 0.658 165 109
10 mM  Reverse 16.6 22.7 1.027 0.713 185 124
ODAI, Forward 10.6 21.2 0.904 0.555 252 23
50 mM Reverse 12.0 21.2 0.931 0.609 231 63

ODAL 2 10 mM CYER L 7 ERMECIA 2 Rot,/3 RouBEEESR T 5 £ OF 3 Koo
07 AHA NEFD EQE FMEEK 4.16(a) 1273, ODALEE 10mM TYEE L 72 2 K
J6./3 RHEEE O K EMEF TIX, 3 XmRu 72 S A F OKEEMETF & R

T, #HEK 650 nm ML OB B W TINBREFRIESM ELT.. ZORERETOIN
HETIROWEEIZ L D, ODALIEE 10mM TER L 7 KFEHET I, 3 X050 7
A4 b OKEEMET &L CEWEREREE 2R L. ZOINPETROM
Lizowt, UTFDXIITELLT.

MAPbI; 133 600 nm M _EDRIWR OWIN DGR & NS W, LiedasoT, I
AEARA D> & BEUKIG 2 ASS L 72356, RO ETHNEE O SnO, FES T

ZEAETINS NTHBEBERSERS WD DT L, BEE DN O—EBIXIEFLEXE T
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FFIEL, EfAEREMECEREN AR T 2LFEZLNS. 2L S, £HS
nlz—EOEF HIEFERE & OFECIEFLEBRE LITRER, 3X0u 7241 b
KIFEME T TR 650 nm DL ETOILEFIEMET LI EEZLNS.

4.16 (b) 12 2 Xt 3 RICHEE & A% E M W 72 Spiro-OMeTAD, ODAPDI,,
MAPbI; D T F V¥ — /N> FX %R . ODAPbl; @ CBM I 2.93eV & MAPbI; @ 3.96 eV
EHBLCORWIEILD S, 2OZFA VTNV RO 7Ly MIBEFIINT 5 [EEE L

uh, Ru 7 Xy A NE L IEFLEEM R E IR BT ELEFLOB/EEZIHEIL, W
£ 650 nm ML E TOINBETIIESUE S NI EFE 2 5505215
A
100 — |—|_2'24
oA mM -2.93

&
o
|

Spiro-
OMeTAD ODAPbl, MAPbI,

-5.22 -5.36
0 1 1 1 1 I
300 400 500 600 700 800 900 .

Wavelength (nm)

(@) (b)

Energy (eV)
A
o
|

&
o
[

®
o
I

4.16 (a) ODAL #2E 10 mM TYER L 7R 2 XT3 XoolHEEERF B L O
3RJLRu T A G A MEFDO EQE FFE, (b) MAPbI; 12 ODAPbL, Z & L 72
2 RI6,/ 3 RIGHEE#EE & Spiro-OMeTAD DT R VX — XA 7 75 1828

JKSEEE [ ODAPbls,/MAPDILBr 5 72 % 2 3Rt/ 3 R TTHEE i D A5 Bt R

417 L3R 42 12 MAPBLBr 225 % % 3 XjtRu 7204 FOKGEMET L,
MAPbLBr £ iZ ODAPbL, ZF8E L 727K FECA) 2 XJT,3 KIutEfE@ e o K saitsit 2
RY. 3RTERAT A A FEFB L TP ODALEE 2, 10mM TER L 72 2 Xot,3 K
THREMER T T, WEERSIROEEHANTRIT 6-9%EE L Loz, —75 ODAL
IREE 50 mM O KIGE MR T T, Mg EREE MO RO FE T O 1/10REITET L,
BHUHRIT 1% T & moTz, £z, 1B 50mM O CfFR L 78BS R T O ES
HEHUE 2500 Q L2 D, HOFHEORT LI L CRIRICHEML 72, X 4.7 OHGEEM
B DAER L D, ODALRE 50mM CTYERLL 72 2 Xt /3 KIckEEfEE 1%, 3 Koo
07 AH A h&k% ODAPbL B> TWd EEZ b5, X 418 (a) ITRT & DI,
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MAPbLBr _EIZEE L 72 ODAPDbL, 1Z/KFELH LT 5 2 & 55, KFRC[A L 72 ODAPbL,
DS3RTERE TAHA MEEEE S TAER, 3XTCRA T AL A o6 IEFLEEE B &

B D FEMHEE T IAEF L, EIIEGTO KR LGN, FAEERE O KIE LD % 5
SHEIL, BESEMET LI LFEZ b5, —H T, MAPbl; L2 ODAPbL, ZHi)E L
TAABERMC 2 Xot,/3 RoufEfEfEiE 054 Tk, ODAL EBE 50 mM O£ T o B
PO KIE ZBEINTENH &S, FEEREREEOET Mz 6Nz, 24, K 4.18(b) I
9K DIT, MERHECH L 72 ODAPDI, 1L EAT Dk # fHE-E 3, 3 XomRu 7 X b 1 &
21K% ODAPbL E - 7235E D 3 Xu_u 7AW A+ 25 IEFLEERE B & OFEMmAZ)
KRIICEMHIEE SN O EEZLND. TALDOFRLD, 2 K63 XookERE
BT, 200 u 7244 + ORLHISKGEMEICEE S5 2, AR OSHE X
2RI T A A~ OEEZEINE 123586 b EHIROET 22 505 2 L35y
oz,

