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1-1 g v 7 At <~a 72 h 4 b

1-1-1 a7 2 H A + i

_u T ZAHA b EIE RIS ABX; DK TR I N {LEYTH Y K 1-1 IR T
O mfEEE2E T3, 6 o X 7=Fv e 1o B AFA v 2o I3 BXs
JNHRDJE DI 8D A 7 F 4 v HBHIY A TEY, A ¥4 Mk Ba>% Ca?', B ¥
A MITIETIYPF', X ¥4 M2z o> onum s vinl»BAs,

ABX,
& A
¢:B
@ X

X 1-1. =~a 72 H A b AL

~uT2ANA MEEER AT LAY & LT CaTiOs. SITiOs 7 £ D& RIMALYI 025 b |
JEFERR AR, MBS 2 RS C L okA R TR EI hTw S

1-12 A E v 7 A< 727 4+

A ¥ A4 MIC CH;NHy" °(NHL).CH 7 & D FHES T B 4 M IC Sn™ % P> 72 L O HE
B, XH A bier~vrZryX=Cl", Br, N&AET 2028 EE 7 tY~=n
TAHA TS, AV A PEFOIICLCREEEERT &, K12 1CR3 X 5 I/\H
Ro a7 ALERICE > TER S 1 2 EEROBBRICEES TR A VAL L %
S E LCh ) G L BRI ol F 250 2 L2 b A4 7Y v P
RO TAAAL PEEEINE LD D D,

X 12.A %4 bEFLICLEGED =0 72 H 4 b B,
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I 12 1R T LI e T 2AA VEERER T 57201t N 1-1 TKEh
BEHFRARE DA 0.8 <r< 1.1 THRITNITR S R 13,

r,+r, ]
=) -1

V4~ B~ I’x i%'ﬂ'/f b 0t-]\5/f 7]‘/@4%‘/4‘*‘ VC%D\ =1 @H—j fifﬁﬂlgﬁjﬁﬁaﬂ’\o
07 2ANA MEEEKT 5, APbX;(X=Cl", Br . IYD AV A FCALZLNTE
EHFF VDA FVEREE 08<t<1.1 OHIPITHED 2L 1.6A<r<3.1A &7 3 45,

1-1-3 KI5 &M~ D )t H

2009 FEICHRER RO EYR J15 13, JEWINE & L T CHNH;PbX3(X = Bro, 17)-2
07 2AAA &k EEEEAKGE 2 R0 Tl L7z 0 ek o i FEHE K
RIKRGEM L [FRIC, BETHEECTH 2 A ViEROmBLT 2 v o kicF 7 idEko~n
TANA MEREK L., Z D LICEREEREZ 754 ZAfE 2 Fv 7z, LB
%1% CH;NH;PbBr; C 3.13%. CH3;NH:Pbl; T 3.81%% 7/~ L 7228, 1EfLEREM AL L L CH
W EBERIRIE =T T2 A4 M L CIEFICARLETH 5 720, KiGE o tEE
Fowicizu 7 Z2h 4 MEOREM L W ELN R BER B - 72,

A OCHg OCHg B

AuEB
Hacog??goCHa
HaCO N O O N OCHj
I Y

OCHj4 OCHjs

1-3. (A) spiro-OMeTAD(2,2,7,7-tetrakis(N,N-di-p-methoxyphenylamine)-9,9-
spirobifluorene) D& X, (B) v 72 A4 FIKEGEMD 734 2 1iE DI,



2011 4EIC#[E D Nam-Gyu Park & A 4 2 @ Michael Gritzel 5 (3 & DRE% fifkh 32 72
DI, IEFLEREMEL L L CEMEER DD D ICERD spiro-OMeTAD(X] 1-3-A) % W
7ema 7 2Ah A PKRBGERERE L, CICX Y 2a T2 A4+ OREEDTREE
ficra b L, ZBEERIZ 9.7% 2 ik L7z, 2D L XD F A 2EE O % X 1-3-B
(R N

FTO & 137 v 3% N — 7 {2 X (F-doped Tin Oxide) DBEFR T, ML AXIC7 v FE% F
—7L7bDTHD, EHEME L CEBEBEARGEMZ SICHHEHINTY S,
TiO, #% & 13 FTO BB O M™% #Ifi] 3 2 & Hic, FTO @k ~v 727 4 b AE
B2 2 L TR AUEFBHZHC0IcHVON S, AV EE TiO) (376X
JECTHEaTANA FOREEZRELSTE7200R—RL L TCoOFKEL, ~u72n
A FATERL EF % EME Tk s 2 %EIZFiD, Spiro-OMeTAD X IEfLZEIAT
HYH, T ZAhA b+ oEMRE COIEfLEXEL LTHYONS, IEILZAEKE LT
I spiro-OMeTAD DAt iC PEDOT:PSS < NiO, 7 & 23MfiHl 11 5, Spiro-OMeTAD % ] \»
e L THIRFD R TR A FBRURGE M O R 2 K& CHEHT L., R
KIGE-CHERGEM &S RGEe L CFEHZED S X 51Tk o7k 3%

1-1-4 CH3NH3PbX; = 1 72 /1 4+ OFF

2011 4EIC¥]® T CHsNHsPbX; =1 7 27 4 P BUKEGEM A X T, ~o 7
AN A T EONERKITIEC T N A ARGE DR BT b, JEBAWRNE T 25% % M L T
52020 4E 1 H)o X 1-4 ICETERGE R OEEN RO 2 /n 3 10, fEko BRI
RIKFGEMCEHARGER L T 2 L 2 0REREIZZETH Y, >V o v BERH
KIGEM D R EELSERD 26%TH B b ) avicfbafir-mkGEiLE L
THEHIN WS, 2 ZTlE=u 7204 FKGEMSZHEICHKEL T HHICD
WT, e T RAA P OYFRR - PR OB bR B,
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CH:;NH;PbX; = v 7 ZH 4 F(X=Cl",Br, I I T D X 5 ksl dH %,

B 7o 2k oTRu 7204 MEzElci 3,
B ANBVILER % AEE & L T\,
ARSI IS & > IR 2 R T,

X T2ANA MENEERF Y ) TOETE 3,
ATV OMRICE o TV FF Yy 7HRFARITE B,

O Y S

1. 2 OFBIIKRGEM AT 2 LCEELRDDTH S, a7 AHh 4 MEEIEK
TEHHERIRALC 2 EELH, | 2HIF=uv 7274 b OFIEAETH 2 PbX, &
CH:NH:X %7570 L 7= BB RIS 2 HfR Fic 2 e vy a— b LARICEEE T 2 5ET2 2
HiZAxeva—MTXoTTF® PbXo ZHE L 72 5% CHNH:X SHRICIR L 72 21T BE
T 2HETHE B, WTFRDERTITI T EATE, FEAEEFED 100°CLAT & bk
KR CIT) C LN TR AR T e v RAIC X VK CE 32 e CARY va— bR L
DREERTTEIC L o TRu 72N A P ZBECE | L7207 7+ 212 X 2 KEEKE
B ~DISH b AIREL 72 5 14,

3OFHEIE R e T XA A4 FRURGES S WA R LR TEEHD 1 oOTH B, <~

T AN A M E AL W 2R L, 800 nm LAT DR MRINT %5 2 & 5T
%2, T, HPIPURE D G RMEAKGEMICH LN BHE T IS LHITRZW
fili & 73 1516,

4 DFHIE =1 7271 4 b MO FREKG E 2 BRI RAURGE M & 13K E
LRHACT, e T AN A FEIINEWRINT 2ZE AR L ZEMF v V72X T 51X
HomGERZLTwDE, 2D &1 2012 FFICEYE H. J. Snaith b DfiffgEIc X - THH
LI ENTz, O RBETZEMERTH 5 A VR Tio, b v ic X2 V& ALO; % H
WizRu 7 2h A4 PERGEMZRRE L 72, K 1-5-A IR T X 512, ALO; DIREH D T
ANF—HEN (IR T 2L POERER LY b FOHEMNICIET 2720, a7 204
FATERL ZE TP ALOs ~NERIBEET 23R I LAV TTH L, LIrLAD
5 AVIER ALO; ZHWZ T NA T 10.9%DEMNRE R L2 &b, A VM
ALO; IZRE T 2AHNA P EFER EICREEX 2200 +EE LTORE L2 EZLTEH
b3, a7 2AhA FARSETFEEOKEEFf o T B Z e REI NS VT, b,
2013 4T H. J. Snaith & (3N X > THEK L 728 F & IEFLA CHNH;Pbl; = 7 7 &
714 FEN%Z~100 nm LA FIEECT 2 2 L 2R L. & HIC CHNHPbl iIcHizkz F—7'L
7z CH3NH3PblsCly CTld, BT & IEfLOILEFERED ~ 1000 nm £ THARS 2 2 L 2L
2 L7z B 1-5-B IC & ORF O & E A OILEUREL & IRBEERE 2 R 37, 2 v b OFER T,
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RO TANA MEDEIZ#KELTEILETIVLLLDHERINIE LI LNTES
L ERLTWS, ARG EMCIE. JkIC X o TER L 72728 5L < B
Bt 2 2 & THBRAERK T 2 23, i T O EGEEE 2S5t nm & 5\ 72 0 1S IRINE
DREIFIREhTLE 5,

A N ’
W Q’\ |
oV CH NHQPbI3xCI 0042+0016 10694204
IE?L 0.0544+0.022 12134243
T CHoNHPbl,  BF 001740011 129441
AlLO;  CH;NHgPbl;  TiO, EF 0.0114+0.007 105+32

1-5. (A) CH;NH3PbL;, TiO,. ALO; ZNZ NOEENE, flifE FHo T L F—&
AT 7T L, (B) BT EIELDZNENDOILERE S X LB, JEEURE s
L OPLBRERE T 1 Kot % R,

RO TANA DB E LTS5 u T v OSERD 5, G~ v 7 ALY <=m
TANA P EERT 2 v v e LR, BE, a3 vRE2HH, K1-6-A ICRT X
IICENETNDOANY FF vy FI3HEREA2eV). BFEARA8eV)., T VHRIKQR3eV)E X
192, Zhbo ur v AxVIEEOMBLETIERAET 2 2 8 TE, K 1-6-B TR
Ty u s VRIS X o TRISEREI TN Y F ¥ v v 72IEL S HAfi+ 2 2 &
NTEL 2B, Ny Xy y 7EffiicEscbT, BNV FFy v 7oRRINE
EHlA G DRI R v T LRIKGEM~ OISR IREL 72 5 25, 7=, KG@Eitic
i T % 3 7 HEKDO CH;NH3PbL; (323K D CH;NH;PbBrs & U & ZEHAE L v )
MRS D 20, RERE I VREKREZRES D2 & THOEESEEHER L 2B %
EWZEA EXELEBTE S,

A B
Eﬂﬁ MbBrs xClx
T _T ? - Y

eV 3.1 eV 2.3 eV 1.7‘eV E

l ' P S

—S— 5

= CH,NH,Pbl, £

T CH;NHgPbBr; - =+ ° <

CH;NH,PbCl,

1-6. (A) CHsNH;PbX3(X =Cl™, Br, NI ALVF =X AT 77 L, (B) RA
ABT YR T AHA DO UV-vis I A =7 F oL,
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1-1-5 FELME~ DG

TN % T CHsNH:PbX; =1 7271 4 + O KEGE M~ DIGHIC DT~ T & 7223, 78
WHNERT IR TAAAL FPOREGBFHEHO—DTH O | EFRIC LEDs L —F
— R L DONET AL ZA~DIGFERNE TN T WS 79 a7 2h 4 b DR
B ICRITHEREOIRIET~70% & FEFITEHWERRE SN TV B, ZofEIXFEIL X5
K%%%ﬁ#mw%ﬁ%¥ﬁ%@4%¢%ﬁ?ék#ﬁmk%&ﬁﬁ5é”o%w%
RS MES ’ﬁm%ﬁ‘é%??’ Lo B AR X WRFEE T R E e T H
D\;hiuT T5uTAAA FWICERT EMF ¥ ) T OENTCYEL
%%ﬁniof%tgéhéﬂ

1-1-4 TRXE T ZAHA FPAICERL 728 ¥ ¥ Y 71F 1000 nm LA EdIEE T2 2 & %
WAR7=H, _u T ZH A b TIREHIEIC X o TR 723 EEE L 72 IRAE<TH 5 H B i
(BT LIEfL)2MER L, Z OEMGERE T 2 L IERF ICE - 312, Zhix, AEKE

B OB REAK G E IO ic X > THEED TN 235K 2o L ik
E&%*ﬁ[ifﬁé AR L 72 MR X, TiO, % spiro-OMeTAD 7z & O & fa] il H Je& 2317
TET 2556101 90% DN CEATSE) % i 2 3703, B E B EE L 2 WG Tldi
E%/@%@ﬁ«n7xﬁ4bm CIFEL, 2o RIS HEAZREITOTH B
(10), FEHHFEAOEZ V5 X 2R T HAAHREOMEIL 1.7<10 ecm® s TH Y | FEM
BHTIGH & 11T 2 R ER GaAs D 7.2x10°71° cm? s ICPERLS 2 3, ~a 7244 b
SR IC X > CHIBER A ERK L. 2 0 HHER ITRHFa CRIEMHLAE 2 L I
WHEEPENECREI 2D TH L, /-, AHEMEZIGEI ¢ 282 E L TRIIC X
LIRS D~ 7 v TEBESD 50, v T ZHA MTET B REEE L 5.7x10° cm? T
HY, TEALZ7ZAL Y avyd 10%-10" cm3 & HEL TIEHINT WEEZES>Z L D
FOEELZIR L B TINE L EDERFOMEB DO —2TH 5 3,

1-1-6 »~ v 7 v WG

R TANA P OFERE L COERME v ) TREICOWTHRRTELP, e 7%
A M, e T R EIEZ T2 BRI T B 220353%  CH;NH;PbBr; ~ o
T2HA MR, BRCTIVEAAVEREAAV)EEDAEREKGEES LT, TE

DA D CH3NH3PbBr; J.(CHsNH;3PbBr; Cl; x=0-3)ICAE 2 3 &R TE 5, T 77,
Z DRSS ICE Z b . CHsNH;PbBrs I .(CHsNH3PbBrs ,Cl) I 2EA + v & Kk
X452 LT, LD CHsNHsPbBrs 23365, BT AAA FDANY FFx v 7E
o7 VHHRICKELSKET 22 06, ~a 7 vy X - T CH;NH;PbCl; (3.1 eV)
25 CHsNH3Pbl; (1.7 eV) DR TIRIA S Nv F ¥+ v 7% T 2 2 e BN TE %, &5
o BT UREOOIE. FEEREAL T AT — MR L2 SR AE 2B LN TE
5728023 _Ra 7 ANA MEREEAR L 2BROBUIC X o THEZE Z 5 2 £33 T
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%%, »u&/%m«ufxﬁ4F@HMH£MthCHNmﬂﬁmei BB
BECHEBEMNICES B TE LD, ~ar vic X o TREMBIEOSE P, B33
VA PR L 23 &5tbr”%\ﬁm#ﬁ st % 13 % 72 0 DSEMFRET SNE T H B,
a7 VARSI, BERTESIITZA 58 Th, ~ua T ViR TAhA4 F %2557
HOHMETTETH 5,

T 72, A F VRBEIE, HER S RO A XRWAR B MR L 72 (LA
BZBIENRTE, T2, NV FFry Z7PRRZPEERPIESL TS, ~T oifd
EEV T LN TE S 2, ~TalEr o 2Rk, ¥ v Y 7 &2/
R - ERTEL T 2 2 e A TE, S TIERTEARAVEF Y ) TRMEORIRIC K -

T BRI KIGEM, MBI 2 ER T 2 2 LB TE 3 84, o s v K
RIGERT R T AHA PCIGHT 22 T, e 7204 okt siiffc 3,

1-1-7 WF5EHW

a7 2AA P OKEGEMS XTI~ ISHMIEIERREL T3 —J T, <
T 2H A MICBET B BB 134 Tl A, R, R o BHE R o PEAR IC 0
RO RABHF v VT XA F 327 ZICBL T, @ERINe FEHFaHIE 7 &4 05
FEFHAE I X BT IE SRS I N TV AR, B F ¥ VT XA F Iz 2R TR
HA GG ORGSR OBRIEIZIHS 22 Tld kv, Ru T2 A4 OEEIR, A
ZefIR, RIEIRAE, KI5 7x &SRR &N R A — 2 REECTIFIE L T b 720,
R DR 7D 2R E LZHIETIE, EfF v )V 7T XA F I 7 RiCEEr b
2 AHEENRFORERNEETH 5, 2 TR T, ERF VT XA F I RE
MG FHOBIRIEZIAS 2213 % 2010, fEENFEOAE o v, H—Ri1%
W RITHHIE 21T 2 72,

Fh.RuTAHNA POV FREGEIIHEET 2 w7 VISR E SIRFFLTw 3 T
EPo AT VYBRIGR F X VT EAF I RCED XS R ERE 2 20 EHD
PICT B TR OREFEHE B X ey viBE_ue 7284 + oL
FEC& 2%, ¥72, BHAF YV TORLBLT, ~Nur v A4 vofpEfke L CRET 5 <
07 2AAA4 ML, BRTEDICERNO 4 F VIR C %, FEiRfESTPICE T 54+
VEAFIZRAEBRF VT EAF I ZAOBGEHASHICTE LT A4 VEE
e LCoFMEIHAESIRFCE 2, RIFFETIZ. 4 A v 35, L83 2 B o
BRI F Y VT XA F I ABLPHEEOZLZ, KT L XAV THL2ITT 2098 %
To77,



AREENER LTI, UT o> o EFEZ 8T, X 1-7 1IR3 2 F — LIk > THFSE
#{T o7,

. FRTIC BT BEMF ¥ U T O, KIEERE (4 XKEEE. KEEY A R)
LR Y RRIGIC B T 5 EMF Y ) T HXAF IR

LT REICBTSEMF IV TEAF IR

L FIIRTFIBIEA LAY - BuMF YV TEAFITR

_wWw N

4. FIRFeBETFsAHy - p—_—
BRF v VT EAF 7% -
A e Y
- F 7 BT ook
3. ~TEEICET 3 a2
B Fr VT EAF IR =
- B s o> I
il s t - ERIBE)
2. nualr vHBRIGIZEIT S 3
B F v VT EAFI TR =
XA FEASLE
A4 F HER

1. F/RTICEBT5ERF ¥ )T DAERK, o
@R (4 XRTEE. R4 +)

(1118

1-7. BRI E R F — Lo, BT L ICBRE 2T, B T2IT-o 7,

=



—DOHOHEIL, ~u T ZAh A FONERHEZREDS T 2EMF ¥ VT XA F I TR
DOIEENE A HI E L7, KEGERL X ORI EIoB{EIX, EiF ¥ V) 7 DEKD
ODRETHIRE 2, a7 AhA4 FAICEBIF2EMF ¥ V) T3, WKL L CHEET
200 TR L -2 HHEBEMF Y ) TORECTHFEL T30 %2HFRE Z & T,
KR DORIFZ O e g 5 25, 72, ¥ ¥V 7TOERIT. BTV A RO
FWEEECRZ TR THEINS O, Bt v ) TOEKICET 23 4 XIKEMHEZH
RBHZET, R TAAAL MCBTL2ETFHUADIREEZHL»ICTE, Ibic, T2
A ZNTERL7=2Em* v V) 713, BEH~OEBEMEE., H 2 I3 EGOERE 2R3
DB LD, BaF v )T ORIEERIC K > TT N4 ZDOHREPME T2 7%, <n
TANA T DITEERRICE T B REHA P OREZHL 2T E LT, T4 2D
AR T E 5,

TOHDOHEIZ. e T A A4t oEERLSIIfFCE 2w Sy S ROGICE H L.
RS E D IEFE IR, 5 X ORISOGIC L > TRIT 2B MF XY VT LA F I 72D
RN E H L Lz, a7 2Ah 4 FIIERTA A v o - IEBURR %2R T /ix
FERM R CH B 02, ﬁ/#ﬂiA%%4b% LCHEC 24, —oHOPHE L
F7= R A P34 A VIS RIS TRE LR TR 2T . a7 2Ah4 FickiF 54
A v O - JLEL A S = ZA%%%# LT3, £/ RO TAHNAL POV FF v v S
e 7 VIS 2720, A4 v O - EBUC K o CTEMF ¥ VT XA F 17
ZIHELRZT L ERTFHREINDZ AFVEAFIZREHEFL-EMF VT LA
FIVABFARBZZET, RuT2hAL VEEOWEEWHSL 2 ICT B,