€ l—eof—0z 04 06 o0 1, € ol—o02—04 06 o08 Ao

2 Voltage (V) 3 Voltage (V)

E E

= 10 = -10f

(2] [72]

c c

= o

= = =

(= c

2 20l — Pristine Forward 2 20t — Pristine Reverse

o — ODAI, 2 mM Forward 3 — ODAI, 2 mM Reverse
— ODAI, 10 mM Forward — ODAI, 10 mM Reverse
— ODAI, 50 mM Forward — ODAI, 50 mM Reverse

X 4.17 MAPbLBr |12 ODAPbI, % f&J8 L 72 /KL 2 Kot 3 KICHE B EET D
(a) IS MEEFSIRB L O (b) WL MEEFIIRED J-V EED ODALIRE
BRI
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3 42 MAPOLLBr & ODAL % W7z /K AL 2 Kot/ 3 RIctEE G =5 O KigaE it
kD FHI % T X — &

PCE (%) Jw (mAlem?) Ve (V) FF R(Q)  Ru(kQ)

Pristine Forward 7.64 14.9 1.053 0.487 504 11
Reverse 6.12 14.5 0.996 0.423 823 8

ODAI, Forward 6.90 16.7 0.852 0.485 362 7
2mM Reverse 8.73 16.6 0.935 0.561 311 19
ODAI, Forward 5.77 15.6 0.915 0.403 1150 5
10 mM  Reverse 7.48 15.0 0.957 0.522 423 20
ODAI, Forward 0.35 1.5 0.620 0.369 4100 10
50 mM Reverse 0.56 1.7 0.653 0.512 2500 66

Au Au

Spiro-OMeTAD
2D perovskite < (Bye s

Spiro-OMeTAD
2D perovskite

3D perovskite 3D perovskite
SnO, SnO,
ITO ITO

Glass substrate
(a) (b)
H4m<@*¥%ﬁ2ﬂﬁ&n7xﬁ4%,@)@ﬂmﬁzmﬁ&nfxﬁ4b%%
W7z 2 KTt 3 ROTHEEREE 12 3B 1) 2 BTN oL

BRI [E HDAPbls,/MAPbI; 55 7 % 2 )R5T,/ 3 R TTHEE & O KBS Eithis i

B 4.19(a), (b) &38R 4.3 12 MAPbL; 2257 % 3Rt u 7 A0 A b DOKRGEMET &
HDAL % i\ 7z 2 Xot,/3 RctifEigiE o KIGEMRFE L =3, wWInoXKGERET
IZBWTH AT ) Y ABAL N, NEHFBERE R AU h BRSO H
BRPEL Lotz $T, —EEFITBVWTHIIRTBEDOME o 7223, ZHide R
TV YV ADHETH L. REMETOEIESNL, HDALIRE ¢ EF S 251272
> TEF L. ZaZ, 2K5G/3 XelEEET O 2 Xou_u 72 A FEPEL &
ST Z ENERTH L EEZLND.

HDAL IR 50 mM DS CER L 7e KIGEME 713, oS0 F oG EmSE
FEHELTEB L Z 100 FREREOHVESER R L, EREREEIIMOFET O
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120 £ o7z, ZOEWEREEREERE T, HDALIRE 50 mM D&M TIER L 7:
KIGEMETIL 1% T OO TURWEHZIRZ R L 72,

ESFESHT O KIE ZIEINX, 2 Koo,/ 3 ZOTHEREEICBIT 22 A VX — NV RO
TEEVERATHL EEZLND. 4.19 (c) 12 Spiro-OMETAD, MAPbI; 5 & Of
HDAPbL O = A v X — N FXZRT. X 4.16 (b)IZd & 512, ODAPbL @ VBM (&
—-5.36 eV &, MAPbl; ® VBM T® %-5.40 eV & Spiro-OMeTAD @ HOMO ¥4 TH %
—5.22eV OHIZH D, TA V=NV ROBEIZ X 28RO L IESLEES AL I 5
(82,891 —75C, HDAPbl; ® VBM T® %-5.56 eV I& MAPbl; ® VBM & D H <, MAPbI;
225 Spiro-OMeTAD ~IEFLAMEE S 5 121%, IEFLAS b ¥ 2 VEDERIZ X - T HDAPbL,
JE %2 TEHT 20END D, EFLOEERFFHEIIRIEICENM T 2. M 4.7 10RF &
512, HDALRE 2, 10 mM TYEELL 7z 2 2RIt /3 KoutE/ahEiE 32 Tl% HDAPbI, 23
MAPbL; % —E#E L TH 53, RFEFE OB LW LT 3RIGRa 7 X4 4 k5 Spiro-
OMeTAD IZIEFL2SEX S . LA L, 50 mM CTYER L 72 2 Kot /3 KoufafE s sh
FClX HDAPbI % MAPBL; % 58 ICHE L T\ 5720, B OEIXRFEIHES 1, &

EFHEST L AR WFIEBEREE - BHIR LR LI LFEZ 605, Lo T, 200
/3 RuBEE O KIGEMR T CHWHBEBEEIR2E2121%, 2 Rouue 7254
FEBIRTGRUETAIA FPOZ AN —MEMOBENDETHLLEEZLND.

I OERMERIZ, 2 XouRu 77X h A hORLHA & =2 v X —HEAR & HIE 3 T,
2RI 3 RICHEERE O KGBEMRE L 2 KotRa 7204 M2k o THEES v
TLEETRRLTWS. L72dio T, 2 X0,/ 3 XooHEMEDR & = A VX — NV F
ORI HECENELRT T A4 P RKGEMOEFICHEELERLLLLEEZD
nad.
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/] [l 1 4
- s - [-2.24]
€70 0z o4 os of [10 £ o0z Ua 06 0§ Jo
3 Voltage (V) 3 Voltage (V) -3.12
£ £ -3.0—
% -10 g -10 S
3 S >—4.0—
5 5 2 Spiro-
3 =2 3 == v OMeTAD HDAPbl:  MmAPbI,
-5.0—
| &=
— Pristine Forward — HDAI, 10 mM Forward — Pristine Reverse — HDAI, 10 mM Reverse -6.0—
— HDAI, 2 mM Forward — HDAI, 50 mM Forward — HDAI, 2 mM Reverse — HDAI, 50 mM Reverse
(a) (b) (c)
4.19 MAPbI; [ 12 HDAPbL, Z#8)E L 7RI 2 Kot /3 KOTHEEER T O (a)

NEDG BB EFRS IR  £ O (b) W5 FEEFESIRED J-V Kk D HDAL IREARTF
P, (c) MAPbIL; |12 HDAPbL, %88 L 72 2 Kot 3 XIufEEEE ¥ & O Spiro-
OMeTAD DA NVX =X A 7 75 L8289

3% 43 MAPDL b2 HDAPbL, ##8E U 7z AR 2 XIT, 3 KIoctEEfgEE T oK
MR D S F X — &
PCE (%) Js (mA/cm?) Ve (V) FF Ri(Q)  Ra(kQ)
Forward 12.8 20.4 0.935 0.673 166 74
Pristine

Reverse 13.7 20.4 0.963 0.699 134 74
HDAI, Forward 12.9 21.2 0.945 0.643 179 39
2mM Reverse 14.2 21.2 0.968 0.692 149 -33
HDAI, Forward 10.2 20.7 0.838 0.586 219 16
10 mM  Reverse 10.7 20.7 0.853 0.607 218 -12
HDAI, Forward 0.2 0.9 0.767 0.261 30000 10
50 mM Reverse 0.5 1.1 0.855 0.553 10000 -100

REEHMOREM

420 12 MAPbL; W72 3 RouRu 7 A0 A b KIGEMET & MAPbL; LIz

ODAPbI4

ZHE U 7RIS 2 0T 3 DOTiE RIS & W 7o KGR SR 1 D 2 Hsh =R

DOREREEAE RS, KBRS FREROE L TR L 72,

3 Xt

RO T A A bFEFOEHENFIFAY 1000 REBIA/FRERD 57%F TERTFL

7zDIZR L, 2 K76, 3 Kot E#EEF Tl ODALIEE 2mM O 5T 79%, B 10

mM D&

BT 84%, EFE 50 mM DT 102% & % - Tz,
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ODAPbI, 23 MAPbL; &K & #7 L %\ ODAL B 2, 10mM D 5T b ZHZIR DK
TS 72K 1L, ODAPbI, A3 MAPbL; OFESRRIAR RITHERE L 7: 2 L TH B EF 2
bid., 3XTLRU T AW A b DL, A2 LI DT Wizd, ODAPbL 3
FEm bR L ICHERE S 2 2 &2k D, R koS zill 2 bl L E 2 5 n s,

% 7z, ODALEE 50 mM DA Tl 1000 R O KT#R TS S BHEIRMET L %
5 72. ODALIERE 50 mM D&M T, 2 XeRu 7204 F233 Kom_Rua 7RG A b
2REELESTE), ZTX VERED ODAL WREHWIHREF LHATLEY
TEMDEB TS LEZLNS.

1.5
w
8 1.0 * " ——
8 P> = -_ —v= \v/v\
N — N
®© \.\./.\
g 0.5 } = Pristine
z -v- ODAIl, 2 mM
-+ ODAIl, 10 mM
- ODAI, 50 mM
0.0 . .