ZOHOHEIZ, ~u S vRHRIGIC L o CERINE~T G IcERHL, ~T e
WEICBT2EMI* Y VT XA F I 7 AORMNMELZHIE Lz, — I A v
BOGIE, NV F ¥y 7088 R B8RP HE L, ~TalEEEY T -00f
Ml izoTwnd, ~7 uffiEcld, BEPEEREcOERMBE) - EifoHEosiE C
D, B—HECIIEKTERVEMIF XY VT XA FITZRAZRFAILL N TE D,
COHOBFEI VB ONRBRICICET 2HIRE D i, e T Y RIBRKIGIC X o T
RO T AL PCBFE~TolEEHEL, ~7T oEcs T 2EmMIF Y VT X4 S
7 A DHEN IR E HiE T,

PUoHOHMMEIZ, F /R NTFicksiT2 w7 VRIBRKIGICERH L, A A v X4 F IR
CEMFY VT XAF I 2O EZHWE Lz, F /7 NTICB T2 07 v
BSOG T, ~T oSSR I N DAL 6T, (LMK o Bt 5 i o i
BrPRIN®S Ao, F/RTFRAICERTY VTR CAD NS Z & T, KT
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RO K726 F R TWHORFTREEICKE AKFFL72EM ¥ U 7 XA F 17 25
Hanzd, NI TOZO0RECHONEMAE D Lic, WEEBE ko724 F v &
AF 37 R IEREICERE L, REEERICE T B KR 4 L oxEZHL2IcT 5, £
oo F BN IR I N~ T o EEICB T AEH F ¥ VT XA F I 2 2A%HL DI
+ 32 L C GO X B <0 T 2H A4+ F KA DNEERE L D EH & WS
%,
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ICTH B DI L, NP-2 TIHFOEHEO ~ 1 ns)icilie Fov = I 42— FHEAICL D
RHABEZ > TnE7DLEZ LN, ORI A F — 2RO I X o THRN
BREBRTN—v 7 LT eEZLND, £72, HHREEM ¥ ¥V 7 OGS IEER %
Oy 794 VOFEERZZTLIN. Y IA—FHEESEI N7y 7Y FoER
ZF DT, NP2 DFMAETICELELS ZoTWwd LEZ LN,
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NP-1 18 0.05 28 0.25x107 1.4x103
NP-2 4.5 0.38 4.4 8.6xX107 1.4x108

2-12.NP-1 5 X " NP-2 Z L2 LD IR T ER d. FAHETIE o, FHEHEda
<tpr>, PREDEEE ko, HEERRHHEE L, OfE,
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12 12
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@04 204 _
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2-13.NP-1 5 X N NP-2 Z N Z NDO R GIAFEA A =7 b v, 0-1 ns (BAR)DFN A
R R e 2040 ns (REDDFENA T PV ZIRL 72,
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2-3-2 Hi— K7 F G ELH

NP-1 % v TV % v TR B 1T o 72, [ 2-14 IC[A]—Ki+D TEM #l
R HNTEMIER R OMEEZ R T, EEAR 10nmm OF /K FOFNKIE 513 mm i —7
%mbmﬂzMB»mq@%%t~7amhﬁéa7w~y7bbfko\t~7m
bR o, FELI N T ARVWHERTORNEBBHI I T EEX LN,
T 72, RNCEEORFIEL 28T 2 &, X 2-14-C ITRT X D18, FAWMELI VD
DR A LAY — )VTHWIRIICZE LS 2 7Y v % v BRI X L7, FOLEIE D91
BB L 200 = BE LN, SARITERITH 5 2 L HLEBOFNT A b
BHBEEZHZB(H2-14D) 2O7 V) Vv F VY IHRIIAAL Y Y TARRE LT
HECIFBEMNEIN Wb OTH Y, B TFRABECL>THllENEbDTH S,
MDD 7Y v v Z7HRITFERETFy PR THh BBl L TE D, Auger FHEA S
BRI F XYV TOLF I vy Ik oTHETRIINEZEEZLON TS 9,
CH;NH;PbBr; @ 405 nm TR EL a=2.4 x 105 ecm ™' X 0 F 7 K 7 DEM O Far N
Q8ns)ICE T 2EMF Y VT OB ERKDZ &, ZOIZ1LUFTH 27720, SHEIEH
EN=T7Y vF v IEHRIT Auger FHFEGICE 2D D TR AL, BRI Fr YV TOFI v W
yﬁm;6%®a%i%néo%m&xﬁ:fAmomfuu&4#«yEyﬁﬂWF
BT

A B
400

— —— Single particle
=5 — Gaussian fit
L
= Ap =513 nm
% 200 fwhm=17 nm
©
E

250500550600

Wavelength (nm) (Agx=405 nm)
C D
’E'-“LO 1.0 E
e g
£0.51 05 2
z E
0.0 =
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60
[X] 2-14. (A)CH;NH;PbBr; 7~ / RiF- @ TEM Hi{R. KK & & 7 — ) T2 4R %
AL7ze BFE—KTFORNA~T b, JilEEE X 4050mm, (C). (D)FELIE
FE DRI 3 X OFIEIRIE D AR,
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H—RFREBIECBTREoN 8RO — 27 Ep LR FV 4 XdB X
VoL 7% v TVNP-1, NP2)DFH & — 7 L PR3 4 XOMIGRARZ X 2-15 ic
Zuy bFs e Y -7 DI A XRGFEBR oz, KAV A XhE s &3k
KRN =TI BTN =7 PLT0EI 2L, RBTANAL P F/RNFICEWTET
PACIADRIRNREK NS EEZ D LB TE B,

2.55 LR Y/ iy &V

2.501.., = HRT
%2_45_ 74974 7
I.I.ln'2'40-

2.39-

2.30

0O 20 40 60 80 100
Diameter (nm)

X 2-15. ¥ — 7 Ep LRI TV 4 X d DOXHIGEER.

—RIC BT UADRIR I EHEIC X o TER L 8- 1EALn 23 F 2 R F+HNIcEH U
AD LN, BPREXPET LTI 2RI NDE, ZDEE, NV FX vy 7T
INF—E, ATV A X dDBERIILAToTRINS 10,

h2
0
Eg_E +

g 2,ud2 (2'1)

EL 1INV 7 IREECOIR TR ANV F —T, h 1T 77 v 7 EH, w3 FoE
HETH2, 2OXEMH B L, M2-12 DBMRIL B =234 + 15/d* TERT LA TE
520 b, -7 V=07 FMIETHALADHRICL2DDLEEZLND,
C-DHKDZ7 4y T4 v 7 XV EFOEHERIL 0.1 m TH 2B Z L0 h o7z, mold
HHETOERETH L. V) 2 vOBRMNEEDHIIE T L IEFLTZ N Z20.19m & 0.16
my THDIZ EDPDL, TOFERIT0TZAAA FaEKE LTERLTWE I EERL
VC‘(‘E} Il,120
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R, Bon-AEEOHEEH VW UNEFORBI AN F—% KDz, T AN
A FHNICERTIMEFRV i ThH2LEZZE FORMBIANLF—F TP
ToR 22 CRINZKFBFRFHOL AL X —ICX > THIBTE B 13,

ul e'm
E =—_—-_-"°0 2-2
* my & 24rwe,h) 2-2)

e IIEMFERT, 0 IEEZDHEER, e IBEBLREETH D, ZoRIHELN-HHE
BOELHREINTVAFEELRDME =28 4, FYHEROMEEZAAT 3 & il 7
IANLF—(T 1T meV &3 eBbdhot. 7. FEFOEE — 7 FFE a 1ZLA
ToHX23TRIN, "BONEANEBDMHEW=01m)EMH25 & a=15nm TH 2 Z
E i)§bi))o f:o

2
_ 4nh g,& (2 _3)

2

Le

ay

INFEFTOANLIZH Y TATOHEERRE L EDLEZ L UTo L) Icimft s
BTE D, NP-1 O X ICHTH A XT3 4 X(ap = 1.5 nm) & D K& Wk 7Tl
T DR A X —(Ep, = 1.7 meV)DPEID AT F L X —(kgT =25 meV) L D /N »
Tedic, KhhEIC X > CTHHEMPBAER L, FBLITHHEMOHFFHEGIC L o TR 5,
L2>L, NP2 DX 5K FH A XDEF VA4 XX /N 73 L1238 FHIC
W I ND 720, KT X > T T34 L. FEGERIIIETOfRfGAaIc k> T
e 5,

28



23374 FT VT A=V a v

HOEBEISEE T 1< 35\ T CH3NH3PbBr; 7/ KL 11 F— W LET 2 &, FLER
EARE E IR T 2HR(7 4 b T 7 T4 _—=v a2 VDB E N7z, X 2-16-A 13 2
D L —H —BBEH 405 nm)IC X o> THEAOBAEM L 728672 R LT3, FCEE
DN DHIT IR TH 0 BREZ LI T v 7HR 51 7=(K 2-16-B), X 2-16-B D
BAETIE, L0 —FREPFHBEZIR L 320X Ty 7B R— N, TORT
vy TRIIR T IR o TEY, ZO0MIE 14 TH - 7(X2-16-C)e 74 T 7T
4 R_R= a2 VIR KBRS X > TRER LI N T BRTH L EZ2 D L,
127y 731 2ORMBICHIGT 2. 1 ~4HOREOE L 5 DiE. 10 nm DFF TH
A5 RMEED 1.9x10'% — 76x10% cm > 7% b, ZOfEFHRESIN TS
CH3;NH;PbBr; HAESED 5.7 x 10° em 3 X W IEFICKE RfiTH 5, ZniFuw 7 2Hh 4
F DR FESBEICHFAEL CTE Y, F /P TEREBICNT 2R ABOE G K E <
mbl-vlEZOND, L L, HEREEEAEAME)ZEFED 10nm ORI & W
TN HEER L FARED 107 mm Of5MTHET 2 &, 224 0.6nm ' & 6X107
nm 'Y, ZDOH=10nm/d =10 mm)i¥ 10° & 7 o7z, ZIixF KT & B O b
v TEEOH ~100 X V/NSwZ b FIRTDO LTy TEEOEIRKE VDT
FIRFTIE 7y 7TV A4 BRI T VI LB EZLND,

B C
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£ 10000-
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£ 1000 -g
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[ 2-16. (A) 2 53 [E D HEEEHF (405 nm) % 1T 9 Hif% TOHNMEER, (B) FECIHEEL D KE
MZt, HIIRAT Yy 72RT, (OKTIEDRT Y 7RI,
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THINT 7T AR=—2 aVILBIIERT vy 7ORNBEDOMAKKICEHT 2 & &
HDOAT v 77X DS JREDAT v Z7THBERNICHERL T30 6025 2-16-B),
TNE, oo lz—D2D R A PBFEET 5720 T, M F ¥ VT IIEIS Iy 7
INTCLEH> =D EEZLNS,

RIZ, 74 VT2 T4R—2a VDA AXLBZHALLICT B -0, FAEOES
T3V EHR T (0] = 0.3 vol%) TiT o 72, K 2-17 IR T X 51, TAITVEFEHRAT
TR74 M7 77 4= a viBUl S S, B2 D L, HEBREIC
ERERT EFHNBEPER L2200 [ETOMELR 7 A VT /T 4= a v

WKBERL T3 EEZLN5,

e 3% DIRITCEN(—0.64 ~ —0.54 V vs. NHE)'"® |3 CH3;NH3PbBr; D& (—1.14 V vs.
NHEPR L D VDT, Ru72A 4 POBETEZMET 2 LB TE L, TLa v EH
R[N THRABEDWA Lz Dlx, /7 FTFRICET2EME L Auger iG22I Z o T
272071605, ~H74 T 7T 4= 2 v, fEREHO w7 v 3 kT
52 THL BHHORIE KM DR IEFHEIC X > TRIGT 5 Z & THOBLY
BERL, ZNICE o TRMPME 27201 o T3 EEZ LD, MmO
a7 vH A N EEET 3 2 oD LA TE 3D ﬂL-mm%E®»n7/%4bc
DEHLOEZDICEILE LR TV, ~"v 7 VKT 5 2 L THIZIEER Z 5 .
FIv T MICRDEEZLND,

— —Ar
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9;1 0 | ir
? i
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[ 2-17. A—kFo7 AT v ERRQTER) S L OZEK TR To
F g o 28 (b,
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234 F v v vV IH

T N7 7T 4N=vavickoTRu72A4 v F o RTFIIE1I~4HDO T v 7
FAMEBY, WRICEMF v ) TEHRT 28D o7, KRGV A b 235K
HOAREM AR THEZ EZRTDIC, Ty vy /7%‘]72%%#9@%721‘{0 7zo B
VYRTF—ND XD A R EIT, BERCHEEF LIS G T 5 7200, X 2-
18 13 K 9 ICH eI O AR Z2 i icBdfrfi &4 % Z a#ﬁiénfwém =)
VrvkhkFr v vy ElE LCHEBIERICHE N5 2 L TRIRY A 3 E b | Sk
R 74 T T 4=y a v EFRICHERTEZERTEING,

REaY b

KRBT RAA MRE

X 2-18. v 7 2AHh A MERKREIOBALM I A Mt T2 Y ¥ v oG,

FHBEPIC ) Vv RSB Y IFAT—F AR08 mM)Z 10 uL i F$ 3 &,
X 2-19-A /"3 & 5 ICFSEBE R L 7z, FNmE O RFREIZA(L %2 X 2-19-B ISR T, i
THEZEINYL v XOERR TN =D ICHRER RIS LT b2, 74 —Hh &
DBICICR > = EBICHEELSZE LML TV, Y2 F LT —FAF T2 N5 & F
HEE O KIIBHN I N o722 0 VY Y VI X o TREMBFBROXMGY 4 b5
HooinzeE2LH 25,
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X 2-19. (A) ¥’ Y ¥ v & T3 2 itk TOHEHIR, KR I 405 nm, (B)FE)tHH
FEDRFRIZAL, HFRIIE Y LV 2T LK. R 7 + — 7 2R - 7=,

FENIRE DGR T Bl & R DML 2 BEKIA - EF L EFR L. WRATOWIIAEE & o
WISZFR2 &, K 220 DHRID X 517> 72, FIHRERTHVITE X Y IEKETF O
ERRECZ e, KA FRL VR FIEEx vy v ¥V 7RIRL AL Tnd e
EibNb, LI, 7 FT 7574 _—v a vy COMARKTZRBEICHRS &, X 2-
20 DEF=ZAD XS IC o7z, Fr v v AL EKOHAMEZR LI 2L, 74 b
T T A=Y a VIO NY A4 F2ERLTEY, ORI A Fr3<a T zxA
A+ OFRABRICKRESFEL WL LrFEZLNS,

CCTCTH-RNTREBHICEWCBHENZT7 ) vV PHRDO A =X LD N
TEHET 2, 7V vF v 7BRTIE, FEME D€ v I1I WIKEE(OFF) & JEH IC IR
RRONPEMNINZ, CRNETIKCETFFY PREICBEWTHEFEDO 7 ) v v 7HRIE
BTN TEBY AN AHN=ZRLL L TEBOEMRICL 24—V = HfliBICL b D
L RFRHETON 7y 7HEBICL2DDOBEFEZLNTWS °, A—Y cHita L
BRF ¥ Y THBF 2 RAFHICHLAD b5 Z & TF ﬁ#v)?ﬂi@mﬁwm#ﬁ
(7270 2HDT, K 221 ICRT LI CHEEROZALF—ICX > TH|D
B ¥ v U T REEIRE~ LB 2BETH L, 2ot —Y = H{iEdS iﬂ%%%éf%
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D OFF REETIIC DA — Y 2 AN I o T3 LEZLNTWVE, LALERD,
“2-3-2 BRI T FNBUAICTEE L 72 X 5 KBS H T I BT 20 ic X » TERL
7EAF YV TORMIIUTCTCHE20, 7Y v v 7HRICEIT % Auger Bl & D
Il cEaLFE2oN5, )T, MR EICIFET 2O ANBIF Y A4 b 23803 X
(NEEBET2 b7y 7LEEEZMHIT 22200, 7V v ¥ v 27D OFF IREIZETH
FI7y 7INTORRREBICHIGLTVREEFEZLR 5, 2D LTy FEINEFHEIK
MEBICEZ. D LB NI v THA MBI 2T 774 =V avedFyy vy 7AlIC
Lo THREHILINE LT VXV ZIZONKREBICRE LEZDLZ D,
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3-1 i
3-1-1 WFEE R & HIY
KI5 E M2 FH MR R EICJEH & VT B CH3NH3PbX3(X=Cl . Br . I)B 7 2Z %
A ME, "R T VI o TR AR > TE D, NV FF vy FI3HEE 1.2 eV,
HFE;518eV, 3 vHE:23eVeiRs, 2o uvr viHMEEOMKILTCEST S Z
EOTAHETH O L AN CIRIA S Ny F¥ v v 7R FAfIiT 2N TR B2 LM
b, T4 RDL b ~DICHERBHREE LTS L, 42, ~aF v ERATSLC
LTeoAuy VEEDO TN ZE Y SERERH EL, ERPTOREEEED D T ERT
ERA I

~urVRAERIRu T 2R AL P EEKRT 3 HEE LT ERTo 8w S v R EBKIGD
H 25, CH;NH;PbXs =1 7 A7 A MIEAMH, WHIC B TRERIC v 7 v SZHR G %
BT ZLePAONTEY, "a T VIRAERGICGEKT LI LB TEE Y, ~"ar v
AFVHBERCEG IS 5 2 & 3HGREFHREICX > THRINTE Y, ZoiEELT
FINF—(FIVHRA AV T0.08eV, REA AV T009eVTHSC T/, "BF v
PSR RER 2 ORI B2 b, Ru 7 2h 4 PRI v v 4 4 v OEEL R
BEL, ~T NV FEERERENE e mEINTDE T, Bffi~os von
T2ANA FEITIRETNARBEBESE 5 2 L0, A4 F VIEEARIZES R R BN
Fr U THHOFERICEL L LEZLZ2 D, L2ALAEBL, ~"ur Yy REKISICE T 5
FLUEAIBRE, FRIC A A VIR O EERRIN R E WS L ORBISIC L > TEL 2 ~T7 r N
VFEESEMF Y VT EAF I 7 RCHZ B IIAL 2o TRy, —J7 T,
AT YRS IIAE A4 XL T A VY — IKTF T 2 720 IR — R KIGTH
DNV HF Y TAENRE LEAETIII NS ORFRFELINTLES L5
RSB S o7z, 22T, ~uay VMG % FEIEIICHEST 2 72010, 4 4 VIR E 4
FIVRBEIP~AT ANV FEEICET2EMFY VT XA FITZIAERHLPICT S
ZEEHME LT, e T AN PEANFOa TV RBRRIGD % OGS & d G
W T 1o 72,
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3-1-2 WF5E /7 ik

ARWFFE CIE, HAETEAMEE % W 72 3B X o> T e 7 v RIR IS D % D585 %
fTo 720 CHsNH;PbX; =u 72 A4 Mi~vd voffic X o> TRAEFERERE L > T
5720, BhreZzoG@ETsc L cra Ty VRIS ZBIfT 5203 TE 5, Th
¥ CHERERG AL IC B TR, A A VI SOGITHE S R RS L P i R EE D £ D8
BIRICRBEBTHEMESHCONTE L, LEALAYES, e 7204 P3aEY T%8&
ATVETOICETRICH BIEEFPICHRA ML CLE S L) ERYED - 727
O, FHICE 22 0GBIRIIREBOWMITHIELE X b S, T2 HEBAMEIL. ko
SCHIE CIEEbic X o TRl E N X S P EIRREZ R 2 5 2 L 3T E 3D T,
ARGV SSRRGIC B CGEEICAE R T 2t Ao Bl fF T & 5,