200 400 600 800 1000
Time (h)

420 MAPbL; 7 F W7z 3 RIGKFGEME T £ MAPbL; 12 ODAPbL, Z1E/E L 72}
Bom) 2 XIt, 3 KIctEEi&iE K E iR 7 OB SR O KRB R R E

421 TR EME T OVFRER O E BN & FEM O FATHISE & RO ik %
AT, 22 TIE, MAPbL ZIEMEEIC W KIGEMEF 3 1% L 0REET, A 30~
50%DREATIZIUE L 72 /T2 L KR L TR D, MO Tos 3B HADRHMEHESRDE
IR D 95% % TH 2 T TORMERT. F72, R 44 1THBITH W2 EBTHR O K
BHEFOBE L, WEROFERE LR, RFEOD HTM, ETM 13 Z L2 AUEFL#NE
J&, BFEAETRT. £72, ZnOrc IFFIBEX Zn0, B % TiOr-c 1B L TIO, B %,
TiOy-mp 1 X Y R—F 2EE%H T % TiO,JE%/R L, FTO IZ Fluorine-doped tin oxide %
R

ODAL #2F 50 mM @ ZefF CHER L 72 {HFHECH ODAPbL, MAPBL 25 72 % 2 XT3
RICHEEEE D KIFBEME T 1L, Tos 23 1250 I & e b R <, AT E L Traw
BEMHRIRT ZED D h o7z, —HT, ODALIRE 50 mM D5 CYER L 7 AR
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2 R0/ 3 RuMEfEIE O KIGEWHRFIE, BT UROFETF & IR L TRWE#HR R L
Lotz BOEHSIRIZ, BEOMMZX 2BBEEDETHRRTH S, 2070
AL 2 RTLRA T A S A MNETIRTGRA TASA b EJELFE 5 722 Xot,/3 Kook
JEHEE % R4 AT, ODAL IR 10 mM CFER L 7R 2 Kot /3 Koo g s
DEHNF L, ODALIRE 50 mM TYER L 7. ERMCA 2 Kot/ 3 ROuBEfE s O % E
MEMTE2ELEZLNS. Thbb, REEEESHRETMILL e 724 (4 MK
[FEMIEHR TS LEZLND.

1400
= Ref 1 ODAI, 50mM
1200F = Ref?2 *
= Ref3
1000 = Ref4
—~ 800_ n T
< * This work
~ 600}
400}
ODAIl, 10mM
200}
. " ok
ol= L L EpE m, B -
5 10 15 20
Initial PCE (%)

421 MAPbI; & W 72 KB FEHISR T DVFERER O R HNER & Tos D IATHIFEIS191E
DIHER. ROEEBHPANTE RS

F 4.4 HEBITHW 2 JATHTE O K EMSE ¥ OIS & HER O FIIIRE

Average
Number Anode HTM Perovskite ETM Cathode Ref
humidity (%)
1 Au  Spiro-OMeTAD  MAPDI; TiOx-c FTO 35 [155]
2 Au  Spiro-OMeTAD  MAPbl;  ZnSnO4 FTO 35 [156]
' TiOz-mp /
3 Au Spiro-OMeTAD  MAPbDI; ) FTO 40 (157]
TiOx-c
4 Au  Spiro-OMeTAD  MAPDI; ZnOs-c FTO 45 [158]
MOO3 / .
5 Au MAPDI; TiOx-c FTO 40 (1591

Spiro-OMeTAD

K 422 IZKBGBEMEEORZTME T X — X DR ERT. £72, £ 4.5 1T/FH
Bk & 1000 BT RRBT L BT ORI N T X =2 2RT. (EREROEHIIRD
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MOHMEICEE 32 &, & 4.1 LABIC, ODALIERE 2, 10mM D&M TIER L 72 2 Xt
S3RTEEEERTIZ3IRTRU T AN A M ETFLAFOLEHEDEEZRL, S0mM D
SRR FRIMORF L VEVWERSRE o7z, LaL, 1000 KEO KK,
FRER T, 3 TR T AL A~ OEBZNEIT 50mM OG- CTYERIL 72 2 208,73 K
TREEBERF LD ES Lo T

ZHH I ORI I FIEE DR T 23 b & L7z, 1000 R OBIMELIL 3 X
TLET 230945V 225 0736V L TE T L72DITH L, 2 X703 KIGHEERE O F#IC
& D BIEER T 250%) S 1, ODAL JBE 2 E W ERIBEE 0K Tl s nrz. 3
RICETFITB T 2BNELDETOEFERE E LT, MAPbL; DT X 5 RE XDk
DBEZLND, RO TAH A+ OFERELHESRFUTER S 715 KIfki%, BIREE K
TEE5ZEBHE SN TWBI0 00 3 IILRF T, KRB CRIF DK
D MAPbL; RN RFEATERL S L, BIMEEMEN L7ctEZ NS, —HT, 2 X
TG/ 3 RICHEREIE T, ODAPbIL % MAPDIL; JEEZ 1 O KFRFE R 2K L, BEEE
EFziEcstEzLNS.

1000 K O M BEREE 1L, 3 XUHEF T 3.0mA/m? R T L7zDITR L, 2
/3 RTGHEEREER T TR 1.2mA/ecm? FRE DR T ITH 2 & Tz, A& R B G
DPFSENVARIFT 572D, 3 RIGHEF TIHEEF D MAPL 27KAM ORI & D 53
LIcHBEMEE 2 b0 5. —H T, EREREECE TN IH Cs eBEMETE, 2
KRR T AL A M3 RTGRAO T AL A NOMEEIFI LT LEFEZ o0 5.

1000 HFfH] D KX FEE CHIFRE F13 3 KITHEF Tl 0.641 225 0.535 12D L7223, 2
RT3 Kok EREESR T kM b L7z, IEFLEENE 12 Spiro-OMeTAD % Fvy, Li-TFESi
ZIIA E L THWIZKEE T, —ERFEARGIZE 59 2 & TLI-TFSI IZZEXH D
MREHMNE—7Sh, MBERTI[ET 22 LGS TwBI2, 3 KIGETFTIE
MAPbIL; 3 D LA I W BRARA T 2ME T L 7225, MAPbL; O %L A3H] & 1 5 182 i
TIE, Li-TFSi N0 F— 7oz L ), iR FrsmELzeFE2zons. £,
KEHFUTIE L 72 3 Rousm F OWHHES T A OEZ R LTz, ZHTL XA T ) Y ADF
EBTH?.

3RTHEFBLU 2 Kot/ 3 XouHBEERTOFRER L 1000 RHKZBRERD

L ATV VAR A %
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% 4 Z Dion-Jacobson fH 2 Xot_u 7 A0 A t & Wz 2 Kot 3 RouiEEfEE

_ PCEgg — PCEs

X .
PCEn 100 (4.3)

HI

EDEET L, 3RTETTIE6.12%0 5 433% K LTz, 1272, PCEs i ZNEHA
EIERS IR OLHANZ, PCErs (FWHMELEREIROEHSIE LIRS, —HT, 2T
/3 RIGEEER T Tl ODAL IBEHEKITE-> T X7 ) Y AROEITI 2 & 1,
ODAL R 10, 50 mM TI& 100 RfHfEBHRICe X 7 ) Y AR YWH L T2,
3RIERATADA FEFILBT L ATV Y RADEKE LT, MAPbL; ODFANIT &
LERERMGOEEIEZ bNS. £, 0T Xh A MNEEEITEKS L5 KfEiEe 2
FNVYRAEFERT 2 2 LIME SN TVBIS, 3 RTEF 2 RARE LR, K&t
DIKFITE D MAPDL RN RMaATER S N7z 2 & 25, e XT VY RAEF[SEILIE
FEZoN5. —Jf, 2 KU/ 3 RXTEBBERT CTIIL AT ) Y ARBIERL Lo
ZEDL, 2L 3 RGEEBE AFR T 52 LT, Ru T AL A ERE O X
BEIHTE L EZLNS.
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% 4 Z Dion-Jacobson fH 2 Xgt_u 7 A0 A b & HWIz 2 KIt,3 RoutEEfEE

% 4.5 MAPbL; & Wiz 3 X KIZEMEEF & MAPbL; £ 12 ODAPbI, 2 )& L 72 fEHR}
Fom 2 Rot,3 KIctEE s K EiE 7 OERER & 1000 FRL1E O 251

NI RX—ZX&
PCE (%) Ji(mA/ecm?) Vo (V) FF R (Q) Ra(kQ) HI (%)
Pristine Oh 13.2 21.7 0.945 0.641 178 60.6 6.12
1000 h 7.45 18.7 0.736 0.535 300 —54.5 43.3
ODAIL; Oh 12.8 21.4 1.041 0.574 197 30.9 10.9
2mM 1000 h 10.1 20.2 0.866 0.586 232 40.1 12.0
ODAI; Oh 13.9 22.1 0.985 0.637 162 44.1 5.33
10mM 1000 h 11.7 20.9 0.857 0.653 167 80.2 —0.171
ODAI; Oh 9.37 214 0.924 0474 382 9.80 13.3
50 mM 1000 h 9.61 20.6 0.830 0.563 231 21.2 3.28
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ZE T, Dion-Jacobson 12 Xot_Ru 72 H A4 FEHWS Z LI2X D, 2RL/ 3K
TOEEBEEE O 2 KomRu T A S A+ O\EERERS X 0 2 XooRka 7A 44 b
OfRMEHET 2 2 L #1BE LTz, 72, DI 2 R0/ 3 KociEE#EE & v o K
WETEERL, Z2ORBELZIML.. AECELATMREEZUTICENT 5.

. DIFHEZEAHWEZET, n=1D2RXKIGRaG 7 A bA M3 RIGRa T AL A MIZ
TEE S AR 7 2 Kot/ 3 RoutEEmE = 528 L 72,

2. DIMHZHAWBZET, 3RXTRUTAIA NOEMAIZECTzn=1 D 2Kt u
T AN A - QR EIE SR L 7.

3. KFECIH 2 RouRu TR A bR REIE KRS B o B  FHE L7228,
RHECI 2 KowRua 7R S A MXEMEEOREE L XL L Uo7, 2 KI6/3 K
TOHEEREE T W c KGEMIC BT 5, 2060 7204~ ORCAEIE O BEE
PEERL, 260 724 ~ ORAFHEHIRE « @mhRLEa 7254 FK
BEMOEBRITENLFIETH L LERLT.

4. 2 Ru,/3 RuHifEBE T KIGEHIZEAT 52 LT, 3 RCRTTRAIA M &
AuwicKIgEEF & L CREM M E L7, BRI, 3eRu 7204 b
2% 2 RoRu T2 G A FELED T LET, 1000 KHOKZRETHLEH
SHERMETF L ZnwRu 7204 P ARGEMEEB L 72
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LIS -

ARHCCR, FATEEER O— 5 BRI B 1 B ERMER I E L, B
DR T 5 BIBIEORAHIE 2 RE LTz, 5 2 500 b 5 4 HORH M F I~
5.