AN LD F DIFBIE O R E LT, 4 7 a4 4 XD CH;NH;PbBrs £ i
FHW, 4 7094 XTI, BRoY A4 X0k, SR 4 P 2R ICHE
THILNTES, N N—H T A D CH:NH:PbBr; fitidh 2 AHICIR L. FEEBLlHIc
CH;NH:I iAW % 1 9% & & T CH:NH3PbBr3 2> & CH;NH3Pbl; ~ D~ 1 7 v S i %
1To7,

3-2 bR
3-2-1 ¥4 7 v % 4 X CH;NH;PbBr; #i it D A%

RIEKATH % PbBr, & CH;NH;Br % DMF AL ICAD L 72 iR A VANK(40.9 mM) % 7 Hl
L. ZORAHEK 2mLIC4mL PLZ Yy Z 2Ly FTWSL DIETF L7, 10 2K
& L 721212 300 rpm T 10 RO EE 21T 72, LEBAEEECBOBY % + L
TV C3MPEHFEL, 8mL b AT VITHELE B2,

3-2-2 CH3NH;I JGTATR

CH3NH:I % 2-7' 1% ) — U ITIE D L 72 3A3HK(100 mM) Z i3 L 72, F8%8 L 72 CH3NH;I
AR 200 WL % 4 mL ~ 7 & Vi 2 72#. 9000 rpm T 10 /[l L adt 217> 72, L&
HREIL, ET7H A4 X501 um D PTFE >V v ¥ 7 4 A X —IT@E L 72,
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323 TV S OG D % O B

B 3-1 1c v 7 VY SR IG D % DIGBED JTik% R LTz, A TELNzZ<u 727
A M EEER DS EIE A 2000 pm TAE Y I — b LEAN—H TR Y TRV E—IC
vy b L7, Z2TIC2mL~7 X V& L, FEEBIEEHIC 20uL © CHNH:I Zii F L
72o FotdB X UNEBGR & HOLBRMER CBIZ L 7,

CH,NH, L G VAT

F TN FEALK—

B(~F & V)
FoN—H 7 R

4 3-1. HOCEEAME & M7z 7 v SRS D % D585,
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3-2-4 HOCBAM ST

32 12 Z DLGBIEROERICH 7 B E DRLE M 2 7~ 3, BB IR H#OE
BAM#E(Nikon, Ti-E) % FH > 72, JAlEE Y 1T 1 405 nm(Coherent) 35 & TF 556 nm(Changchun New
industries Optoelectronics)® CW L — % —% M, £4 7 v 4 v 7 I 7 —(Semrock, Di02-
R405)Z(FH L 7z, 7/ Ki¥2 b DFEHIT 100 5 DRI L~ X(Nikon, CFIPlan Apo
A 100x, NA=145)iC X > THEH L, 458nm D v ¥ 7S Z 7 4 L& —(Semrock, BLPOI-
458R) % L 72#&. EMCCD 77 *# 7 (Roper Scientific. Evolve 512)% L £ (3757 7 —CCD 7
A 7 (Watec, Wat-01U2), CCD 74 A 7 (Andor, DU416A-LDC-DD)% fii 272 A~<7 +u
Z 7(SOL instruments, MS3504i)iC X Y HIE L 7z, KEfEEFEHIE 11X, 405 nm D &
afp YL A L —H —(Advanced Laser Diode Systems, PiL040X, ~¥)L A 5 45ps. FEIR)E
B AMHz) % b BHERICIE T N T v o = 7 4 b X 4 4 — F(Micro Photon Devices.
SPD-050)% 272, 72, a7 vARER)IGICE T 2 @¥EM 2 b O RN A BT 5729
IZ, 663-800 nm D ¥y KoY A 7 4 )b % —(Semrock, FF01-731/137-25)% H\» 7=,

s v X
100 % /Oil
N.A.=1.45

ZAr7afv I~ JhESE
."_

..
. Y TNRRAT AN —
...
sk

e

3-2. FENBUANC W 7 R E O RCE M,
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3-3 HERRG IR & F 5
3-3-1 CH3;NH;PbBr; i i DG - S AR

X 33-A A TRONEZTTZAAA MERD P L Vv ABIROFE % /8T, SEM
B X ) - LDE X 28 2~10 nm DEHEROFERA R S 7z (X 3-3-B),

A

X 3-3.(A) =B 7 2AH4 MERKDO LV EUE, (B) e T RAHA
b & D SEM HIR,

B THELNTe T2 A4 MR ORISR 21T 7291, R X #REHT
(XRDYHIE 1T 2 720 K 3-4 T[T NZ — Y BRT, WFhov—2fiEDHEINT
V2375 5D CHsNH:PbBr; D[R % — v & —E L 7= 8, £ 7=, Bib{{ATH % CH:NH:Br
EPBnROE—7 R ONE o722 800, AKICX s TEMEDRT T XA A + 23
ERLTnEEEZLND,

"y ©o1)
‘g 200000+
8 002 021
=
® 100000 o1
q) -
= 0L—~ L_J am
10 20 30 40 S0
2 Theta (degree)

[X| 3-4. CH;NH;PbBr; #fi i D Fr K XRD [Hf-8 % — v
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JEEREE % I 2 72 00, EBUET A= 7 P v B X ORN A~ b AHIE (T 72
(X 3-5), BB A7 P XD ANV FFX v v 713 229eV TH S Z Db 72X
3-5-A)e £72. FNART P AL 543 nm IC ¥ — 2 IR L72(¥ 3-5-B), TN 5 I3HE &
NTVEHDLIFFITENT L5, CHNHPbBrs 3L TWnd tEZ LN D S,

LRSI A~ 7+ v FNHA=T b
0.16- 16000
o012 /M = 12000
£ >
o 0.08 = 8000
i, 5
0.04- £ 4000;
000———f—J , . 0 ‘ ‘ .
16 20 25 30 450 500 550 600 650
Energy (eV) Wavelength (nm)

X 3-5. CH;3;NH;PbBr3; 7 naa@#ﬁk}i%ﬁf%’\7 ]‘/‘/%’J:U‘%jlﬁ;('\ﬁ FL,
R 12 405 nm,

3-3-2 CH3NHs1 SUGTATR D IRFERIE

CH3NH;I SOGTAR D IRFERIE %17 5 72912, 'TH-NMR % w7z, I 2-7 a8 ) —
Nds BELUNT 2 vdigZ O BEHIED 2-7 03 ) — A %A T2d D EMA T
D THKEIT>72, K3-6-AIC2-7 0% —AZMATWR WY 7LD NMR &~
7 b %NS, 25ppm I CHsNH;I D X FAHED Y v 7Ly F ofES 08l s h, %
7239ppm ICT I VKD TR —Fav v Ly bofEEaElllE iz, £72. 0.8ppm
& 12ppm IC~7' % VHERDI5 525, 4.1 ppm IC/KHRDOE 5 238U X 7z, X 3-6-B I
-7 X)) =V EMATH Y T ILDNMR A7 FL%RT, 1.1ppm & 3.9 ppm IZHT 7=
RE—IBEME N, TNEN2EMRE TEBICHREL, LTSRN 61 TH o
722 ebMAT 2-7uxX) —VHRDEFEEZLNS, MAT 2-7 0N —LD
B2 CHINHI OREERD 2L, 022mM TH D Z &Bbh o7z,
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390 388 3.86 250 248 246
'H & (ppm) 'H 5 (ppm)

'H 5 (ppm)

Y S & S,
5 4 3 2 1 0
'H 5 (ppm)

3-6.(A)2-7 B X ) — L E I Z TR\ CHNHI RIGET D 'THNMR A< 7 b,
(B)2-7'u % ) — L& Z 7= CH;NH;I SUGTATR D 'THNMR A~ 27 b L,
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333N F Y T AD T Y RHK S

Ay G DOETE 2 R T 27201 SV 7Y v T flniesa iy v 5
KIGDIEEUL G 2= 27 P L L RN 2~ 7 F VEIE % 4T - 72 . CHsNH3PbBr: fE i % F
By 7% ¥ AL LAEATAEMRE | mm IS AR, % TIC CHaNHsl SUGIERR % I 2
720 B 3-7 ICKHEEC OB 2227 P B X UFKN AT PV RIRT, G
THE#ZTIE, AR IAIE 60l nmmiICe— 2B KEL 7 FLTWADIIH L, Tk
BB A= 7 P oSy Fisb 340 7 1 — FAL L T\ % 713 C, CH;NH3PbBrs © 3
Y FFxy ZICG T 2 RINDETICKE 2 ZLIE R 6 s d o 7 RIGHIRD S 3 5
BTk, FHE—2 13T 510706 m FTE—2A> 7 b L, KBRS R <27 b L35k
L RIRRDZAL IR LTz, Z DRDIFHFGR T, ARSI P rldb T ke —27 v
T7EBH2bDDREBEMIIAS N0 0 7D U AEBH A <=7 b rTidvy
F¥x vy 70T 2 INOAMEAL v o7 b L, 24 BfitgClds vy F¥r v 7k
211eViCyr 7 b LT,

W Btz ~ 27 & R L N/ A N2
0.20— ¢ 7 — — before
0.16- after ' £ 1.0 —ater
o~ ) 3 mn B 3 min
> ——30 min = —— 30 min
Zo12{—® £ 0
E - 12h :'3‘ ——12h
i 0.08- 24 % 0.5; —24h
0.04- f=
0.00 _.. T 0.0'-_ T T T
16 2.1 26 31 450 550 650 750

Energy (eV) Wavelength (nm)
327, PGS BT BIEEU S 2 =7 P B X ORI~ 27 b L DRI,

T & [IEFLIZILIC CH;NH;PbBr; 2> & CH;NH;Pbl; ~EAIEEI 3 5, SOSEWR Z I 2 72
ERICHNARZ PADY =272 543 nm 2*5 691 nm 1T 7 b L, —J7 CHLBUCE 2
R MPADONY FF Yy T7ORIIEICH T ) BB R SN0 5 = D3, KIGYIIAT

IFERRIE 72 IS ZIIG R R L, WECAER L 2EmMARTmO I vHRY v Fr<n
7274 b CH;NH:PbBrs I, iCBBI L T\ a0t E2 b5, *DEROFRNEEIC
WCTHEBUR ST A =7 P ADBRAZICEN L T B DE, I VHEA A4 v naav\]mﬁﬁﬁw
DDA > T BERETH L EEZONS, L Lo, 24 Witk 0 JLEU ST A
R PADANY F Xy v TOMER1eV)IE, 24 FEEZR ORI © — 7 (706 nm=1.76 V)
kl:[:is“abfk% {TN—=T 7 PLT0BTEDE, 24 BERKIGTIXI VHRA 4 v I3k
R TH I R b TIHERRIICE S AALTWE e BEZLND,
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3-3-4 v G D % OB

AT VYRGBT DR NDEEA A=V v 7T 501, /7 7—CCD 71 A
7 M- %2 OGBS 21T o 72 CHINH:L RGIER e ~7 2 v o ~a 727 4 b #if
WKNA 728 EDFHNDA XA =V A BT 5 LI 3-8 DX 5 AfiREZ NIz, KIG
WA A HTHIAS A2 DEDH AL R o703, RICHEKRZH T3 5 L%
ORI EBITIHD L, IEE T OB X 72 (X 3-8-B. C) & B ITKIGDSHE
EEN %<&otF%L:ﬁé@ﬁﬁﬁﬁMéﬂmﬂ3&mo%é@ﬁﬁu%%%&
FHEIRL, RAITHE 27008 5 B I 135S ek 2 8 - 72(X 3-8-E, F), RfidZes
)72 FC 1T, JEBTERNICAERR L 72 L2 5 RN E 2 b5, BFERIC DWW TIE“3-3-
SEJERE DI CRER T 5,

CH:NH:l JUCRRICIIE D 2-7 v X)) —ARnE&EETNTEY, a7 204 MER
FIRRE B AREEDR D o7z, £ 2T CHNH &\ 2-7 a8 ) — 720 & A&
MA7ZEETRIEDOEABR oNRDr o722 26, —HOFDOE(IL CHNH;I
DAVFEAFVICLoTHIERZIINAZEEZOLND, L2 LA&RD S CHNH 3~
Z T B IEFREDIER IR <. CHNHL OEfEELZ F 27291 2-7'moxy — L
ZEHLCW 323, 2-7 w3 —upina 7 VAAROGICE S L Tw 30089 2136
Tl 7R,

H1o8—=H T A D CH;NH3PbBrs DE M A B md b HEDS 5 & 8X1077 mol T
BHol=DITxf L, M7 CH;NH;I &1L 4X10 °mol L IEHICMETH Y, T72h T —
CCD /1 A 7GR L7251 | HRRETRI 22 Lpb, @ KGRI T
ARG OVIERTH B L EZ LN D,

[ 3-8. (A) 2RO CHsNH3PbBrs fifi it DB R, (B-F) v 7 v S B
% FEt G o R 2.,
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FN DA B & - BRI W TG RFE OB Z 2 02 AR5 7201,
SNV T TD XRD, AFM., XPS M€ #1T> 72, 577 —CCD H» X 7 COEMH & [H
U X9 %Rl ol L # T o 729 v 72 IE I H 72,

4] 3-9 12 ARG R #2 T D XRD HIGE DAt % 7R 97, CH;NH3PbBrs(37. 77 &) D #& - 1E £
lZa=b=c=590A, CH;NH:PbL;(IE/5 )D& T4 a=b=880A,c=127A TH 3%
b, ay VBB RERN T —RGETIEI U RA A4 v oL i ST
HRKELAYD, XRDOE—Z HEAMIICY 7 VT2 2 EREINTHWE 4 Lo Lk
BoEONZEHT X —viZ, WFhov —2 4 KGHIETY 7 PR N o 72,
TSSO A G SR TE D UNEI TO RFLZ > T B 7281, XRD TIIZE{L 258
HMINnleroEz2bND,

2 3000004 o — betore
=
o (002)
Emmw- @n
‘s l 21}
E 100000_ O11) oy P03
g = 0 Jl_ J (am | l l @21}
10 20 30 40 50
2 Thela {degree)
=10 001 —— bokore 21.0-00! —— bere
EOB- EUB_
0.6 >.0.6
g 0.4 % 0.4
< 0.2 < 0.2

0.0 e 0.0 —m—mm ——
14.0 145 150 1556 290 265 300 305 310
2 Theia (degree) 2 Theia (degree)

X 3-9. (A)RHASGRTETD XRD 2% — v, FIZ(001)F X U8(002)1E D
v — 2 B L CRR Lz, KISRRENE 1 R TfT - 72,
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[ 3-10 1C MG HTER T D AFM HIE DA R %2 /8 37, ROGHT D —Fe I X Rq 1 0.4
nm, RIGETIZ03 nm &1 A ELMBE LN o7zl i b, SHUISIC X 24
BTN T A VY =R S b R T b D, . KICHTRICE WO
RIS T VR T OISR oozl b b, 17 —CCD 7 A7 TRl
RO O IIFENETN EoF /T2 50T AW &3 EmfT T on 5,

4]
£3]
2
£ — 1
I 1 —
0 —3
0 100 200 300 400 500
Distance (nm)
4
Es
52
T 1
1 —2
0 —3
0 100 200 300 400 500
Rq=0.30nm Distance (nm)

[ 3-10. (A) ZRIERIGHILTO AFM B L7 m 7 7 4 v, EEAA—D R T — LT
nm. “FED A7 — A3 —(F 500 nm,
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4 3-11 IS UGHTER T D XPS HIE DA 2R3, XRD HIE & [Akkic, 1 2fo
FOCKFETlZ XPS A7 P VIcZb RO NS, S bicavEf L viikor—713
RonlhhozZ b, KHIGIIFRERHOB/NEE TCOAKL I > TnE I &H
EzbiLd,

Intenisty (a.u.)

0 200 400 600
Binding energy (eV)

B 3-11. (A) ZRHASSHIEE TD XPS A7 b,

RIS EDFERBHTOARILZ > TV B T L 2H|RD7-01C, HETHHEXPS)%
AT X TT0 T 21T 2 720 | DD RICHKHETIZI VEA A Vv BRE I N o7
DT, A% CH;NH:I IGIARD TS 2uL 205 200 ul ICHEL L, X SICKISKERE D 1
SO 1 RFEICEH L 72, $72, 2 EFToO~A 7 vH 4 GG TR, RISER%Z T
T35 2 &M EIC CHNHIL #d 23 L. HUER R ICE L G 2 2 "[RElED & 5
72, XPS DM & H KE v I ) ¥4 XD CH;NH:PbBr i & V72, [X]3-12 (S
XS AN DFERZ IR T, MEmEE2 5 25mm ORI T TL LI VRS A Vv IidHEH &
NT. FAEREREICGEVIIEREZEA A VICNT 23 7HEAF VD UBr KXW
E s, R GIIFESERE 2 S5 nm LN O co AR > TH Y, F-ERERm
I3 7R Y v F 7 CH;NH;PbBr L 23K L T 5 & & 23fsamft i o s,
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>
v

3d Bi3d T}
—_ i —_
= =5
L L
g gL v |
n n
s s
= = TN _
J¥
635 630 625 620 615 70 65
Binding energy (eV) Binding energy (eV)
C 03
=
o 02
G
(o]
£ 01
8
0.0 . . : :
0 10 20 30 40 50
Depth (nm)

[X] 3-12. (A) 13d 3 X O"(B) Br3d @ XPS DFE X /7M. (C)XPS L W ko 7-2a vkA 4+
VERFAF VO UBr DI HE T e 7 7 A0, 3d & Brdd ® A= 7 bOLIHE %
Wiz,

RIT, 717 —CCD 71 A7 CRIM T N7-FEDZAL 2 FEMlICHH~ 5 7200 HOLEHI
BT CTHRAEARZ PAVMEZITo 72, M 3-13 KN — 7 BEORMEL L 5 4 51
TOFHNAXT PNV ERT, CHNH:I SUGETR Z M 2 5 Al 540 nm ICFE RO L7
D5, MIGTAR Z T T2 L RNRER 2B Lz, ZORFEEZR27 P AL DIBIRE
v— I fEICELRRON D o7, & HICRIEBRE DA L 72 EHZITIT 644 nm I1TF
TR — 7 BEHl N, CORN Y -7 IFMEERB L 223511y Fy 7 L TW
&, REMICIZ 700 nm T TE—2 > 7 P AR LN, FAffovr—2v 7 F393-3-3 2
NI Ty TN uy vERIE TOBElENTHwE &b, HNEHME T b
N T L ARG ABIl T Twn b EFEZ b5,
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#WF @541 nm
©640~699 nm
®>700m

u

)]
[=]
[=]
[=]
o

30000+

Peak intensity (a.u.) >

: 0.0
0 5 10 15 550 600 650 700 750
Time {s) Wavelength (nm)

X 3-13. (A) ¥ —7aE oA, 7 —2FKf v itotiiv—2FRICKX->Th
J72. B) (AT OEFETRLZA4DDETDORENEARY P,

Fhe— 7 b L ONIEBRZRE T 5729 1C, Jang b DWFFERERZ H W 72 4
% 5 1% CHsNH3PbBr; I IC BT 5N F ¥ v v T E, 0 a7 VB x(0<x<3)icxnf3 3
EEIFLL T oA 3-1 CilidcE 2 2 L 2E L T 5,

E, =(1-y)E,(CH,NH,PbBr, )+ yE,(CH,NH,PbL, ) by(1— ») (3-1)

g

E, (CH;NH3PbBr3)¥ & ' E, (CH;NHsPbl;)iZ CH3NH3PbBrs, CH3NH3Pbls % #LZ LD 3 v
F¥yy 7ofEchy, b IEK. y ¥ /3 TH5, E, (CH;NH;PbBr3) = 1.6 eV,
E{CH;NH3Pbl;) =229 eV & L. %7z b (3 Jang & 235 L T 5(H(0.57 eV)Z VTS
B S N — 2% o vl x i LT ey b F3E, 314Dk
7807z 540 nm DI L 72 ERICBIN X 7z 644 nm DF Y — 7 1 F x = 1 1Tht
JGLTH Y, 0<x<l ICXIEF % CH;NH3PbBrs L 2> & D FEH(541 nm ~ 640 nm) IZBLE] <
o7 T Db o 72 (X 3-14 | DK B DREIK),