B2 ETIE, &EW ter-7 FNVETHT 2B FHEEAER -BuPcH, %, bR
HEZER L IBEEEN—a - MEZHWTRES 2 2 L2k ), FEEITEVERRMET
DT BT HDOTADHEIE S TR T L7z, ER LT -BuPcH, ¥R IXRYE 7 +
VAT 2 EmW b E R L, NI YV RAXBFITEIT EBEIEIC O ZAESBIN
7 &, BmOWERAMEICER S 2 FEME S, EmHIEOF A Z R LT,

B3ETI, 2K/ 3 RuTEB#EICBIT 5 2 k060 TR0 4+ OECHAHIEFE
ELT, 77 v— MRRIC K SECAFIEZIRE L 7. —BR5 B mEE vz 3 100
RUTAGA PP 2RXTRETADA FANDEHIZ LD 7 7TV — bR EZFERL,
3IXTGRA T ABA b OFEFEFAIIIECT2XIGRa T AL A bORAZHIEATE 2 Z
EEMOPITLT. £, 7Y 7V — MRKRIC X SECABIENICIE 3 R a 72D A b
E2RTGRU T ADA b O OETFREVDETDH D5, 0.5 ABEORELEITFAS
n, FAsE»ERS S ZEEmRLT.

8 4 FCIE, Dion-Jacobson fHEZ WS Z LIZX D, n=1D2RKIGRO TR DG A b+
3RTERU TR G A MHEE S RN T 2 )Xot/ 3 ROuEEHEET EHL, S5
MG D 2 Xoe_u 72 A ~ OREAFIENIEE) L7z, %72, Dion-Jacobson 1 2 X
T6/ 3 R EEE © W T KIS EME T 2 ER L, Rt 5l L 7o 2R, APkt
L7122 KRR TA A M DBKRGEMEFITBIT 2EMEEDOEE L Lo TzDITHL,
BERHCA O 2 Xot_ua 724 4 MIEREEECEEL Lot S 51T, ERHEEM 2 X
763 KOG 2 w5 2 & T, 1000 K O KB R b REAMET L WK
WRFEER L. $4bb, 2X0/3 XuE#EE O 2 XtRa 7204 ~ O
M AR w 72 5 4 b RGEMBOSEEZNE MR &L WEERDOWZEITHFITH S Z
A Nl O A
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PDEzxlos e, —HHR5IEMEIC L DIERS 02RO mKIEIE O RO 2 H11E
L, B OEXRFEZ M LS 2 FHEe R LT, AR TRE L R mEIEFE R, &
DFERAFEER T HCTET 7N 2 OBMEEARFEOM L, B X FEKE TEART
_Ru 72 A P RGEMEELR L, BRETERS 2871 ZOFERLIZFS T 2
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Appendix f / R—Y a Y THFA YA —RA T = I L LELNIFED

Appendix
1/ R=2a3>FHFA L A—-RAT7 =0 LBLNEED

A1 HE

FHIBREFBHREETEERDOS /) R—va v FFA va—ITEEL, HEO
HFZEIc & DH LWEEZBIH S 2 2 L 22 A TS o, BU) MANE X BB OMERE %
D EIHEREEL A VXTI LTRET 24 /"=y a vy T¥ A1 vERLE, PAFK
TY 3 THEIIOWTEDY, #Himd 2V a3 7THREY I TH 5. UTILENZROIERIC
Lo TR ERT.

A2 A/ ~R—=2a3 FHA EK

A7 R=yavTHPA VERETHE, AVvEZ—IIRLTTvEYT—yarifrol.
EFL, ET —< 2 EHLEEEP L R0 T2 A P RBEMICEE L2720, 44k
MET—< 0 RE->THELT, FILWIR T —< eRlHT 208D o7, 22T, fif
BodHoHET—< 2RI T2HELELTA /) RN=v a v TS VEREPERH L.

WETF —< ZAIHIC Y7o T, IEEOMEMETH 2, 3 XTTRu 7 AL A + ORL
M OHIE % M OEAMT 2% & LG, R0 T2 A b KBGEMOIEE RS 215
T EMET L7 R u T2 A A P RIGEMOLERIRES LREL LoTEHD,
TEMDE N 2RTCRA TAHDA PHPFER STV, Lal, 20 7244 b

ZEEBEFHIFEELZERT 2 & VOO, BEHOEIEREIZE 2 & v MERD
D, 2X7CRu 724 s OREAFIE Z &/ L72iFRRL fThonTwiz, f7zRRE
123 XGRE T AL A b EIZ 2 RKouRua TALA FEEET 5 2 & CREN L EHS)
LOWMILEI D 2 Rt/ 3 RGHEEBEOME VI 2 DTz, £ 2T, EHIHEHEE
IZBWTH 2R TA A P BEAENRTIHES 2 LE 2, BEBET O 2 Xt
O 7254 ORMEHET 2 Z L EMEOT—< L, XV R—ITREELTo 2.