—~

800

~
a
S

Peak position (nm

0 1 2 3
CH;NH,PbI Br;__ (x)
X 3-14. FHv—27 ou 7 VK x OXGEER, B 3-1,
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—HO 1TV RIGIC BT RN DB EFHHT 2720 DA =X L E LT,
31510 T & 9 BEMBEA 1 =X L%F 2 5, CH;NH;PbBrs & CH3NH3PbL; Offffi &
WOIANF—E306eV THDLDICHL, [BEFOZANLF—7EIL 0.1 eV E/HI W0
(9)o CH3NH;PbBrs_ I, D{REN I X Ml 747 © = 4 v ¥ —#E{71%. CH;NH3PbBr; &
CH:NHsPbl; DI CEfLT 2 2 e B FPEINS, T/-avEA 4 v 1 OELENIT
+1.2~+1.3 V (vs. NHE)T& b . CH3NH:PbBr; D IEfLDEN+1.9 V (vs. NHE) & U b &\ fir
BEICH D,

{nigw T fif
A e
~ 04 AW 03
g -0.1eV
Z
g a v EK L3 EITKE
e (LR
-t o 1T 12
[+
-8 + 0.6 eV ’
g vy +1.3
2 T v_ 7
(iR I<1 >1

CH;NH,PbBr, CH,NH,PbI,

X 3-15. R0 72AhA4 b BILXUPIVEAFT VDIANVF KA T 7T L,

CH3;NH;I IGIATR % 1 T L 72 [E/4 12 CHsNH3PbBrs 2> & D F(540 nm) 23 AU A
L7z 3 fERmICE L7233 v R A VR IELE iR T 2 7-0iciec 3 &2 o1
2, $7-, REICWEL7ZIVRAFvBRuT72h4 MEECIRY AT &,
CH3NH3PbBrs I 23T 2 23, v 7 VHLEAS 0 <x <1 @ CH3NH3PbBrs I, 7> b D ¥
TR I N o7z, 0<x<1 DHEATIX, (BEIFD T 4V F —7 0% CH;NH3PbBr; & 1%
EAEED LR NTZDIT, R DB T2 CH;NH;PbBrs I, & CH;NH;PbBr; O[] TV
BRRAEICH B, — ) CliE T D = 4 L F —#{7 |3 CH;NH;PbBr; £ 0 b FICfiET %
7=, fliEE 45 D IFFLI1Z CHsNH3PbBrs I, IR 7E{t L. CH3NH3PbBrs.I, <C D FfE & 238
fldns T, 0<x<1 2HDFAPBHINE D072 FZONDE, KIGHHETL
x = 11272 ¢, (REFHDOET T CH;NH;PbBrs I, ICHELT 2 0 CHESSE I D,
VBRI X HichozeEz2ZLNS,
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3-3-5 JEJE D FE

717 —CCD /1 A 7 TR X =@ JERE D & DR (N — R M ZFEIICHR 2 72012,
N—=ZFDFENAT FPVHEZIT o720 K3-16 1T T X HIC, »Y—& L 720nm I
e —r %R L7z, 2oOFREe—2i3 v VK x ~ 2 (CH;NH;PbBrl)) D =1 7'
AAPECHIGLT WS Z EARHBAL 72, N — & F 23SBUHI X N 2 B REFEI . x=1 @
CH3NH;PbBr; I, 2> H DFEDSEHB S Nh o 28I CTH 5 2 & 56, KIGwics W T
ERETHO v 7 VKD x~1 FTCRIGLEZEEIC, aVHE) vy F@~2%
CH3NH3PbBrs [, D F X A v 2S@EJERNICAERK L Twb T & 2R L T b,

60
g 45 XPLZ 720 nm
W FWHM =40 nm
> 30-
2
‘9 15'
£

o

550 600 650 700 750 800
Wavelength (nm)

3-16. N— A FDFENART b, EFEERE I 405 nm,

WBPERE D Fay % FEICHR 3 7201, EMCCD 1 X 7 2 W= RNBR %2 {T>72, %
72+ CH3NH:PbBr; 2 & DFHe(~ 540 nm)% 77 v b § 572912, 663 ~ 800 nm D3 F ¥
AT ANZE =%\, K3-17-AICRT X I, #T7—CCD A AT THMIENZH D
CRIBEDAN—Z F BSEEIE Nz, K 3-17-B IR T X9 ic, N— R+ OFCRIRIT I E
DHIFERFTH 2 25 ms 225 150 ms T THBIHIE N, T D=+ DFAREE] D5y
Mzdi~2 &, ¥ 3-17-C ISR T X 9 ICHRBEEI o ma Ao, B350 X
S TCTAYT AV T ZITH LBEHO VML 34ms TH D I LHbh o7,
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B _ -
S 900 | “**T
8 r
2 600
I
5 18 18 20 21 22
§300- H
0 el oy :

10 15 20 25 30

=34 ms

0 . # A Bz e
25 50 75 100 125 150
Duration time (ms)

3-17.(A) ~S— A b OFEMIR, IR IE 556 nm, 663~800nm D XY KSR 7 4 b
Z—%flif, (B) ~N— R F OFHIEE DRRIZAL, FHAKIC 18-22 F Clllll X iz N —
A PERT, (C) »N—R F DFSLRE D340, IESEIEE X 62.3 Wiem?,

SOGIHAIC B3 W TA R L 72 CHsNH3PbBrl, F A A v R LEMICIEER T IcHmz o
B LT, oo EzZONS, —DHIZ CH:NHPbBrh F X 4 v b I 734
FUNREET AL TH B, ~u T VA F v OB L LT, RIGIEEUC X 34 A v
W2, ~unT2AhA o ad v IO EEL = 4 L ¥ —12 0.08eV TH 5
TERHEINT S O, RIFEAILEL L. CH:NHsPbBrl, N A A v L #4232 LT
CH;NH;PbBrl, K A A4 v 22 b A VKA G VRS 2, 72, QB 7Z2AHAL I/
K7 O H—KFFRNEBUA TR L2 X ) I, fiRHo v 7 v RIGIZEE Rtz
W9 32 &5, CHNHsPbBrl, F A 4 VIC KI5 224 % 2 & -C CHsNH;PbBrl, F £
AVHOLDREBEZEEE2ONE, ZOHOMAE LT, XFEKIGICEEDDT
Hb, AT ANA MIHNEIC K o THBRIGHERZ 2 2 L BF b TS M2, 5
FRICI 3-18 1S d K D ic, »~u 7 v AR GHEIC ECIERIE 250 < L IS Ll 2
& CH3;NH;PbBrs. I, 2> b DFALBH E 7 {7 o7z, F7- Hoke H 1, 0.6 <x <3 D
CH;NH3PbBrs_ I, ICHIRE %175 LMHDBEMRRZ 0, SR v F AR P AL VHRERT
22T 738 nm iSRS BHI S iz v IR RZRE L Tw 3 13,
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- - —— BEHG
S 20000- — B
w o

— ] Semnies
2 15000,

2 10000-

o |

£ 5000-

0L N
550 600 650 700 750
Wavelength (nm)

3-18.(A) KJGHT. RIGHE. JBEH O HEEIR, (B) KICHI. KIGHK. YR EZDFE
HART b, iR IE 405 nm,
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WBERE D Fa IOEHEIEHEEG LT W3 0% 5 2004 2 720, @jER D FHay o
RS TRFE AR FIE 2 7o X 3-19 1R T & 5, JEPERE O F Ay I3 R K
FrEER L, B CEES T L EFEMEIRELS o2 L2 b, FEFEMITHHBEK
JEBE L CWwd Z &b ote, £, FHFEMOBE Z LRI LT r
P2 L EMERS RS, EROUIA A e TIldAR W E(I8s DERLZZ E2 5,
G & 1ZBIR L 2 W P FE (56 ms) B TFET 5 Z & 2b - 72(K 3-19-C),

| VA vz 0 Gz
0 100 150 200 50 100 150 200
uration time (ms) Duration time (ms)

C

| — T4 v T4V
30
A 27
= 24
= 21]
18;
15

0 10 20 30 40 50 60 70
I, (W/em?)

3-19.(A) 31.4 W/em? ¥ X T8(B) 6.28 W/em? T2 L 72D N — 2+ D FSEIRFRE D 43 7F
H—IRERRIC X 0 7 4 v T 4 v 7 RAT 5 72, (C) I Ok & il s o Bfg,
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HABLIE & TR L 20 H (56 ms) S TFEAES 5 2 & 56, CH;NH3;PbBrl, F A
Avenrnar v RBORKIGHEEIC X > GEREMOFEMPRET 2 LEIZOLNE, 2D

ERFIAT A ET AL LT, X320 1283 X 9 7 CHsNH3PbBrl, K X 4 v & RFGD 2 47
TRIGETAREZ bND,

»uy v Rig  CH;NH;PbB1l,

3-20. CH;NH3PbBrl, & ~ua % v Rad 2 5 FK)IGE T,

A~a T YAF Y REEET S n sy RIGICBENT 288X, 1.7X1012 57! & S fHIERE
ShTs b, BT hEEE18s LY bIEFICKEWETH L L b, KIGET N

ELUTHEEEESE D 2 D RIGREZ B LR TE S 10, 2D XDRIGHEE ki 1ZLLT
DR 32 TthTE B,

k, = k,|[CH,;NH,PbBrL, |[V] (3-2)

kv [ ZAEBUESEBOG O FE T E T, [CH:NH3PbBrLL] ¥ X O[V]iZ % L% 1L CH;NH3PbBrl, F
AL v a T U RIBORETH 5, [VIIZ[CH:NH:PbBrL] & W b K& RfiTh 5 2 &
BYRINZero, 32 LA T o | JEERICEZZ 52 L3 TE 5,

ko =hky[V]

(3-3)

CH;NH3PbBrl, F A 4 v OYLEUTEMR T 2 & RICEEEEII LT o citid X 1 3 1415,

RZ
ky = 47Dy R| 1+ = (3-4)

N4
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Dy i3~ 7 v RIGOILHIRETH O . RIZSIGEE, ¢ IRICKETH 5, i‘fﬂ%ﬁ(ﬁéiﬁl
Dy Ol 107 2~10 " em?’s ' TH B Z e BMEI N TS 107, KIGFEE R
CH;NH3PbBrl, N X 4 Y NO B DAL D ITH)IGT 5 && 2, CH;NH;Pbl; TR & 1T
W3 Y =T OR—T Y 220m B RGERERL T8, IR P DA A=V D
Y A AR5 ms) & T 5, ~ur v RIGORE[V]DfE L L CTix, CH;NH;PbBrl, F X
A VIRERRIO N T VRIGERICT 5L EZ DI LENTELDT, “2 E_An 7R
HA S F 7 RA DR R TR TH S 2107 o AR O K BEE OfE 2 ¥

10%ecm P ZHWE 2 e TE S, LEloBEEH VS & ki DfEIZ 10~70s7 127D,
B N/ME 18 s ' #FIHT 2 L8 T&E 72, T4 LD CH;NH;PbBrl, D F iy i3 K o
TEBCHEITKIF L TW B 2 e L 2T o 7,

3-3-6 341 H 2R H (Amplified Spontaneous Emission; ASE)

WPERED O DFEH(N— R F)YD AT P AHBEICE T, iR A (ASE) IR
TEEEZLZBIN = PBBHIT N, KI3211RFT LI, 736 nm D7 v —F
v — 27 OffIC, 756 nm ICHRIE D PN (7.6 nm) e — 27 B X F, Re T RAA BT
BWTASEDBRI 5 L FMEINTWBE D, ASE IEEEOEM X ¥ V 7 OEKAH
PETHY %5‘@5@»"»1 L—F—=2Hubis b0, KiffFticksiF 53— FD X
7 FOVEIEICIE 4050m O CW L —HF —Z W TH D ZDOHTHIEIL ~10" photons
cm 2571 C, ASE DHE T 3 72 D IC IR T B E(10722 ~ 10% photons cm ™2 s 1) 21 I [35E
LTy, L2 L7as oo CH;NH;PbBrl, F A 4 v (ZJEBH D CH;NH;PbBr;-,I,
(x<2)&VdbavRYvFTH27DIT, EPHD CH;NH;PbBr L 2> b EMF ¥ U T %
EDLENTELLEEZLND, £ T T CHNHPbBrl, F X A 25 100 nm? O i
MW@ CH3;NH3PbBr; 2> b &M ¥ ¥ U 703 8EE 5 L # 2 5 L CH;NH3PbBrl, F X 4 ¥ TD
& B 12 ~10% photons em 2s ' ICiE L, ASE 23 Z % 720 D&M & Wi 723 2 L 3HIA
L7z,

675 700 725 750 775 800
Wavelength (nm)
321. N—=ZA FDFRHEART T, R IE 405 nm,
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321 IR L72RHA=7 P ld, 756 nm D ¥ — 27 OfhiZ 780 nm 12 H ASE D FEHR
T—FIGERT 22— 2R8I N, ~u 7 2h 4 b iddiESRo&E 275 | Bk
MRICK o THBBIEINL —F —HIRZE T e AMEI N TS 2, ¥ 3221
AT LHIC, RuTAAA MERET7 77 - o —HREBEFEZ D L FEROEK
EPHIRBORE L & T 2RI N L TL—F—FIRPEZ 5, T IIAE
E—FEMEEN, COLELATDOH 3-5 TRIND AL D72 TR 5 B OWREDFE
Rains,

/12
- ZneffL

A2 (3-5)

MBS NIDOEDWRTH Y . nw FEMERETH S, K321 IWRLZZART b
A E N AT, K322 18R T X 9 ICE X2 L=4.5um T» - 72, CH:NH:PbBr;
DAEMEFTRIZ 251 THEZehb, X33 XY M EFHET 2L AMl=25mm Lo
2o EECBIHIZ N 2 DO =2 DI 24 nm TH Y, JEFITEWETHZ L H
5. CH;NH:PbBrl, F A 4 v 13 JE D CH3NH3PbBr L (x < 2)2> bR X B2 E D,
FERmNTHAEPEIEES NS Z L TASE 2R T2 &2V HBAL 72,

ASE ¥ T 2 7201213, HFHEPER S N L M4EEHDDH 5, CdSe * CdS 72 & D
RS AEIC B W TR, ZEBIRTIC X RS & iR T I X B RIE 8
wMEIN T3 25, ZHjRT ik, BETFEOMEAFRIC X > TRV FDOL Y
Ny 7 FEEC 2, WIND 7o R C T EEE T O RN 2720 T X 2
BERBIH S . KEREERK I NS, —J7 T, BfilEETF0XARIE 24 7o
a7 v ARSI ERCTIREINTEY EFA 2T — v o A CIERELNT S C
L CRIFTESLSREE L, EFORINAY FOT L —32 7 F R %, B f ok
KNy FCRINDHE S 7728, B[ CTONAMGIERL ST N D,

ZHNEC T D ASE TlE, ASE DRV FBRTLA DRV FEDL Y FU 7L
TEAlZ N DI L, il TlZt g OFN v FEF UALEIC ASE NV F s
BlHlE 2 2, RFFECHE I N N—R 25D ASE 13, ¥ — 7 LE(756 nm) A A 4
VO —ZAE736nm) I YLy FY 7 M(AA=20nm)L T3 Z & hb, “HT
KXo THRAFBEPERINTVWELEZONS, Ru T AN4 MTBWTH, ZHj)
EYHEOMAEFRICX 2T AL - 7 PRI 2 2 ENHEINTE D 2026 K5
TEME N2 AL F—2 7 F(A 1=20 nm) & RIRRED > 7 b A5 ASE DFE TRl &
nTwnagl,
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4-1 e NE
4-1-1 i HE R & HW

CH:;NH;PbX3(X= Cl™, Br™, I")u 72k 4 b O¥iFEx 1A L& 82 HikEo—Dic,
~arVHBEOREGERH D, FVREORe T AN PCRFAA VEREIESLZ
LT, KGEMONEEMRE FAL ZOREN A LR BN TES, £/,
~a 7 2AHh A4 MEEORKMI S T EESIC o s AT 5 2 LT, RN e v
MDA EEO T B TE ANV FF vy TOHRIC X > CEMF ¥ U 7 2%
KRIMCHHBEICED LR TE S 2, ~aTr vRHRISIE, ~uF v ERESE 572
FTRL, SN OMRA AN = ~T apdE 2 Y 232 L 3T E, H—HhE CldE
KTERWF ¥ U THRE2EBET 2 L0 33, MEREKRS kT Tld. 414V
TR SIC X o TCa7—v AR Eo~TufiE %2 ED 774 2 L 23 C & ZEMIIC
B v ) 7 BRENL - JERENT 2 2 & T, BB X USRI o SRR L 28
ERINTWE S, L2LARRb, a7 2h4 b i~TodELtEMFr I T
DBEMRMEIRA S i T TR,

FIED T v IHOGD % OBBIE”Cld. CH;NH3PbBrs ffidlIC BT 2~ m 7 v
R IGIC BT, FERRmICI VR v F F AL VANEENICER L, F A4 VEA
® CH3NH3PbBr; 2> b mIR CEMF v U T BEE 5 2 L 2o Ic Lz, TOEIC
Lo T AF VI EHEBI L2, F I A— MV RT —NICB T EEMIFY VT XA F 3
7 R OWTOEBIIE LN ERELICEFEF /A= ML RT—=LD AL v
HhEPFER RIS 2 28 IZHS »Tld e\, R, \BRF ¥ Y 7 OILED | um %
BEZ 5 2 EPMEINT VS M ~TFahEicsl) 5 ¥ v ) 7L EnEEI o
Rt BXOEMBEIO X 4 LR 7 —VIFIHO TR R, T2, H2EDORB TR
HAbF R OE—RFRNBHIC BT, F /R FRADHE—~DBEM T 7 v 74
AT, BHFXY YT EXAFITRCKELSHEELMITT L EZHLICL 2, B *
Y VT XA F I 7R EKREO v T VHBCER P Ty TV A b e 8O fEEE
WCKE REFET 5208 32, ~TufiEIcB I 2RAFMELEM* Y ) TH44F 172D
BAfRIMEZ RS 2 2 LI, ~7 o & O MERIC X 2P o ma LI I ZEAR AR
Th b,

AEFFETIZ, B3 ETRPALLICTE R o7, “~TufhEicB I 2EMEFY VT
B e BRIBEI XA F 2 7 ZOBRE" B X RS~ 7 VK. BTy 7
A MNEEMFY VT EAF I 7 20BBMICERH L TiEZ{To 72, 07204
MRS\ T VY AREGIT K o T~ T m S 2 R L 2R MRS ISR R S 5 S ¥
Y VT XAFITRAEZHLPICTEZET. BT ANAL VBT 3H -y PV
YTV IOEHESRSL I EEHNE L,
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4-1-2 WFoEH5 ik

AWFFE T, 5 3 ETHWAZ~A 78 X — b3 A4 XD CH;NH;PbBr; # i 2 X RIC
Eﬁﬁfzﬁoto CH;NH:PbBr; i fic 3 VR A A v 2 RIS &, fEMRMOREA 4 v %
o a vEA AV EBERT L C~ToEERBEL -, T2, BRKREo 7
vy ZEfe o n s VI, BmiETh ORI —I1C oM L Tw 5 BN, TS
DHERDOF X VT XA F I 7 RICEHEZHELZHLPICT 572000, B 5% x5
R & L 72 FCIE % SOCBAMER N ©fT o 7z S SBEMEE % v < RER O EREOLIE
EITH) e T HERNICE T 2RI AT Yy )V T XA F I 7 2%BHL 72, 5T,
fE N D CHNH;PbBr; & £ D CH;NH;PbBrs I, DR R B ER 2 720, HE 7 4
NE—=%\WBZ T, fRENTERMOF ¥ VT XA F I 7 2% 0T CHUMIL 72,

4-2 8%
4-2-1 ~7 v i#i& CH;NH;PbBrs I, = 4 7 v il
HIEXATH % PbBr, & CH:NH3;Br % DMF JABLICIAD L 72 IR AVAT(40.9 mM) % 7 Hl
L. ZOBRABW2mLIC4mL FPAZ Y22l vy FTWSL DT LAz, 10 4K
& L 721212 300 rppm T 10 RO EEZ T 72, LB IR TR % + v
Ty C3mPFEHEL, SmL LT VI EET, ARTHELNERE T AA A i
B 2000 tpm TH A=K T RICAE Y a— kL7, ¥V TR E -ty
F L7, 2mL ~7 & v &7z L7z, 20 uL © CHNH:I iE#(0.22 mM)ZFE L. 347
RIG &% % 2 & T~T v & CHsNH;PbBrs I A D ¥ v 7V Z{ESLL 72,

4-2-2 BB B

{5 37 B H S E BESMEE (Nikon,  Ti-E) % F W CROCEBIAI 2 1T - 72, WS BRFESEHIE 11X,
405nm D ¥ a2 L —F ——(Advanced Laser Diode Systems, PiL040X, ~¥/L &Il ; 45
ps. FEIRE A A MHZ) %2 Fl W BRHEERICIZ 7 YT v > = 7 + b X4 4+ — F(Micro Photon
Devices. SPD-050) % F \» 7z, 13 100 {n DRI L v X (Nikon, CFI Plan Apo A 100x,
NA = 145 X o TEH L 72, #EdENE D CH;NH;PbBrs & & H D CH;NH;PbBrs I, D ¥
Hexk ST CTHEST 27291, 663-800 nm DNV F ¥R 7 4 )L & —(Semrock, FFOI-
731/137-25) & 510-560nm DN ¥ K82 7 4 )L & —(Semrock, FF01-535/50-25)% F\» 7z,
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4-3 EERHGIR & F 5%
4-3-1 ~7 v fi& CH;NH;PbBrs L, A i O - JEE R R

4-1 1T CHsNH:I i5#(0.22 mM) % 3 3 EIRG X/ 725D v 27 3 v 7V O HREU ST
AR MBI ORRNRARZ PLERT, EBUE R <7 it LT, Ny Rkl
TIERENTHZDICH L, IR P AClid. KIGHTICH S M7= 540 nm fHED
RN — 27 HIEK L, 700 nm (LI v — 27 B X Iz, JEEUCET R <2 b L Tld 540
nm 5523 eV)DWIHA R S5 DIc, FEHA~Z FATIEIIGT 5 & — 27 23810 X
NP oT2DE T VRIS X o T~T uiEn R I nTns -0 Th s L
EZ N5, FmFD CH;NH:PbBrs 233 7 HE A A+ v LAZHa L, NEBCAK L 7= BT
¥ U T7ARMD C CHNHsPbBrs. L iICHE) L THERHAHFHMEA T 2720I1c, NED
CH3;NH;PbBr; 2> b D ¥ v — 7 Bl S e o/ E 2 b5,

N U S FNART P
0.20{ — before —_ before 3 min
o ——3 min £
é 0.151 g
@ 0.10- =
i 2
0.051 2
£
0.00 ; . : —_—
16 21 26 31 500 550 600 650 700 750 800
Energy (eV) Wavelength (nm)

4-1. RGHT & ISR D) DILFUE 2 <7 v B X FEIEZ <7+,
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G D CH3NH3PbBrs I i i D ~ 7 1 i 2 a8 3 % 72912, STEM-EDS % H\» 7z
TLE~T Y Y I %i{To7, 3TMDOKIGTIE, EDSHIFEICEWTIAVHEA A VBIZE A
ERR I NI Do 72720, CHNH;LIEHR O N &% 20 ul 2> 5 200 pL IS L. RS
Wil 1 RE CfT - 25D v TV B HIE L 72, X 42 IHiERZ R T, e cort
FHWTTIE, x =2 O CH;NH:PbBrL #5234 L T 3 & & 25HERR T & 72 (X 4-2-A),
EDS = v v’ v ZHITE (X 4-2-C)iIc B W TiE, BAfER~T v i5&E IR T o 7225,
BEAAVYBrLa)t I VHEL V(1 La)@ﬁd%ﬁf . AT X D I VEL A VR
@ﬁéhtoﬁﬁﬁiW$&%&LfiD§@@ GERZ T, AVEALF Y

IFMEBMIIC L VS FEL T B T EAVHIAL 72, JREURET A <27 b v X UFE R
~_7 1WE!'JIE’C“§E‘{E'J L7z & 9 7, ROCTR D REE DMK | RIGKE 238 W 5 fF Tl EDS
TIAVHRAA Vv EINar ol b i2EZ L L, avEAFVIIRIEHFICDOT 2
WKHETEL TV EEZ N5, [FROMEA X, 5 3 FD“3-3-1 CH;NH;PbBr; # it O ff i
1) - EFIFRE IC B W CH BT L TE Y | REFHHUEXPS) L h ~T v fE
KENTWBZEHBALTW 3

A B
BHLE  am% _60
3
PbMa 23% S40
%‘
Bl’ L [44 24% EZO CI Br La
ILa 53% 0 VL
0 100 200 300 400 500
Distance (nm)
C

——— 250 nm PbM 250 nm BrL ————— 250 nm

X 4-2. (A) FEEEERIcE T 2 &8THEDFETE%(Pb Ma, BrLa, I La), (B) 4-2-C
FofEEFIcE TS BrLa, [ILaofE7e 7741, (C)PbMa., BrLa, ILa®
TLE~T VT,
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4-3-2 F&HFF il E

AT VRIS L o CEMIF Y VT XA FITABED LS ICET 200 %
AN D721, ~7 vfiE CH;NH;PbBra_l, #fi it D FEEFFamill € %2 dOCBRMERE T <11 -
72o M43 1T EHIC, HAA—H T A ED=u T Z2H A4 b HfERICIE SR BEMEEC
FTHLT405nm L —F — %2 WG L, SZHR)IGH O R O 2 & i~ 7z,

CH:NH;I AR & RS X 2 5 i CH;NH3PbBrs HifE & 13, — 5 @hﬁ%ﬁu%?%
HDOWExE R L7z (X 4-3-C o BHY), 8BEE T 4+ v 74 v 7 X0 &m0 FHa
71=22ns, 7r,=183ns TH Y. FHDFHarii<zr>=23ns TH o7, 2.3rls@qZ
B FEaid, EI N T EE(~ 2ns)k3|5.%k fwv—3ch s o, Bl 7. 72
DIRFER G, X2 N NRIGIC X 2EM 7 v 7@ S X ORS8RI R &
na

FOG#% D CH3NH3PbBra_ L Al il D FENF M 7' 0 7 7 A MiTB T, BNHDOLD B3
5 3B X 472 (X 4-3-C h o i) . BN H B Y R IXERBEI I Z > T
52 pRLTWVWSEZEb, WH @ CHNHPbBrs 20 & R ICAHEK L 7%
CH3NH3PbBrs_ [ ICEMEEI S Z o T 5 2 L 2B L 72, % 72, CH:NH3PbBr; D
R a (=8.5X10*cm™ at 405 nm) X V) 8, JiliEHE R DRIAL K X 1Z~120nm TH 5 & B>
O, AR 5~120 nm CTHR L 728 F ¥ U 723K M D CH;NH;PbBra_ I, ([CHfifiE &
., EHREEEEZERIL T3 EEZLND,

40 60 80

Time (ns)

20

X 4-3. (A) CH;NH;PbBr; Bk it D& i@ % 5 X NB) FEt4k. (C) st dh o Ry
7a 77 A DA,
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SOG#% D CH;NH3PbBrs I, HAEFH D FEH AR P V%K 4-4-A TR T, fEEHNHD
CH3;NH;PbBr; ICH2KE 3 %~540 nm D v*— 7 & #EfEFR M O CH;NH:PbBrs I, ICHIZk 3 %
~710 nm DR — 27 BB SNz, TNLDFREY— 27 3ZIEH S 3 ik TlRIzE
AEE LR Enb, ISR 3AUNTRETLTWw3EEZ L5

CH;NH;PbBr; 7* & CH;NH3PbBri L ~ D BHEEEEZ S 2 c T 37201, DD
BR7 42 —%FH T, CH;NH;PbBr; & CH;NH;PbBrs I, ® Z 1LZ LD K57 1F T
FAFFOINE 21T o 720 KD CH;NH;PbBr; 2> & DFH 1E 510-560nm DY ¥ k3
AT 4 NR—% | fEEZRI O CHNH;PbBrs I 2> b D FEH1E 663-800nm DNV F ¥R 7
ANZ =% HWi,

X 4-4-B IZ CH;NH;PbBrs(£%#%) ¥ X 18 CH;NH;PbBrs I, (FR#R) % 1L Z N FeFdy 7' m
7 7 A MEIRT, CHsNH3PbBrs L (FRER)D 71 7 7 A Mg B \WTarh B Y Jliy 238
IN=Z Do, KifmNERD CH3NH3PbBrs 7> b O EMBEI A o T2 Z & 23
L 7z, CH3NH;PbBr; 35 X U8 CH3;NH3PbBrs I, Z L2 1D 7' v 7 7 4 Vi3 =l D a4Ed
BCT74 v T4 v 7 TE, fHIZK4-11TR-T X 517 272, CH;NH3PbBr3 13 =57 Dk
W5 (71=0.1ns, 72=2.6ns, 73=60ns)Z/R"T DXL, CHsNH;PbBr;_ I, l¥—2
DD ED3 Y FHGT( 74 = 0.45n8) & DO DIWEEST( 71=3.Tns, 72=10ns)% 7~ L 7=,

B ZE L Z & IC, CH3NH3;PbBrs I, D37 H B2 D 5 DIRFER( 7 e = 0.45 ns) &
CH:;NH;3PbBr; DJHFEK D DRFER (71 = 0.1 ns)iIc—BBR o N h o7z, Tl
CH;NH;PbBr; & & U8 CH;NH3PbBrs I DT, BT & IEFLAH] % DRFER CE H%EL
TW3Z&%RKELTWS, CHNHsPbBrs @ F ¥ (~540 nm) . &R D
CH;NH;PbBr; I, I HCOWIN X N B ATREMED B 2 25, WEE LD L) ORFER O AR —
X V. CH;NH3PbBrsLl DY H LR Y ICHET 2 2 ANVF—BEHOFLGIZIZE AL
BBEEZLND,
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4-4. (A) SIGTR(S T D BRGSO FEH A~ 7 b, JHEEHEE 5 405 nm. (B)
CH;3NH;PbBr; (f%#%. 510-560 nm)¥ & U8 CH;NH3PbBr3 I, (FR#R. 663-800 nm)D FHFH iy
a7 7 AN, BRI OEBER T 4 v T 4 7, (C) CH;NH;PbBr; 5 X U(D)
CH;NH;PbBrs I DFEEHFm 7 1 7 7 4 L D e yesa R,

71= 0.1 ns 7 use= 0.45 ns
72= 2.6 ns 71= 3.7 ns
73= 60 ns 7= 10 ns

% 4-1. M 4-4-B 125 1F 5 CH;NH;PbBrs & X U8 CHsNH3PbBrs_ I, % 112 1L 0D HHIHE D
RFERL, = DIEBBE 7 4 v 74 v 77 XY % i,
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Vb ERY LIHEORFEBDA Db, BT & IEfLD R 2 BT EREE AR X
723, T4, CH3NH;PbBrs 5 X U8 CH;NH;PbBr; I, DIRIEFF D T 4L F —7E 53\ &
W (~0.1eV) T T liE T HD T AL F =R KEN(~0.6eV)ZDICK I %5 LE 2 b,
CH:;NH;PbBrs I, ~DEMBEENL, BT LV D ELOHBENZ L BRBENDE, 2DZ
& X Y. CH;NH;PbBr; @ 71(= 0.1 ns)lx CH;NH;PbBrs I, ~® [EFLEENIC 2k 3~ % B4y
Td Y, CH;NH;PbBr3 I, D 7..(=0.45ns) 13, B EENICHK T 2y THE EEZDL
nNz, 2o DBEBMBEOKREMDMEIX, ZhE THE X T 5 CHNH:PbL; 2> 58
%@ (TiO,, PCBM, spiro-OMeTAD) ~® i f%8) D K EEL DA (0.3-0.75 ns) 10
CEWETH 5, Lo Ladb, kOB m 7 vk 7 2H 4 <o EREH)
DEFER(0.5-5ps) 1, BIHI X 721 (0.1-0.45 ns) & Y FEFITHENMERHRE S N TS
Z#iZ. CH;NH:PbBrs I, 23R MHIC F A4 VG E L Th T2 L 2FEL T
W2, BREEEREPELl o Tz tEZLN5,

KIC, BUH X U7z CHNH3PbBr; 2> & CH3NH;PbBrs I, ~ O Bl F5 B fe % 5FA i
% 72910, FoFF DR A E DR 21T 5 72, X 4-4-C, D IC CH;NH;PbBr;
¥ &L U CHsNH3PbBra_ L Dfi % Z L Z 4783, CH;NH3PbBrs @ 7'1 7 7 4 23 ik
REICIT L A CIRTF ST EGEEAEM L T T e 7 s A VIc B I AL RS
N7s D> 5 7= DK L, CH3NH3PbBrs_ I (X ISR IR & <HKAFEL T 0 | B mas

DN > Tz H LAY OWRFEDEL 725 2 L 3002 72, FRIC, ENRE 2 5 D
BV 3.0 plem? TOILH B Y ORFERIT 32 7/ B Th b EMEERERESEH T/
DXL LA —NLTRI > TWBE I ERREBI N,

— XA, EEAIAS B LR ER L B v U T OIRELIC X o THIE I, B
Y U T IREEOWEINC X o THEIEE IE L 72 5, FIRME O8N, B3 % B
X U7 OHEINC D735 25, BUHl I N2FERIZHOFER & 7o T 5, JilEEIEEE DY
WAV R LITo CHRIKDOERPBEONL b, R T Ah A4 MERDOIREIC K
S>THZFEZ IN TV A[REMEIIFIRCZ 2, 7. R OHEIC X o THIL A
~7 PADOZ L Ao b, MEDOBGEEEIC X 2D E I RHTE 2
EEzZLND X,

Bt HoERBEEN & -#H & LT, CH;NH;PbBr: fi S ic B 1 3 Eimf o
JLEGEFEDSE 2 H 3 5 . CHNH;PbBrs £ i 1C 35 1F 2 JLEURE 1L, 0.1-1.44 cm?/s DEA R
HINTWD 2, BHlE N7 B30 DRFER 70 £ V. ZRITICE T 2 ILECEERE
Lo(=/6DTyge) % BAED 5 & Lp=1-5pum & 72 - 7z, FSH il 1 Fl v 72 CH3NH;PbBrs
DT A X 3-10um TH S Z &b, B F ¥ Y TGRSR EILEL TWw5
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FHFMMPEIC BT B F v U TIEEN L 2N X » TR RERIEf#1C
LTED\%%iﬁ%V/fmiofﬁﬁ%kﬁUX£vFfﬁﬂbfwéo;@iv
mRICE T, FIRERDRELBCICHE > THRMEHICIEE L 2Em* + U 713, HU
LS IcET s ichs, L2Lars, it/ o BRBELERESER X +
VT7DIFIC Lo TR B35 L, RSB L 72EmF v U 713, IBEARIC
Wit o CHEMElSICET LRy, HERNICEI Y 2hnweEZONE, DT L
b, EBAF X Y T OIES T Tk, BT o ERBERER B X ORI KT
HEHFHTE RN EEZD X 5,

WEINTWEBEDHEICE T, FREEEFE T cOor T 2Hh 4 MMidhF o4
F v LORMMOILEIC X - CERBIERE SRR AICERT 2 2 ERFbILTED,
FERL 2 EMERBIC L o TAY FRYTF A VIR, ~a 7274 F2b
TiO, ~DEMEEIH & 25 & v ) FERI|ME ST B 227, FHFMIEZIT-
T Tld. N A T REIC TiO, & D pn G IIFEE L 2023, CHINH 22 72 &
& T, REWED 5 WG D I'H 2\ Iid CHNH; ' IC X o TR 72 B 494 A3
KRHICHFEL TR E LFEZD R D, £ RGO FFHEm 7T v 7 7 L LB W T,
FOGIC & - THEpMRE S X OFEGBRIBICHD L Tw2b 2 256, KIGIK X > TR
WA A v 7 EORGEN RIS A P OERPRB I, 2D X5 Ry A4 bIcEM
Fr ) TR E NS & CEMERENPERT S EEZ LN, Bl N2 H+F/
WoOEMBEEREIZ. A A vHI20E Ty TEMICX o TELEI NNV ERVY T4 VT
BIRKAEEZEZ NS,

BB I NDE X2 A4 L AT —AZL IS 2 7200, FFEMmElEICE T
6Wtﬁﬂ”2@%ﬁﬂﬁﬁﬁﬁ@%ﬁ«ko4ﬁ/%%hiF7/7%ﬁ L oTZ
FEMESER IS e b7, A4 v e b Ty TEMOMGEENICE T 2 IEHD £ 4
LA —NFREL BB LD, EHEMBERERINDG XA LAT =105,
AAVEP Ty TEMDOEL LRHFLEL T2 HLNICTE 5,

X 4-5-A IZ CH3NH3PbBrs I (663-800 nm)DFNHm 7' 1 7 7 4 A DS v ZFYRE
BURTFIE DR R AR, 10 MHz TIZEWIL S S0 s 2SI & =28, FAIRE B
DA T BT, 2 B Y A L, IMHz TIEZH B2 D 1213 & A SBUE X
Nixdodz, TORFEIY ., EEEMEDOVKD X 4 L X7 — ik, 100-200ns TH 5
BN hoTz, uTAH AL MERICET B A F VIEENUL, B4 2 o Be 55O
BALAT—ATRIBZEDRMEINT NG 289 LaLAaRs, ZofEFHIEC
F 72t S v 2 @ 10MHz 128 2 B0 ) X WY KEWETH 5 2 &b, FERE
FIEOERICHEEL TwEDiE, /A v TR Y Iy 7EBRTHE EEZONS,
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_aTAAA MCBT STy TEAOEHERIL, AT/ WD X A LA =T
25 eBMEINTE Y., DI @ FEIRE BT D Sl
Ty TEMOBEHNEE X D EMF ¥ )T OESGEEDE =D, b Ty TEMAPE
BTz ePaonTng 11303 Eifank b7y 7Emid, EMxry V7% b7y
TCELL Ty THAFOBEORDICoRSY, Biixy ) ToFEGHBELRD, &
DF 7y TEMOEEIX. LT v T 740 v (tap filling)” & ML, EEEIE S
;Uﬁﬂﬁﬁ%tk#T@ﬁMéﬂéoﬁﬂéﬂfc&Nm%&HI@ij%Lﬁb
b, FEOIREE TR 220, b7y TEMIMEEL T, mmEi
BH2VIIEEEEIRICE T 7y 7EMPIEBINDZIZE, LH B2 ) 28L&
STWwitEZLNS,

FT oy FERICK AEBBHMEE AV FRVF A VI RELIEE T EBRF ¥
VT BEGICE > THE» OREMEBEERICET OV BT F /o2 4 LT — VL CEME
R 5 LERT, ZOGA, BHBEEESKEZ 20, P 7y FINTHWARVH
HEM F ¥ U 71X, CHsNHsPbBr: fi i N 2 817/ D X 4 LA 7 — NV THLRL T %
ZLiZb, T, CH;NH:PbBr: fEfN O HHEM ¥ v V) 725, BMEHT2 T
M, BRIBHIH 2V Ty I X > TRIERTIFEEL T3 02 RS 5 72
Dic, KR THz MIE 21T o7z, THz #IEIC BT 255 OEE X, HHEMF * Y
TORES X OBEEICHAIL TwbZeh b, HRE ﬁ#%)?@%é@ﬂ%A17
— NV EPFHNRDL LN TE D, X 4-5-BICKEEE THZz JIE OFER %2R, il IC
4wmn@7;Ab@ﬂ»xp—f~mm2mmﬁ%%wto&mmmcmmmmmﬁ
EECIHIEEAET B 7 7 A VDRI L Nk - 7253, KIGHE(S 471E)D CH;NH;PbBrs-
LAER T, DI ICHERS BRIz, BB 7+ v 74 v 27 XY, HIE
fiDoFarid, 318166 €A TH 2 Z LB o77, TOWEMDTIZ. HHEMF v Y
TOFI7 vy ZBXUOEMBEICHEKTZEEZLNS, THZHIEDORER X, 72+
5%DHMHEMF v ) 72 100 ¥ a0, KiEFEFTICHEELTE Y, BWIZLH B
CHGTE BARENEDH B L 30D o 7=,
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~ 1 ——1 MHz 1
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X 4-5. (A) CH;NH3PbBr;3 I, (663-800 nm) D ¥ eF i 7' v 7 7 4 v D FAR R AR E