HEOMRIZLD, Ru 7254 P RGEMOE VAR AR L L2356, VR
EMTERTLIEBTELEEZT. L L, Ru T 204 KB EMOREENE
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Appendix f / R—=Y a ¥ TH A v a—AV =7 poELNIFET

T PRI % L, BABITITH LT, MROBMMEE2 RS 2 L EETH - 72,
i1z, REMO M CROEDLEIEEMIOT L B2 RT 2 N TE o T2,
ZZTCEaARMOEILEBHOBM Z AR LE L I EEF 2T 2020 F 4RO
IEFATIEE 2 2 b TH 2 DMAMEO B WIRFEHEREE A WIcE IR, a2 s TH 58
ZVX Y T WVED L WD T AEE, B3 X b TH L BIWAEDIER N 7 1 Vv L EEDFETR
THY, 74 VrEIEEDMEIZL KX, SAZEIEL. LaL, 2021 4
Ba X b OB X 2EIET 10 FOMWMAENER SN2 EI2L D, (KaX b, Sl
ADEHLE WD FEIT L CHE DO T — ~ 055l WERRFIE I 2 7D, B
GOMROWEHEEEE T2 Litkol.

ZOWOREREOMBER L LT, BEORERS L UEENERL LT Z Lk
Fons. T —< OFHER TR, WEEICHL CARNZEEOBRESTETE
53, HEREEMORENR L2 BEL LT Wz, 20fEER, SIEEMEa & kol
BRIz, (BRI 2BAME 28T 2 EIT8E L, [EIEEDW & Ha L WIS L
PHEIT L] ZLEMEITCE L o7, F, [ Ru T XA MRIGEMORENE T K
BT LWHRERE LI-BERER, Ru 7204 M KGEMOFREELR TS &
LTh, BEFIMEZIRMET 223 TSRV EVWIESD - T2,

2RTTRAT RN A + OERFIEIC &L Y REMY & FRHER %L

usiel E%E%E%E K}%”f
gane oflilis 2 & i % %

BRFTRATRAA b 3RFTRATZRAA b BRFTRATRAA b

K EE ) wEACM #HeicE

SRARATRAAA b TV TL— MILERRT2RTRAT A A A ZEMEIE

Ao Y72 = °l L —
B A KERRATY 7L — b

[ T T T
L T T T T
2RTNATZAHA b |:|I|I|I|
||I|I|I|
T T T

3RTAOTZHA b

LTS KFEEM2RTT

(RET>7TL—h) -
—— T S S Ee——————
EFREE Agligigigh b ‘NMYMP"A‘ ﬁLEEr‘EJT/7I/ |\
a L] = O N
BB HAHHAH ivq . o4 w::
ZEEE S HHHH] £33 $ EERE2RT

BAL 4/ RXR—=¥ 3T VERYDIZE T 2 IRENE DX
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Appendix 1 / R—=Y a ¥ TH¥ A v a—A T = poEonl ¥

220, Va VY IOERIIILRYD, BEOBMAFEIZ LD X D LAfifE % R4t
TEIZOWTHRET L, 7z, [HIEEWICNT 2EBAM2ET] oTId% L, [Hikk
&AL WVIGHSG] ZHET L7, METLIEITAAEZ K A2 ITRS. 22 X TOM
T, 3RTLRA T AL A b H S %5 RKGEMEFIIHEHRIOIBL LD, Btk
M CTEHZIEMET T2 DI L, 2 Kot 3 RoolEEETHwWs 2 LT, 3 Xook
T LASOZEHINEREH L, 100 KL EOMZEHSIRIMET L LW ABEME T % 5
L7, 22T, 200/3 RHEBEOERT 52 LItk s [Ru 7204 MR
VEE D DE I TOMODKNIT L 2H 60 T2 A MNEBEEZRET 2HHT) & L
TRELT.

2R/ 3IRAREBEZTRAV =0T R A1 PXREEE

// 1.3
€42 of o0z 04 o6 08 15 1 1.0 /’<'<:“/‘\’_M
3 Voltage (V) 8 ~
£ a —
el
Z -10 — 3D perovskite @
& — 2D/3D perovskite ©
%’ £ 05 —= 3D perovskite
I 2 | =+-2D/3D perovskite
3
0.0
20 40 60 80 100
Time (h)
3RAROTRAA b EAFOTHEME KERET T 100 BFRELBRIE % HF
=1
REANT

- Coating-bar inﬁf&;ﬁ\ b i’{l’_ﬂ: i —c o)F
S— A ROTRAA MEREESED S RE

+100-150°C O/5iE TDEFRRE
— KB DHHE %M

-« )
A

%nmz;s;{ag—f T /
25547 TREE 22547 ik

X A2 Kb FER D OB TORDOKDIT X 251025 2 Bl OB

RO T AHA KRG EIIKD ERIELTET 20, KIA4 v—n 0 — TR
v 7 AR EEAOCTARBERE CHEES N TWwa. Ru 720 4 MXIGEMOEEIC
HizoTE, RIANV—LBE T CTOMEIHFRTIIBDAII L EEZLND. L1 L,
R4 V= LOUMREERTEETDHD, VF VLA A VEROREDLETIER S
ANV—LDERIEIA S D 0% % D, FHSADOREEEL Lo Tna.
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Appendix f / R—=Y a ¥ TH A v a—AV =7 poELNIFET