JIIECSE 5 405 nm (0.81 wl/em?),  (B) CH3;NH;PbBr; (%)% £ U8 CHsNH3PbBrs I, (FRAR) D

THz E 7' v 7 7 4 v, BEUTEAEEEIE 7 4 v 7 4 v 77, il 5 400 nm (38 pd/em?

for CHsNH3PbBrs, 52 pJ/cm? for CHsNH;PbBrs3 1),

INE TOEERICIH VT, CH:NH;PbBr; & CH;NH;PbBrs I, DR IC I 1) % EaiiZ 8
D, P 7y TEMICE o TRELSETINSG Z L HBHL 72, ZOENILH EAD 1T,
RGO v T BBCORBHIENE b, P 7y TEMEZHIET S+ 7
I A PRSI X > TERLTZEEZLSNS, Chae DL L — 713,
CH3;NH;Pbl; I IC 1T 2HE A A v O HUAR T, HiEFcAREg—IciEZ 5 2 & 2l
LTWw3 “ /2, Draguta & D7V — 713, B EICL > T, a7 zxh 4
FEERO Ty S A BERICARE - ICEEL T WA T L RO AIC L B, C
NODFER LY, a7 2h4 MERTD N7 v 794 P ORE MR, fKIGE X
DEMBEERICEEL TWb FEZOLNE, I T, KIGHED CHNH;PbBra_l # i
DREMEE, bbb b7 v 7 A b OZEMSH P ERMEGEEEICS 2 2 & ZHL H
ST % moic, I SEEMEE & o 72 2R RSO HE AEE 2 1T - 72,
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4-3-3 ZE[H 53 figFe 37 amill

FOGH# D CHaNH3PbBr_ I, #i dits D Fe 77 il iE % B MBS T <7 o 720 X 4-6-A
ICFEHEIR(663-800 nm 1T 35 1) 2 FEHDFETRERRN) 2T, [F—fbmPDORR 5 =il
BWC, iR FEMIv T s AARBHII N D, P Ty TV A PO
ZE) Ie AN —1EDIRZ X N7 (X 4-6-B), ERFZEIE + T v TEM ORERIEZ AL 2
I3 % 729 1T, CH;NH3PbBr3 I, DF(663-800 nm)D 3.5 A3 D & CH;NH;PbBrs D5
(510-560 nm) D *F-¥5 ¢ iy D FH BE B 4% % [A] — HIE sl TR~ 72 4-6-C 1T 16 HToD
CH3NH3PbBrs_ i D25 [23 ) DRFEE( 7 i) ICXFF 5 CH3NH3PbBrs O (< 7>)D
K171 % 7R L 72, CH3sNH3PbBr; D3 F M OBNNIC X - Tt hb 23 ORFERIIHE IS
LAEm A3 5 7z, CHsNHsPbBrs DDz, F 7y 7EBwick s 7 v 77
A VY ITHRRI>TWBEIEERRBLTED, b7y TEMPBL AT EFEFmoOR
e BEWERBENR > T3 EEZI LN,

A Intensity B C
255 . ——red 1|
e | — 08
E — red 2
] 2 —rrd 3| ¥ 07
128 X =
E ¢ os
€@
0 = 05 MAPDbB,
0 Y H ) ) a r . r
0 5 10 15 20 25 30 0123 45 6]
Tme {ns) Rise time {ns)
D 100 E_.
o 5 * MAPbBr,
< 81§ o9 ° ®ellOm m 80000|s e MAPbBr, |,
- 60{m e e < 60000, *
K 074 -085 [ b4
e 1l da3-as4 £ a0000| °
= mqi D i gl EEE f - .u‘ * a0
u 1zZ-az2 0 20000
0 ——
01 2 3 4586 7 012 3 45 6 7
Rise time {ns) Rise tme {ns)

4-6. (A) CHsNH;PbBrs_I, i it D FE AR (663-800 nm I 351 3 FH O MERR), A
7 v 7H¥ 4 X :200nm X200 nm, A7 —AoN— i 2um, (B)4-6-A D= I B B %
N7 v 7 7 4 N (663-800nm), (C) [Fl—FifH D 16 FiC ¥ 1F 5 CH;NH3PbBrs I, D
H ER D ORFER( 7)) ICXT 3% CH:NH3PbBr; D V¥ (< 7>) DIk F M., (D)
CH3NH3PbBrs [y D5 D3 Y DRFEE( 74ise) 1T 3% CH3NH3PbBrs 7y BX U 7, D
HE OFE M, REEBDMEIXH 7 — A7 — )V THR, (E) CH;NH;PbBrs I, D2 H LAY
DIFTE B 7 1ise) IR 5 CH;NH3PDBr3 (510-600 nm) 3 X O CH;NH;PbBr3 1, (663-800 nm)
D FESEIRE DA
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R, b7 v 7EMICK 2T CH:NHPbBr; ICH1F 5 + 7 v 7EEAIIH T T3
D% GRS 5 72 ® 1T, CHsNH3PbBrs DFENFan 7' 1 7 7 A V% =57 DIgEBAET 7 4
VT AVI L, FWEANTA—Z—(71. 1)DEIGDOLALET~T-, K 4-6-D ICHER %
Y, $b>ﬁﬁmz/\( r)DEIEIZ, 2B EDY (7)) DIEMNIC otofiéﬁjtbfmé@ o
L. BOWIEERD( 7)DEERBY LB et hotz, 2. 7 DfEIZIEE
A EBLTORW—HT, 7, DEED 74 ~1 ns ZHEICABICHEML TWwW3 2 &
DhoTz. 71 DIWERSTIZ CH;NH;PbBr; 2> 5 CH3NH3PbBrs_ I ~D IEFLEE)ICH2k L
TWwW3, rHDEEEEDOERICE > T BIL r4e BDBILLTWBEZ 0D, i
POV ZIHEELTEY, P Ty T T4 ) v SR X o TEEEIEDRENLL T L
EzoNb, LH EDBY PECBHNE( 7ae<1ns)TiX, 7 v FEMBDVRL, Bk
HIRCTEZ LIy 7HA FPDEDBS L hoT 0B, ZDX 7Ty FEMEDRVE
Tld, NV FRv T4 v IZORERD R, Py TEESERICR o T B 2D,
CH;NH;PbBr; D F-¥)F 3% . CH;NH3PbBrs I, ~DEMBEHAHEL o T Wb L F
Abb, —HT, b ERYPEBCEBHN( 74m>1ns)TlE, FT7 v 774 ) v IICk
STANYFRVT 4V IORENRREL RN, Py v Rflancnszoic,
CH3;NH;PbBr; D F 23K < . CH;NH3PbBrs I, ~DEMBEHPEL o TWnb L F
Abd, ZOMTZ vy T 74 ) v T7OREIT, WL LD L) ORFER L DHEE
BEfR 2 & b BH 5 5> CTH 5 (IX] 4-6-E), CH;NH3PbBr3 2> & DFIEIE, i2H L3 Y 23 W T
BErFZ oy ZICkoTIfIINTE Y LB LRV BEL RDBICONT NI v 774
Uy I X o TREREIHML T3, L2 L7235, CHNH;PbBrs I, D FEiEE
l%. CH3;NH;PbBr; O & I3 DMHFIZR L TWB Z &30 hotz, 7 v 7FEM2E
TIRSENARRICEE L CWAEA. Ty 774U v 7T X o T CH:NH;PbBr3 I, DFN
SREEIIEEIMN T 2133 TH Y D LRV EL RBIFE NIy T T4 Vv I K o TH
NI T 2 EHAS RO N2 13T TH B2, HoMHm L ko TWw5b, 3 FEDOME
CBWT, a7 v ALy Ot ~u s vZELLE ORICBRER S 5 2 & L I
L7225, SO DFRAEET 2. F Ty 774 ) v 725 2 & CH;NH;PbBrs.
d N A4 voREORICE, ADMHBRERES 2 EZONDE, AVEAAVE LI
LT BRGATIEE, IV P Ty 794 FBERL T E20Ic, XV FRVvF4 v
DIREIRKREL LB, F 7y 7H A4 b S 0n0Ic, FBEEEZI VB LTWS &
FEAbNb, ™7 VRERIGIE., fimKREo v 7 VR EZ 2 5720 T <, K
HEbEz2bZ T, T /71_&;3&0 RSN I E Y 5 2 5 2 & B0 o7z,
FEERIC, STEM-EDS #HIiE iIC 5\ C, —fEmNIC B T 2 v 7 VO AN —1E 2350
T N72(K 4-7),
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1 0.42
0.29

0.71

[X| 4-7. CH;NH;PbBr3 I, #fi i D STEM ¥ X % s (IR AL) T D EDS HIE S R (H D).

INFETORELY., UT DD DEEREENI S DI 7% > 72,

()BT EREE A5 CHsNH:PbBrs I DFNFHAICEH T 237 H LR ) KOy 2RET 5.
Q)EEEE B X O & B SE T icsw T, EFHEIEESEL & 5,
G)FE—fEEANICHE VT, BTBEEEIIAERICL > TRELRR D,

A CEMBENER I, Bu b7y vy @R s HERH 5,

NS ORBRREHHT 572010, M48IRT LI B AN =X LERET 2, b
Z v TEMBPVIRG, Thbb N7y 774 ) v ITORERV R WES, K4-8 DT
w3 K Hic, MhhEIC X o THEK L 72 CH3NH3PbBrs NS ¥ ¥ ) 73R E D b
7 v 7% A4 +F XU CH;NH;PbBrs I, F X A icF 7 LNICERMBEEIT 5, ZnTn
b7y 794 NI, BRF Y ) 7T OMENIEEELZEIT, LrLAadb, &
BRIEINEE D 2 WIS REBIRIC X >Tr 7y 794 FAEMFY ) TICL > THA
Ende, b7y TEMOEAEESER OLENGHRE X VB WZ0IC, b7y FEMIC
LoT 72774 Vv BRI E(X4-8 D), M7 v TEEICL > TEL 2EEII.
NYFRvT 4 v 7 %BERIL, ERF Y VT XA F I RICKRELEELE X5,
EEEZ DO F 7 Tk, + 7y 7EMEERAR VO, b7y TEEREIE <<
Y, CH;NH:PbBrs NOER ¥ ¥ U 71Uk b 7 v 7HAl & OMEEF PSS IC X - TR 5
60;®F7/7 AT & O MRS A 41C X 5 CH;NH3PbBrs WO BRI ¥ ¥ U 7 oD
k. BWEMBENEREZS X T, 2o B O#EFED%. CH;NH;PbBrs N THAHEL
LTW3EMIF Y ITIR, AVEFERVFTA VIR THBERICET Y
CH3NH3PbBrs I, F A A4 ViCEMBEZEC T, CoF /7 BLUACEZS M7y 7E
fif & O MRS FH#E A1 X 5 CH3NH3PbBr; WO EM ¥ v )V 7DD &, Ny F Ry T4
YW X BEMF v VT OILHGERED, BT S B D XA LR T — A TOEMBELERE
gL CTwaEEzZLNG,
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T, AVYERVY T VI RB|ERIT Ty 7H A PiconwTERST 5, Mt
xR\ 72 Meggiolaro & OWFEFERICE 2 L, K TFRIOIVHEA A VIIBRGICT T v
THEN AL, ELZHET2 2285 bhTw3 2, KFETIE, a7 v R
JGICHBWT CH:NHL Z M2 TH Y, FiFEREERE TIEI vH#EA 4 Vg TFHICA S
ECUETRIRMEE LT 7y THNZERL W3 2EZ NG, ZofgTlavHi
AFVYRIAIC K > TIEALD b 7 v THEMBFEL TH Y IELSHR I N5 2 L THA
ZFONVIERVTAVIBEL TR EEZONDS, P Ty T 74 ) v 7RG ERIT
2w T A+ OEREII~10 em? OEDHRE 1T 5 203 303 RKIFEIC 1T 2 Sl
WX o TERLAEM* v ) TEEIZ6X105-5X10"ecm®> THL I b, NV 7
4V V7 EFFRICEI TR EEZLNSE, 2OLH I, ETFHavEIAVICKD
kv THERIT X 5 T CH;NH;PbBrs N ¥ X U8 CH3NH3PbBrs I, ~ D B fl F4 B A 3 5 2
ERTBIEB Doz, UEDAH =R 40T, OO DEBHFEELHIHTE 3,

Low trapped carrier density High trapped carrier density
E' ".‘ ’—’--"-

I5 ,"\ E
S g
[ 1 -
21y >
wl 1 =
Sl 2
ic 2
= ; E
\I’ o | -

0 10 20 30 40 10 20 N30 40

Time (ns) Time (ns)

Recombination on MAPbI Br,_, (¢< ns) Recombination on MAPbBr; (¢ < ns)1Recombination on MAPDBI Br;_, (¢> ns)
i

trap states

PL

[}
]
1
1
1
1
1
1
1
[}
1
1
1
1
1
1
1
1
1
[}
1
x

MAPbBr,  MAPbIBr,, MAPbBr,  MAPbLBr, | MAPbBr, MAPbI Br, ,

X 4-8. B[ F ¥ VT EAFITADAA =X L, “WWEX VMR EBLIUVEFEZN
INRL T2, % B X O % kS EZ N T NEFBENEE B5 X O MRE F Ard
FIv ey IEEERLTHD
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434 XX VT XA FITRADY IaL—vaV

RELEZBEMF Y VT EAFIVZADAH =R LZREET 2 72000, BT % H
WBIEY T 2L —vavETo, K491y I alb—va vVETARRNT, M
B Ic BT, B F v V7 OISR E S 5 72, CHNHsPbB HO&ERMF ¥+ U 7
BEEORFEMNAEELZ, NV FRVYT A VI ERT vy L EZEBEL T UT
IR —RITOILETEX TRl T % 5,

one(x,t) 0%n.(x,t)
ot P T

Knrtte (2, £) = S(keene (3, 6) (106, £) = nye(x,0))

u aa_x (E(x! t)ne (x, t)) - kradne (x’ t)nh (x’ t)

— 8(0)kerne (x, )y (x, £) (4-1)

ony(x,t) b 0%n,(x, t)
ot dx2

— knrnn (6, £) = 80 knenn (6, ) (166, £) = mp (1) )

0
—Uu a (E(x' t)nh (.'X', t)) - kradne (x, t)nh (x, t)

— 8(x)keenp (x, ) (Ne (x, £)
—ne(x, t)) (4-2)

ne(x,0) B X U ne(x,0)1Z CH;NH:PbBrs F1 D 7 & IEfLOEEZ 2 NEFNEL TE D  n(x)
B X U nip(x,f)id CH;NH;PbBr I, HOE T & IEfLOEEAR L T3, 72771, 0<x<
LThY, L IHEROBEI(HARX)THS, BT LELOBMBHELIIR > T3
tEZoNB D, BTFEIEAAZN T NI EZEZ 2081 H 5, if:\
D 13 CH;NH:PbBr; ' D EM OILEUREL. u REMOBEE., Exniz t 7 v F1IEFLIC
STHEULZELTH D, I HIT, kua B L U kipa 13 CH;NH3PbBr; 135 X U8 CH;NH;PbBrs-
L OESEESEETH Y | ke B L O ko 13 CH:NH:PbBr; H135 X UF CH;NH;PbBrs I,
O R S G EE, ke B L ko (3FE T35 X OIEFLD CH;NH3PbBraL I, F A A4 v~

DEMBEEE, I()IXHEMEFMRMDO CH:NHPBrs I, F A 4 v OBETH %,
CH;NH3PbBra I, F A4 VIZFERRAICOT LI L PFEL TV ARWI L E2FE XD &,
ERBENEE L I()-mem)ICHHIT 2 EEZ0N5, AT, NOF LK n@)lFEFL b
FZvTHAPBIXON Ty TINLZEADORE, LIZELZ525 7y 794 b~
LD Ty ey IHE kel b Ty TIEALBMEERE T & O MRS S A I X 2 K%
HETHE, N-nDHEIZ, FTv T 74 /7@9ﬂ%‘%%%f§bfclﬁfzééo
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CH;NH:PbBr; I, F X 4 VOB F ¥ ) TEE newm()B L P M7y TIELORE
n()DIRFEIFER I, UM ICRn T i cidihc% %,

anl,g—(tx't) = S(x)ketne (x; t) (1 (X, t) - nI,e (X, t)) - kl,radnl,e (X, t)nl,h (x' t)

- kI,nrnI,e (X, t) (4 — 3)
c’in%(tx,t) = 6(x) kpenn(x, t) (I(X; t) — nin(x, t)) — kyraanie (x, )npp (x, t)

— Kkinrn(x, t) (4 —4)
% = 8(X)kenp (x, ) (N (x, £) — ne(x, 1))

— 8(X) ke (x, t)n(x, t) (4-5)

K(1)-(5)ICFH VT, CH;NH3PbBrs I, F A4 v B X CIEFLF 7 v 79 4 M idkERER2 S
EE dOHPFANTEYE ICTFEELTW B LE L. UToRRSLG2ERET %,

N, 0<x<d
N, t) = { iy (4-6)
_(lo 0<x<d B
1660) = { s 4-7)
! 0<x<d B
50 =3 -0
O(x)ILE

BRFE S LOCELL 7y vy 7R ERRITHEEx <dTORERI L %2E
JEL72DbDTH D, Tz, HERT VoYL Ve )ZULToRT v v R %727,

0°V(x,t)  ne(x,t)

4-9
0x? £rEp ( )
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R(O)-NEL V. B EaNBLUOHERT v v v V)il FoXcidibcx 3,

Vi t) = — e"t(x D 6 a1y (4—10)
EGo ) = —ED (4—11)
reo

Ny TIELDEE nid b 7y ¥y 2B X MEEHET L OBEMAIC X o THE &
EDICENT B0, BY Eq)IREICKE L, ¥ v VT XA4F I 7 R ES
%2, Eito X% 8MEMITICiE 2 & T, K ¢ I3 %5 CH;NH;PbBr3 iaotzf
CH3NH3PbBra I N XA A4 v O&EfF v ) TIRE, 7 v TIELIRE 2 Ko 72, FotdFan
07 7 ANDOENEERTE 2 I 2L —va Vit ko THET 220, %)ﬁbi_y‘n
RIS BT 2P =0)ER F ¥ V TIREDOAZ XT A —2 =L LTEZ, o &HIZ
N YEsEE < F Ufii% F v 72, CH3NH;PbBr; 35 X U8 CH3NH;PbBrs I, © Ftddy 7' m
7 7 AN knane(x, ) m(x, ) B L kinanme(x)mn(x, ) 5HH T2 Ty Ialb—v 2
VEITo T, L, BIERER 2 S 300 nm LN OHPAN T L 2 E huiin C
LEREELT, 300nm XV BEFEVE Z A >300nm)TOFRNITZEEL S MEEL 72,

MAPbBr;, MAPbIBr;_,

<

x=1L xX= X

4-9. LT EHVBIEY T2 v —va v DET L,

|
1
=0
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X 4-10-A I CH;NH3PbBrsl, DFEHHFM 7B 7 74 Dy Iab—v a VEEREZR
T, IEEEREOBENNIC X > T, 325 B30 AL e b & v ) BN AR RAFHR I L
TWw3, ¥Ialb—3va VITHWEE T X — 2 —DfE, %¢2;mtto$%E@0
EEELRVIEAENK) =0) b EBV BRIV E2L, F Ty TIEFICX
NRYFRYT 4 VIR BWEMBEENERICEE L TRy Ial—ya vtk
S>THEINZ, £72. b7y TIEAPY D LX) ORI ET 20, P Ty
TIEFLBE I3 5375 B Y oikFEE2> 22—y av Lz, Wlieg=0)F 7 v 7
EfLREOAZZEZ 5L, K 4-10-B ISR T X H1C, 2 B3 ) ORI ZEb 5 2 L s
ol MELEZAA=XLERMKIC, 7y TIELOBRESHEMT 2 &, Zhicf
> TiLb 230 O, 37 b b EMBENEEE 72 2 2 HH T 5 2 LR TE 7,

T T, JIEEEE I T A FEEKE DY I 2L —v 3 Y R T o7z, X 4-10-
CICHNME LB MF v ) THEEOBRENBR N CR LIz 8E74 v T4 v 7 XD,
CH:;NH:PbBr; DFENIREICH T 2{HZ 132 THo/zZ b, P Iy T 74 ) V71
Lo T . B —FAXNOHBENF v V) 7O FEHEAEESIEZ > T3 2 &R
X7z, —7J7 T, CHNHsPbBrs L OFNMEDOMEE X 1 LT THo7, T
CH3NH3PbBrs_ [, ~ D EMSE 3 Z 2 HTIC, &M ¥ + ) 7 2% CH;NH3PbBrs N D i &
BLUOP I v v ZICLoTURLALERRIEL TR Z L EZRBRLTWE, Lo L7ad
5. YIRS X D R\ GEEL T ld. CH3NH3PbBrs I, O FEEIRE OE & (330 L <

5, ZE, FIv T T4 v ICXo CEMFY ) TORERIGI SN TS zD L
EZOND ULEDE I ANV FRVTF 4 v I RERB LB EREZH W3 2 & T,
FEERCBI S M-SR A2 EWWICHIT 2 2 LA TE, 7z, FNTRE O IRE K
FHEzEET 3 LR TE R,
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A B C
1047 =
—_ —30plcm? —_ —_—a5x10%em3 O sin.MAPbBry E
E —— 081 plem? £ 3axw¥em3| E 13| 0 S MAPBI I
o — 0035 piem? O 3%10" em? g & MAPDBr, B
; ; 3‘ 102 @ MAPDLBr,l,
@ w @
s S s 10' °
= = F= g
100 =
0 5 10 15 20 25 0 5 10 15 20 25 102 107 10° 10!
Time (ns) Time (ns) Excitation power density (nJ cm)

4-10. (A) FHFEMT 0 7 7 A VOREEEREEO Y Ia b —va ViER, =0
KET WX YV TREOAZZE X7z, B) ¥FEm7urzrAror 7 v 7FIELL
BEEICHT 2 MkFEEOY Tar—va VR, =0 BT AW 7 v TIELEBED
HudEZ e (C) FENEE DN IEEARIE, b X AT ERB LY 12
L—ya ViEREZZNZEILRL T3,

L [m] 5% 10 5% 10
& 28 33 28

d [m] 10 x 107 10 % 10°7°
ki [em® s ] | % 1071060 110710
ker [em®s '] 1 x 1071160 1 x 1071
Frad [em® s 7] 4 x10°10CD 4% 10710
ke [s71] 8 x 10769 8 x 107

4 [em? V7] 100 @4 80 (4

D [cm?s™] 0.3@Y 0.1@Y
N [em ™3] 1 x10' 3 x10'%
I[cm™] 1 x 107 1x10'
kiraa [cm®s7!] 8§ x 1071 g x 107!
e [s71] 8 x 107 2 % 10°
ket [cm? 7] 1 x1071° 3x1071°
ki [em®s71] 5x1071° 9x1071°

£ 42 FNHFEGTO T 7ANADY Ial—a VICHWEZENT A —2—Dfi, BH
NI X =R =% EHODOTITRT, L& DAy afRizsE 3,
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5-1 e
5-1-1 iFgEE s & HAY

A F v ZHAEE, ER T R D A4 XRTRE MR L7 £ SRR E 2 B
TEMTE, T/, NV FF vy IR 2 BEERBESL TS, ~TafEEEREY
FPIoencEd U, ~TuEror /Mt Ear¥ vy ) 7 &2 EMMICRE - JE
RT3 2 e TE, B CIERTERWVF v U THEORIIC X 5> T, &%
K Jefildit o KM, FENMBL 2 KB $ 5 2 L3 T& % 59,

— i COLERKG BRI B~ OICHB R S v 3 HEh o m 7 b a
7 A4 b CHNH;PbX3(X=Cl", Br ., I)iZ, LT a7 v 44 vofflpkic X
> THAERHERH O T 5 5 25, CHINHPbX; B 7 2AHA b b E7zur v A4 Fy
DRIBICBHEZ 5 T LB DN T WD W8, RIS X > Ta 7y vl R X 5
& T A EENTIRALS SY F ¥ vy 7E2FE T2 LB TEL, L2 LADBH,
WERD A A v G 1Z, 100°CUA EOMBSFT TR 201 L % ~e72xh 4 b
DRI IT IR TSI Z 5, 720 A F VIO EELZ AL ¥ —1% 0.08 eV
LIERWEER L, FEIRCAS ICHEENA A VRS B 0, 2o X, RuaTRA
A MIBERF YV T AL VOl OEERE LT,

RSO E HTea 727 4+ ORREL 2 R X & 2 72 1T 1, S0 %2 R 5 1T
T 2 0E 3B 5, Lo Ladb, HKIGICEE T 2 BB I+ i <, FF
WA F VO P L > CTHHT2EMI ¥ VT XA F I 7 RCDWTIFHL 2T
272, B8 3 TIE, L 7 KRR CHEEMICER L 22 m s VIR XA vIcE
MR ENRCHEINDE L ZHLPIC LTz, 72, F4ETIE, VIR ~T 1
MEICENT BT /R T =V OERMBEZA F I 7 2R 22 L 2P L HIC
L7z ZNHidwInd~A4 7 X — b P4 XD 7 EERERRICLZFERTH Y,
EmEE2 LA S/ A= PAUNTRIZ2EBMF Y VT X4 F I 7 RO TOHR
BEMHERRETH 5, LA LAEXED, RESICIC X o TEREEL 2 At c& 2 7 RiTico
WTIFHAL 2T R, F/ EHNTHERT 2EMF ¥ V7 X4 F 37 R0 CERE
WICHRT 20 EAR D5, H2ETRLZX 1T, F /7 ZRINICEHLIA® & L= Eff ¥
¥ )73, REORIEE(N 7y 794 MIcKEKFET 2200, F/RTICE
2 ZMUR)ETIE, RIGIC X o THE L 2REEZLERE. ~ 7 v 79 A4 b ALEHK)
WCIRKTF L 72 B F Y VT XA F I 7 20FREBTFREING , WG X > THEL B F
JRF DRGEZELE XY VT XA F I 7 R %XNIGEH 25 2 &, B b ichE i &
JHEREDBARMEZ D 2210 T 5,
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QNI ET 57 AN = R (9L7/ B = B A S 7 (N QU 91 s B W = B A 7 e el o W

% fif e % 15 B . CH3NH;PbCls 35 X U8 CH3NH3PbBrs 1337 77 ff(Pm—3m). CH;NH;PbI; 1%
EA A mem) %R 3 S8, b o_a 7284 Mio v s VR ERET 52 &0
T%. CH3NH3PbClsBr, 3 X ' CHsNH3PbsBr, (0 < x < 3) &A% 1, LAl
o, Eour vHEKEHO < x < )ICPF L TEESEBEREZER L, ~u 7 v ik
L CHEFENICNY FXYy vy 700 7 PRI B2 ERREINT WL T SILB,
FEE D a7 VHEEIBE CRAE X v v 7BFET 2 2 e8I hTnd W15, F/z,
CH3;NH;Pbl; Br, @ 5% Tld. x O MIC X - TIE /7 & (CH;NH;Pbly) 2> & 37 J5 &
(CH;NH:PbBr;) ~DHEEE AL 5 2 & AP I N3 25, ST X » THIEBSE Z 3
Aag VOl x (3E o Tk Y MBS MHEEE IC B 1T 2 FEHE & OXIGIEIH S 22Tl
75\ RIASGIT X o CEfEiIc v 7 v R 2L X # 2RO RN DL R~ 5 2 &
Ty RIGIC & » TAE L 20 8HER S L CHEEEEREEZHL 2L, Rlh~7T 1
MEEMEOKLFHEH GO N5 C L BT %,

AWFFECIE, KIRIGIC BT 5 F 7 KT DRk L o ZticE L, itk
PR Z RS2 Z E 2 HMNE LTFER2{To 7, F/7RTFEMVL LT, 3 4%
THW==A4 27034 XD 7T @%ﬂ&#otﬁ¥é%®%ﬁﬁﬁ&%%
ﬁ@®%%@%ﬁ%kT%%k%xtmxﬁﬁm X o TER X N2 FOCRE & i
L% FEBERICFRR S 2 2 & T, ~ T o REERE SR I 1A 72 S G D G 9 ﬂ@«@%@%
EEi=ka
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5-1-2 W9e 77 i

AL, ~u T VRGBT 5 F 7 KT OGS LG S, k. ~e s
VAL, 27— 2 V) DZALICEER T 2 FEH DL LFEIINE., RN R)ZH O 20T
% 7=, HMAAMBE Z W72 R TR0 2 D8 21T o 72, F 7 Ko H—k
TFABHITIX, 2T CORLAZ LS Ic, HELR OV 7R T FEic X o> TR
NTLE D &) AfEZboBi 2tz 2 2 B TE, 0B L EE CHllcE 3,
7z, B3 A4EORLE XS, KRGO Z DLEHICIE, KISICX > TAL %
BENLRECERA D EDRTE, IGEXAF I 7 2AFHLICTE 5 LHEKRIC, FCE
TEL DIIGZEAIT) 2 LHTE S,

T AR TR, RIS E RSN S 72D 0 f A —2 v 7 %11 o 7=, AL
~a g uAeRua T A A A MiEoser v BIC X o TR TRIGER AR &
BB oTWBEED, A A= v %3 2 & T, KO & RO /7 7% [F R
BT 2 2L TE 5, KIFE TIE, 5-1 IC/RF X 91T CH;NH:PbL; 20 5
CH;NH3PbBrs ~ DA G % BT 2 72010, “DODFRET7 4V Z—%Hn53Z & T,
SIS @ CH3NH;PbI3(~540 nm) & £ D CH3NH:PbBrs(~770 nm) D FHED % O 5l
ZiTo7z. 5 3. 4 BETIE CH;NHsPbBrs Z o) & L CTH Wz icxf L, ARt Tlt
CH:NH3Pbls /7 KiF-Z W7 B & LCid, LT ORBE T o5,

- SBYIE LT CHsNHsPb Z 2 &, BRF X VT BNV FFr vy F7O/hEn
CH;NH3PbBr; ICHE) L C L E 9 2@, KIGWH» 6 RS 5,

CBH AN TR IS LA b7z A TDa T —v 2 g2 4 7 1120)
DIEEZ HIET 720, NV F ¥ ¥ v 7O/NE v CHNHPbl; 7/ K% RGP & L <
w2,

THA R =P I FHFICEWT XL A SN B FET, AR oG
CAERKBER OB 2R 2 2 L A TE 5 820, FHRR v 7 VHBUTK E K
FT e T72AA4 P64 A=Y v 7 %IGHAT % 2 & T, FfRiERF O A 4 v o
fu, HORRZWHOL2ICT B2 R TE B,
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T o, MG D EFER PR & SOC DR ERIEH~DREZ SO T 27201, 71
— eV EHOERBR)EET>72(K 52-A) 78—tk ZHVEHEEE LT, UTD
HBZEToN5,

- BEEINICRICSE A ZEZ D 2 EBTE, 4 v O, BB B IR 5207
A2 A+ D ROGHIEHZTE 5,

RS T TEFRNIC®R - D E ISR 2 R TE, ik vy 777 TilE
ZoTCLEIDMRICENC T &2 TE 5 (X 5-2-B),

510-560 nm  >593 nm
© <

MAPbBr,

500 600 700 800
PL wavelength (nm)

[4 5-1. MAPbBr; & MAPbBr; (MA = CHsNHs )DFN A =27 b L& “faf A=Y v 7D
LI 87 = R

A B
Jrdrm o8 Ay FHAOTMNIG T, BE

m EfFiC X - TG HEREE 5,

7u—krEkHAuEREEG

X 5-2.(A) 72—t nrEHO7RMR)IG, (B) kDN y FHATORMKIG, RIGHE
TROM FIT X o THRBRHITR LZR 780 RIC X > THEL T3,
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5-2 EhR
5-2-1 CH3NH3Pbl; 7/ K+ DA K

58.3 mg CHsNH:I & 564 mgPbL % 3mL y-7F 18 7 27 b VIREICADL L, BiKAE
W2 TR L 72, 500 uL ATSKMAISIR Z2 BRE 1w, L 22030 SmL 7 X RV
RN Z 728, 50uL A2 FAT I vESmL Y7 un XX VA AR E EE
L7ZaD3 50 N L72o 500 pm Cid L 2 T W U 2 7 ma A 2 v Tpei L 72 4&.
Yrunu xR ThEE Rz, 56072 CH:NH;PbL; 7/ KL 743 BUR O G E (1K 5-3-A.
B)¢ TEM {(X 5-3-C). ¥4 X0Hi(IX 5-3-D)2 "3, TEMBIEEX Y, BonF kL
T DY A4 X132 90E39nm TH - 7=,

5-3-E 1T CH3NH3Pbl; 7/ R4 BUR O W X UFEA <27 P V%R T, 750 nm
FHE ISR, 770 nm fHEICHENEE— 7 258U & 7z, MERE 2 o CROLE TICE
EROB L, BB TFINEIR 3.6%TH o7, EHEYHE ICIZ HITCI (1,1°,3,3,3°,3-
Hexamethylindotricarbocyanine iodide. PLQY =28.3% T &/ — A H)ZH 7z,

D E

w 80 _ { PLQY =3.6% ’é‘
- 90439 nm ~ 5
' 60, E (A
o o 2
o 40; s @
E 2 2
= 20/ < =

0 I_I |—|—|r|. a

0 100 200 300 400 500 600 700 800 900
Size (nm) Wavelength (nm)

5-3. (A) EWE T TD CH;NH3PbL: 7/ K+ Ui & & ON(B) UV LS T ToEH,
(C) +7KFD TEM BB L D) F /KT D ¥ 4 X534, (BE) CHsNH3Pbl; F / Ki 5>
BUR DR B L VIR~ 7 v, BIEH & 13 405 nm,

93



5-2-2 7 8 —+k L& H TR G

BHSIGIC AT AT v L AR 70— VO FEE%Z M 5-4 12739, CH:NHsPbl; 7/
Ko E A Yy a—F LA N=H T A% 70—k VICEEL, 100uM #2 F L
TVvEZU LA FBR(M Y/ ~FF VEABEZ ) v IRy 7 T70—
L7z MIGTATRDF®EIE 200 uL/min T7 7 — L 72,

X 5-4. R GICHWEZ AT Y L X8 70 —x 1,
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523 A A= v

{337 B BEI S (Nikon,  Ti-E) % W CTRIASE D % O GEH % 1T - 72, X 5-5 127~
FTEHI, 78— VICEHE L2V v 7, 405nm CW L — 3 —(Coherent) % BR5T L |
FH#E 100 5 DHERTYI L v X (Nikon, CFIPlan ApoA 100x, NA=145)THEHX L7z, &
4784y 27 37 —(Semrock, Di02-R405) %3l L 7214, a4 A =2 v 7% 4T 5 7201,
W-VIEW GEMINIGEMA® + = 7 2)CHH %ML 72, ISP D CH;NH;Pbl; O ¥ L | B
%) D CH;NH3PbBrs ¥ % 0 J 6728 £ 4 7 a4 v 7 17 —(Semrock, Di02-R561),
593 nm D\ Vv Z o8N A T 4 v & —(Semrock, FF01-593/LP)& 510-560 nm DY F ¥R 7
4 v # —(Semrock, FF01-535/50)% F\>7z, W-VIEW GEMINI % i@ L 7z#%., EMCCD 7 A
Z (Roper Scientific, Evolve SI2)ICHEZEN L, A A= Vv 7% {To 7,

100 yM RIGER
(200 pL/min)

L4404 vs LR EMCCD
I5—

5-5. RAOED A A= v ZICH W 7 25E O FiE M
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5-3 EERRG R & B
5-3-1 ZRMICIC BT 2785 - WA <=7 P Lo 73 v ZVHEIGE

4 5-6-A \Z80 7 F v TN DIHIGH DFESE A =7+ VHIE DGR %2 7R d . KUGHT
lZ. 770 nm 13 1C CHNH3PbL; ICHISR 3™ 2 78 v — 7 Sl & 7z 28, ROGHETTT 5
ELTN—=v 7 P LABLREBEEOMAVBR LN, LEALARL, DT r—
7 M2 620 nm fFETIEE V. 550 nm fFUTICHT 72 R e — 7 BB Iz, 2D 550
nm DY — 2713, 530nm FTTA— 7 F LR SREAEN L T < o3I X
N7z, 550-530 nm DFEI1E CHsNH:PbBrs ICHK T 3 & # 2 5. 620 nm 2* 5 550 nm
DElDOFRN e — 7 ZEH X N b - 7z,

5-6-B I SH UG DWPIN A~ 7 b VHIE DFER Z R, FNHALT P A TIEAHE
e —27 7 F BB N7z DT L BRIA <7 b VHIE C IR D A7 & A E e
s 7 b LTw 2 023l X 7z, CHsNHsPb (Br, (0 < x < 3) DAY FF v v 7
~a VRIS 2 2 L 205 S 620 nm 25 550 nm DFENICHIGT B m T v
M ZEFFo=u 7274 ME, HOWRINTE Z 225, BAEETICEIME -0 IR %
ZEAEREI Dol EZ NS, FLETIEMECHEE & LT, T oMm#EH
TIIRHASIGIT & o THESREAMET L, BT F v U 7 O Mg S RIE SRR 23 S BL I 7 -
TWwWa7zvltEZLNLS,

A B
= (0 min
;-‘30000- 30 min
s ———60 min ’;‘
2 20000 8
0 ]
[
£ 10000 <
I s 00
525 600 675 750 ‘A00 500 600 700 800
Wavelength (nm) Wavelength (nm)

X 5-6. (A) REAIGH DR A~ T b L DRFEIZEA, EKE 5 405nm, (C) RELKIE
ORI 2~ 27 b LZ284E,
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5-32 RIS IC B B AE A IE AL

FACDB X 78D o 72 HEI T ORE REEL L Z A S 21 5 7291, XRD HIE %
fTolze hN=HF7 A IR Y a— METIEEIL 725V 7 3 v 7T % KR C UG X
H72RIC, FY XTI//HX%::7~ FLZYF Y IAERHEICH N2, F)RAFL Y Ea—
b L7ZBHIE, KABTRICK 2002 T 2720 TH 5 22, X 5-7-A. B ISHUG
o ZIFE]IC 1T 5 XRD @Tﬁ/‘? VEIRNT . RICHTXIET di% CH3NH;Pbl; O i
& ICHR T 2 T % — v (X 5-7-O) 8Ll S 7z 23, REIEDHETIC X o T —
7 D3EAflic e 7 b L. 80 3 #RIC X377 % CHsNH3PbBrs iIC ISR 3 5 [al#fr ¥ & — v/ (IX]
5-7-DYABUHI & 7z 22, [Eff s 2 —vaEmAafiicy 7 3200, RERIGICX > T
AFAVERDPNECEFA A V(196 pm)2S T VR A A V(220 pm) & R¥p$ 5 2 L T, A
DT EBB /NI 22720 TH L LEZLND P, AT b AHIE Tl AR
R —27 DY 7 BRI SN2, XRD HIE TIREHT Y — 7 2NE5ICS 7 b L
TWB b, BAPBM I NG o2 B TIITELT 7 ZIREICR>TVREDT
F7 K, R T AL MEEEALTCwE EEZILND,

o
o]

8 8
2 | >
2 | =
[ o c
9o o
£ T
10 20 30 40 50 12 14 16
2 theta (degree) 2 theta (degree)

O
w)

. E ]
8 | 8 | v
> >
-‘3 b -‘3 b
= | =
[ — — T [
=8 S 8= £ |
_ T _
10 20 30 40 5 10 20 30 40 50

2 theta (degree) 2 theta (degree)

5-7. (A) SHIET D XRD [ 5 — (20 =10-50° )& LT (B) 20=12-17"
HEPH 2 5K L 72 XRD [T <% — >, (C) SHUIEHTS LU (D) 80 43 XRD [l ¢
Z—v, *IHLEY D — 7 262,
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FGHTD XRD A% 2 — 12 351> T, CH:NH3PbL: D HIS’ATH 5 PbL kD v — 2
DSBUH X 7z 2627, RIED Polh 5% v ZAHICERF L TW b, 2 »idy v S (el
WIS BT B RRERYICTH L LEZObND, TDPbLHKRD ¥ — 7 F, ZZHRIGIC X
STEAMNIZY 7 F LT3 OREH X 728, 8043420 v — 27 {78 3. PbBr, ® =T
NRE =V e F—B LD o7z, THIXPOBrLL (0 < x < 2)23H 5 AHRCHIFH 1 EAAK %
R I BRI IC R > T Bt EZ LN S B,