22T, EHOHM A 3XTRu T A A MEEER»LREFOHIEE TOMITET
BRI L 2L EIHI L, FRERERIC K 74 v — L e REICT 28l L L TIREL T2,
FIRE T, 3RTRU T AL A PEBEOFRERIZ 2 K00 T2 A + e B
L, KPITE 2L 5 3 RTGRu TA DA N Ri#ET L. AFETIE, 2 X003 XK
TORESE S O/FR % 100-150 °C T2 O IR EIR CERE L TIT5 2 &12X D, 3 It
RUTRAH A MEREERE, 2 XuRa T AMA b eEET 5 £ TORITEIT 5K
DNEECZENTE L. ZOEMIZED 3XTLRTE TR S A FEEELH S IRE
TL52LET, AR IAN— LEWOAEIZL S, £z, BfE7 V — v v— L DiH
&R0 72U A4 FRGEMEE D HFS I, FHSAOREMET T2 LEF2LN
%.

MOREL BT 2 H3EE L (R0 7204 KB EMEE ICHFHBAT 244
LHIREICERE LT TH . HIORETIE, BEEIEHET L o720, BIOFEI
& DEBRTE 2BEOMMEL BERNITRT ZENTELR o1 BELHHEIZERT
52 EILEoTC, BEDPROTWBMEIZIOWTDORMEZRET 2 Z ENTE, HIEF
MEFHAELRVIEHEEEZ 2 2 LTS,

AN E LTEBOF W Sy Y R—y a3 VEIRBZRIT LN B8, Sy ¥y R—
¥ a YENZHW 2 B F13 100-150°C DER T3 XmRu 725 A Mg LG L,
RO T A4 MRGBEBMOEEZNE R T S 2ME1SH ), LEBHWERTO 7o x X
IEFIETE v, —HTRFIEIF 100-150 °C OEIR TORE,IFFETH D, Tz,
Roll to Roll #EANDHEMANES CHREZEE - OB LD 3 XKooRu 72D A - DR
EEERT LI LLHRETH .

ARIANT & FeATHIGE DEHEDIR L ZEME DI A3 1R T RFETIE 16%2 Lo
EHRNRERL, 100 RHOKRKRE CEHPEIMET L v 725 A b KIGEM
DEBTE S, £, RABEFET T 1000 FHM EEHZIZRMET L wvwRo 720 A
FRBEEM A EBR L, 3 RXuRu 7T AS A I MAPbI; & W72 JafTifgE & HER L <,
BWREMTFEB LT, 20X 51T, KA EWEHL)ER & M O ZENE % WAL
LZFHEELTENTED, 3RXGRUTALA P EEHLTHLEIEZTOM, 3 X0t
RUTANA e RETLIFELELTHEHATELEZ LN 2.
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1400

» Ref1 ODAI, 50mM
1200F = Ref?2 *
= Ref3
1000 . Refd
= 800} * ‘
< * This work
~ 600}
400}
ODAIl, 10mM
200}
. " ok
ol= . L EEE m, .
5 10 15 20
Initial PCE (%)

X A3 ARET & FATHFE DL HRNR L 2B D IR
A3 TaJEmtEsI

2021 E0 S, FAFEROY a 7HRY I T EHNICEMEL, Y3 THERE X ORI
FHEIZED 72—V A P27V =y a VITOWTHED, &L ¥ 7HGY I T,
g - BRI T 2 B Z0HEmTFIETH 2 [T 787 v av] HVT, 5k ERG
RUEOFEREIL, FLUWMRHEE S, L WEEE AL HEREFATL.

EHEOREOHITIF, [Ru 720 A P RGERIERERECFRS 2], [RATT
DR T2AHA +KGEMFROMEDTFIEIML TV ] EWO kL, RABREL
e R E MM THL LTz & WO ERFEEDNS, [RAF TR LR 72D A
MRIEMEE IS 2 £ TOMSUrOHREST S 2 LPBE] WO RHEERT.
DREIT & D, FEHOFM RS 2 MifEIL [0 72 514 b KGR ORI 2 %E
HrmbasEs] 25 [Ru 7204 P KIGEMEFERLLEHIEE TCOMOKIITX
2L EWHIT 2] IEDL D, BAEME [FIEEM] »5 (R4 v—rNTHIET
28] IEboT:.

il VaTHBEYITI I —F AV v RIZOWTERRWIZED, Mwoirch, M
WORDE L, #SMIZoOWTERmLT:. VI —F AV v RIZOWTHERENIFZ DL
ZIZOWTHERRIIZESRZ LIELS, T —<OMNERFHR) Th o7z, FITHWwD
MOELIZTETEL S, LTRHVWAREARL LIz PRI MA TV, va 7
HEEITY Y —F XYy RIZOWTES, BEEOY a 7ICEB L THVWERDET Z
Tk oT, IVEMFNTBREZRET 2 LTS
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