RIT, RSB DG % FHl 3~ 2 72 ® 12, 3 5-1 17”8 3 Debye-Scherrer 2% U
THEE R A4 v H A4 XD %sRed 7= 2930,

092
" BcosH

G-1

A THPEICH W72 X #RO I FR(CuK a ##.0.15418 nm), B X[ v’ — 7 OE{HIETH %,
5-8 IC[EHT v — 7 O FRAE 2358 (110)/(100) [ 5 X TN220)/(00)H D &' — 27 ZAL %R T,
Ao v — 27 2t bR 2o ic, b aMhkov — 213Ny 2 7oy v P e
LCHRELTERLZ, Voigt IRl CHR Y —2 D7 4 v T4 v 7 %175 T & CH{HIEB
DT 2 T o720 K 5-8ICRT X HIC, KICDETIC X o TAA v v — 27 ORIEHIZEA
LTW3o28HlEN TS, K59-AICK5-1 2ZHWTELNEZFAL VY I A X DD
ZALZTRT . JUGHIO F A4 v 34 X380 nm FRETH Y, NI TEMBEL S
NTVIGH A ZITENETH 5 72 (K 5-3-D)e RIBSUEDETT 2L, FAL v HARX
RS U TICE TR L2 KGDEITICX > THP 60mm EEETRF AL v 4 X
DEERL T3 2 &ML 72, CHNH:PbL; % A 4 ¥V 2EERAVN X WRFE A F v Tl
TEHLERERDF AL VA ZZWH T2 R FREING, EEFIC, 80 THD F A A
VA RFRIGHETE D 25% DA EF R L TWwW B, I T35 CHNH3PbI; &
CH3;NH;PbBr; DG EBDZALIE 7% DA TH 5 3, FAA v A XDWAH, W
NTVLIETERDOEMNLL DB RELFEDS LT ZDE, 80 4D KIS TIXFERITTT
DEAAVHARE TR TR WVEDEEZLND, 2L DFERIT, ZHKIGIC X
> TR KRNI NI W F AL VICHHE L 72% HUO N AL vERILoRGESEZ - T
WBZEERRLTWS, D B AL V48T X o THE S —IF IR T4 % 2 & T,
KRS ViHEBEl I N E2ZObN D,
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(220)/(200) 1 D SIGHHA(10-20 53D v — 2 Z{LIC BT, A4 v o v — 27 OE AR
0=30" NCRHEY v Fu 7 ZHh A MCHRT 5 EHTE— 27 23800 X 7z (X 5-9-B),
CZORFY v FRuaT2AAA O — 27 ZRISOET L HIEMAENCS 7 F L, 50-60
PRI AL v —2ICEH > T L EETFABI T 1L72(K 59-C), T ViEbN
FRFYV v FRaTZAAA PO AL VYA X DR, KISHIHA(10-30 4)IC 20 nm F£E
72 o= DA, 40-50 S ERICIFEEIM L, A4 v ORERmEFBRED F X 4 v 4 X F
LT3 Z 2L 72(IK 5-9-A, #kml)e TN, MR EICREY v F_u 7204
b BT E N, KIEDHEFTIC X o THEBNEED F A4 v ERE s Tl v tExbh
%o 72, RIGHTICH 54 % CH;NH;Pbl; D (110)F X CRQ20)H D [RIFT & — 71X, 80 43I
BT HEE S N72(K 5-8 FOBEM), Zhid, RGO RPE> T b7-20LE 2
b,

(110)/(100) (220)/(200)
80 min JI}_JL 80 min |
El A |3 T"Q
"SP’ = g :
§40min VAL VAN
| c |
@ A A I
p= #/f\g E_ ___)/\\&hﬁ
before JN before /i\
11 12 13 14 15 16 26 27 28 29 30 31
2 theta (degree) 2 theta (degree)

5-8. ZZHASEF D (110)/(100)[E F X TN(220)/(200)[fH D v — 27 2L, L&Y D v — 2
EBRELCRRL CTH D, BIIFIFERT — 2, R f&k HFHIE Voitgt BIEUC X 27 1 v
TAVT,
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—e— (110)/(100)
—e— (220)/(200)
A —o—Shell Br-rich| B C
E 80/ (220)(200) || § 3047
5 o o | 3 2 8300 O\O,o’o _o-®
® 60 \, /o ~ before .01 o
g \ / = S o/
c 401 8 2 1 0"
3 \ !/ |8 s
—©—(220)/(200)
_§20- oo™ = | o —®—shell Br-rich
O 20 40 60 80 27 28 29 30 31 & 0 20 40 60 80
Time (min) 2 theta (degree) Time (min)

59.(A) X 51 K0S F A4 V34X DmmDE(, B) KICHVIHHICE T3
(220)/Q200) [ D [T v — 7 DEAL, EAMRO=30" NCREY v FuT 2k A4 FHFE
D=7 RHR LN (ERKHD, (C)(220)/Q200)HICE TSI A4 vELVPREY vy Fn 7
A AA DT — 7 f0E DRFHZE AL,

RIT, I BT A5 REE O T ERDOZLZIH L 2 1CF 572912, XRD [H]
ProX % — v D Rietveld T # 1T o 72, FEERCTHEOLNZEIT- X2 — VX, 7/ K TFOAE
P INDEDICTa—RNThHol2Z b, UTNICRTSENCHNT 21T - 72,

- JLREMREE AT, KIGHTIZ CHsNH3PbI; D 1E 77 (T4/mem). 10-80 53 O [ <
£ — 1% CH:NH;PbBr3 D 3717 ft{(Pm—3m) TN % 17 - 72,

CHREDF WY =Ny 7 7T v R ELTREL, A4 vovr—27 %A\ CHME
THENT % AT > 726

EROKMTH, FRHOZ, BLUAB S VOB EW LIS LI TE R
W, BTEROE( BB L ATE B,

5-10-A IT Rietveld it ¢S O Nz [Eliff Y 2 — v 2R T, KIGHTE 80 4D T — &
BT A H13 b NI T EMOMEIL, KIGHT2 a=8.89 A, c=12.5 ATH Y., 80 43#HH
a=593 ATHotz, HLTHE XN TV % CH;NH:Pbl; & CH;NH;PbBr; O Hik i o i
I¥. CH;NHsPbL;23a =888 A, ¢=12.6 ATH V. CH;NH;PbBrs 28 a =5.93 A &I
WIEVETH 5 T L 2B L 7= 32,
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CH;NH;Pbl; D IE /7 (Tt ¢ BICih o> T 7 Lo /\fEAZ Rlls X & % &7 )5
MOICR D Z e h b, BNLARMPC)E LTV S 2B TE, ape=a/N2LFT5C
& C. CH3;NHiPbBrs O 7 /7 fth D HAE T a. L HHKT 5 2 & H3TE % 113, Rietveld fE#T
K V135472 before DIFTFER a & ape WAL, ZZHSIGIC B T I ER DL %
FANB L K 5-10-B IR THERBG O NIz, H]DD 3 fi(before. 10 77, 20 57) THIE 7
4T AV T EToIEREX 5-10-B F ORI TR T, 40 0% TREMREICES T
2 H5, 40-70 5y DR T ERR D S AR (X 5-10-B HF OBERR). 70-80 43 TILD [EAR TR
5 EDNHBHL 72,

AR Z TE 3 2 — It %<8 A LB, D& T E 8 a [ TAHBUTHAPFIFT 2 L v 5 Vegard’s HI
(@a=an(1-x) +apx) & V. JTTREWIC X 2T ERORIEH L Z20IL. BB %2R
L CWw3, X 5-10-B O 7 — X (3Eh 2L A <l 7 < RIGHFE & 72 o T 5 28,
T ERPIENICEA L T 2B CRBERERER LTI EEZLND,
Lehmann & DL 7 v — 7%, CH3NH;Pbls Br, D EVAMARIC DWW T ORFTERE R 2 L
TH Y. FrE O BKEIFH CIZE 2 EEARBTER S 5 23, 0.87 < x < 2.76 OHiPH T
ISR ZTZR L 72 VIR ¥ v v 793R L. Mo #Eic X o TR EB D ZL 2
Vegard’s Bl DEME» LA E Z L AL 2T LT3 1, 72, Brivio b DIffFE 7 L —
7\x. DFT 55 % FH\»C CH3NH3Pbls Br, FEE A O B AR ZREEIC D W C OISR
PHELTEY, x=057 & x=2.04 TBVTEAD X 7 Z2HH T L F -2 2586/
RMZERDb, 057<x<204 TIHEAMMF v v 72402 2 & 2HE@mMWIRLTWS 14,
Brivio 5235 L T B RBHIMEX ¥ v 7O Hif %X 5-10-B F oA L v IO TR
L7,
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A B
I 80 min
) I ﬂ 6.3 | I
— N ||
S _L\_JL‘___ _% 6.21 [ I
© | |
) S N N R
6.1-
% 40 min g *miscibility gap :
o
gH—s—t g0 : .\
=1L A | Bl
] | — 0 20 40 60 80
J L betore Time (min)
10 20 30 40 50
2 theta (degree)

[ 5-10. (A) Rietveld fiEtr DGR, SR LT — %, R 74 v 74 v o7, &L &
72, (B) SMISIC BT 2T ER a DZAL, FHREDOFEIFIL. Brivio b 23T L T 5
EAMER v v 7ML & 0 2 58880 14, KOG 40 47, 70 93 2 TEFR TR 3

5-10-B ISR THETER D ZA I, BEEAEAE O Z AR 5T b 2 & 2R
LTWw3E&EzbN5, [ 58 IC/78F(220)/(200)E D [EHf & — 7 DZEALIC BT, Flid
KHORFE) v FHDOE— 271, 50-60 53 TA 4 ¥ D CH;NH;Pbl; Br, 1D v — 7 Ll
HLTEY, BRYV v FHDO AL v H A4 XD 50 9 TABICHIMLTHW3 25,
50-60 0 CTRFEY v FHH L N D CH;NH;PbL; Br, HHOREAPL I o Tnwd tEZLN
%, 50-60 7y CAHDIREHBE T 5 2 L &, 50-60 77 T T EBDEALHER S b Ik
%2 Mo b s A, it CH;NH;PbL, Br. fH & B3RV v FHOREA
Z % T & T, CH;NH;Pbl; Br, fHOE T EMMBRZBMICH AT 220 EZ2LNE, K 5-
10-BDF—Z I XRD [AHi & — v DAL v D — 27 DHh% T Rietveld T L T
% 72 % 1C CHsNH3Pbl; Br, HHDO B DZL 2 KM L T Y . F 72, il Lrficld e
. RIGHFEIC 7 o T, NERD CH3NH3Pbl; Br, M IXFEE A Z R L 7228 & K& A
F v & DG HET L. — /T TSRO RFEY v FHIZNH O CH;NH;Pbl; B,
HEIZERICEAETICHEELTWAE20IC, 40 20 CRAERIZERMICELT 3
23, 50-60 57 T AHANRA T % 72 ® 1T CH3NH:Pbl: (Br, #H DR T-E B D ZAL S TERR D> &
AncnwsdeE2bNS, TERDZEZ v 7 VEKENIGE %5 &, 2040 57T
M ERBIZTER D HA ., 50-60 2 CHEAMICE S & FPRINE, LEALAREL, ~us
VIR R RIE T B 7201, T (XPS) e B AU L A B - BEIEE (FE-SEM) &
FA 72 JCR 50 #T % 5 72 A3, CH3NH;Pbls Br, 23 ELZEH CARLE 70 72 0, RIS EH oAb
MR DOWREZIT) T ERTERD -T2,
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5-3-3 2D A 1 = K I
CH:3NH;PbI; 2* & CH3NH3PbBr; ~ DA G IC BT, FfallE clll & -2t %
5-11 I LR ICEBRER2L SO IC o2l T DT,

c FNERE DWW L IR — 7 DTN —2 7 F AR T B . 620-550 nm D Hi [

TIRFEPER X L3, 40 53721 550 nm @%%ﬁiﬁh%(i 5-11-A. B),

CFERDO F XA v A4 RIS DHEITIC L > T T 255, 40 GUBETIEF A4 v
T A XK T 5 (X 5-11-C)s

- ROGHIEHICHE ERENICEE Y v FH 7204 P 23SER L. 50-60 5 Tt & N
® CH3;NH;Pbl 5 Br, fH & 1B 43 % (1K 5-11-C),

* 50-60 73 THEEENF O CH;NH3PbI 3 Br fH D& E A 2K (RFE Y v Flic
%3 %) (X 5-11-D),

FEROEBFKREZHHT 272010, UTOMRIGD A /1 =X L%2RET 5 (X 5-12),

before; K JGYI T % CHsNH3PbI; D F36(770 nm) & XRD [A4f ¥ % — v (1E 5 &b [4/mem)
HEH T N5,

0-40 77 FEMFHICREFE Y v F B T Z2AH A PO F AL BRI, Wi vy
VRHIT X 5T CH;NH3Pbl 3 Br, fHO F A 4 Y BB E %, KIEDHETICL » T
CH3NH3PblsBr, fHD F A 4 v 3 A4 Z3Ad L, FHo 70— 7 F(770-620 nm)F X
" XRD [ 32— v Oy 7 P (M FERDOBNBBI T NS, SSHIGIC X -
TRIGH A+ BREENED F AL VEICAELT 2 LT, FEEERRDT 5,

40 77 5 RIGOHEITIC X Y KiEHNESD CHNH3PbIs . Br A X BB DHAE 2. #hdH K M
BRY vy FHIZI VRO X 225, fifONE & KR EAE T ICHREL 724K

BRI NT WS, FAL VDS BEL 72REETIE, F AL v H A Xh&E L, 2

RIGH A+ BEEIFEL TV B 72010, 620-550 nm D FEHHH X 7,

40-70 47 5 NERD CH3NHsPbl 3 Br, fHE RO RFEY v FHORBEEDIKEZ 5, BAE
5L TRAL Y4 XD, I X CH;NH;3POI 5 Br fH DA T EE0 DS 2T m
T2, £72. FAA VEOBERF T v 79 A4 FBHEET B 2 LT 550 nm DFIEHE
XNz,

70-80 47 5 CH3NH;Pbl s, Br,fH: RHDOEZEY v FHDOIES L L U a7 v agapsit
1952 &T, £ TH % CH;NHPbBrs DFEH(530nm) & XRD B8 & — v (32 )7
fhy Pm=3m)BMEEHIE 5,
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7\ — /L% 72 CH;NH3Pbl; O S EIC 31T, 620-550 nm D FEE3BLHI &
mhot, TAUE, FESEMEND CHNHPbI s Br M N A 4 v KD EFEY v F4H F A
AVPRAEETICHBEL TEY, FA4 VREIICKRRY A FBEL -0 EZLNS,
DEEL7Z AL VORGP 22 LT, U 550-530 nm DRSS D L5 i
motee TDF AL VYBHEL I2PEHREEAZIOCHICAER L, s BEREES & EAK
E~DOREILHIC X - T, BHEEOEBG AZBHH I N LEZ LN,

A __ 175, ® : —o-MA E'b|3,xarx
E_, 725 % | [®—MAPbBr,
£ 675 "o, ! !

2 Gy ! 1
§ 625 @ .
& 579 I 1
= L X 1
525 , -0 @-0-0—0
B S5 g ! @—MAPbI, Br,
iy o I @-mAPbEr,
5 6] ) I
= A ! I
£4 &5 1 1 e
" % ~
c | @
[ \ rd
g 2- LY I .cpfol
¥ |
S 0] thCr:ao--o' :
o ! . .
C ‘E 80- —@=(110)(100) !
= —@— (220)/(200) I
a —®-Shell Brrich| I ®
o 60 I /o
> ‘\ |
| =
£ 40/ Q, /’/
[ @ o
T 20 *—0—8 ] @ .
.63 '

D = 1 I
L I |
562 | |
3 [ |
561 .
8 1 1
€ 6.0 @ |
E= I 0]
m
- 59 1 1

0 20 40 60 80

Time (min)

5-11. RSOGO F, fEREE DL, (A) B — 7R, (B) ¥ty — 275
. (C) FAA V¥4 X, (D) BT ER, RICKH 40 593, 70 53 Z TR,
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before 0~40 min 40 min 40~70 min 70~80 min

—
MAPbBI;
ep e e
l 770 nm 620 nm 550 nm 530 nm
+
h Jd nt L —dpil- T = =

X_h* R_b* K

X 5-12. REISIC BT 2HEEZ{LD A H =X L, “c "BIXNYIZETFLELE F
FhERLTNES

5-3-4 H—Ki1-F8 D % O GHELH

Ft ks LU XRD HIE CEUM & - FEREEOREZ L2 b 2 ic T 5 720 ic, .t
ARX=T v Tz R FHNBM 2T o720 K 5-13 184 A=Y v 7 DOfER%Z R
T RERIEDHEITIC X > TRICYITH 5 CH;NH;Pbl; DFEH(>593 nm) 234 L, & 5
RER 23455008 L 7282 1 2B ) © & 3 CH3NH3PbBrs D F5E(510-560 nm) 2381 & 7z, %k
RBAA—Y V7%V LT, KIEWEEBRYOT %2 2 2 L B TE . ERKYD
AR AR A2 B 2 LTI L 72,

Intensity (a.u.)
1000 800
ﬂ 750 u 650
; 500 500

¥ 5-13. ZiERA X =2V 7 DR
S 5 405 nm (5 mW/em?), X’?‘——Jlu\—— ;2 umo

>593 nm 510-560 nm
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B 5-14 1T A X —2 v 7T E N RO ORI L 2R3, X 5-14-A 237
v TN (M DR T D), K 5-14-B HSE—RL T D FCRE ORRIELTH B,
T VY TN TRKIEY)., AL b IR B R R L T B A, R T8
HClF R Z LB S iz, £ 72 —R Tl B LA E o BRS04,
X HICHHREED L IC CH;NH3PbBr; OFENHA—BE T b L2 0038l E i, T v
v T T X Lz e 0 2 kil A O iR T 0 A2 Lk
72D THDL T EPHAL 72, BRREXSBH SN2 b, Zo0FREORTF
HER IR OHEIRESER L T B e BRBI Nz, TV vy T ICEIT 5%
FNW R CoMEE DM IZ, S 7YY TAVHEDRR LRI TH L L h b,
H—R Tl X N BRIRAEIZ, P AL vt L 7-hREETH 2 L E 2 bN 5,
RRETIE B A A4 Y RICRIAY A b 2ELE L SRS KI5 SRR 23 SCBL T H % 72 9D 1T
HEIRE WA, CHNHPbIs Br, fHHE A A4 Y ERFEY v FHEF AL Vv OREDIEZ -
7= B[S CH3NH3PbBr; OFEBSEH I N2 X HichoE2 NS, TVvH v I
P B LAV 7 5 v TIAMGE T, il 2 DR ORHREE L T 5 7200, IR
AT, BerhZfbemLliztE2LLND,

>593 nm (B IG47) B
——510-560 nm (“ERKH)

Wide-field intensity (norm.) »
Intensity (norm.)

0 120 240 360 0 120 240 360
Time (s) Time (s)

5-14. A X =2 v 7T BT B FRRE O SR EZ DR HZ AL, (A) T vV
TN B L OB) B—R 1 ORI D REZAL, BIEEE 5 405 nm (5 mW/em?),
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BRI PRI L 0 4 DR CIRAMABEAIRI o Tnwa 2L RHL L
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I(t) =1, +
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(5-2)
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TH 5 DODIREMTOEIH Z 3 £ TOMMT 3 25, KIGYI(CH;NH:Pbls) 2> & BEIR
RE ¥ X OHEIRAE 2 & A2 B (CH3NH;PbBr;) ~ D 28 IC 35 1F % waiting time 1, FEiIC v — 7
ZROSM RN LTz D DIREEE COZAL B Bl —KIIGTH 556, RIGEE X
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