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A ¥ | 4-3| = E A9 Z-AH4-Hydroxypicolinic acid, 4HPA)e.® W 7jdd &

A

S @ B alolE BN AL EHow G a4
A7 9

A7) NBe el e ZYPAEHOR o|Fo AL EFoR = 2
AT 10
A 8aell o)A,

A71 A1 A=2, IT0(indium tin oxide), FTO(fluorine tin oxide), AZO(aluminum zinc oxide), GZO(gallium
zinc oxide), 1Z0(indium zinc oxide), ZTO(zinc tin oxide), IZTO (indium zinc tin oxide) ¥ IGZO(indium
gallium zinc oxide) 22 o] Fo T o ZHE MBI sy oS Xgst= AL EHo=E g &AL

A3 11

A8l Lol

g7 AR FESE

)

EEHE (Ti) AtshE, F41(Sn) AstE, oA (Zn) AtstE, Q& (In) AbstE, EEHE(TI) AbstE, BRI Abst
=, HHWND) AstE, =82 do) 4HshE, mtavlaOe) AstE, A=23g(Zr) AHsE, shvs (V) 4bss,
25 (Ga) AHE, LFujE(Al) AH3E, ZHdl(fullerene), Z2d §=3|, Bathocuproine(BCP), 4,7-
diphenyl-1,10-phenanthroline(Bphen), 3-(Biphenyl-4-yl)-5-(4-tert-butylphenyl )-4-phenyl-4H-1,2, 4~
triazole(TAZ), 4-(naphthalen-1-y1)-3,5-diphenyl-4H-1,2,4-triazole(NTAZ), Bis(10-
hydroxybenzo[h]quinolinato)beryllium(Bebgs), polybenzimidazole(PBI), 3,4,9,10-perylene-tetracarboxylic

bis-benzimidazole(PTCBI), B3PYMPM, TPBI, 3TPYMB, BmPyPB, TmPyPB, BSFM, PO-T2T % PO15E o]Fojzl o
2RE AERE S o 4e TPSHE AL 5HOR e &4,

2,2' 7,7 -Tetrakis[N,N-di(4-methoxyphenyl)amino]-9,9'-spirobif luorene(Spiro-OMeTAD),

poly(ethylenedioxythiophene):polystyrene sulphonate(PEDOT:PSS), poly[(9, 9-dioctyl-fluorenyl-2, 7-
diyl)-co-(4, 4'-(N-(p-butylphenyl))diphenylamine)](TFB), poly(9-vinlycarbazole)(PVK), N, N, N, N', N'-
tetrakis(4-methoxyphenyl)-benzidine(TPD), poly-TPD, 4, 4", 4'"'-tris(N-carbazolyl)-
triphenylamine(TCTA), N, N'-bis(naphthalen-1-yl)-N, N'bis(phenyl)-9, 9-spiro-bifluorene(spiro-NPB),
dipyrazinol[2, 3-f:2', 3'-hlquinoxaline-2, 3, 6, 7, 10, 1ll-hexacarbonitrile(HATCN), 1, 1-bis[(di-4-
tolylamino)phenylcyclohexane(TAPC), VNPB(N4,N4'-Di (naphthalen-1-y1)-N4 ,N4'-bis(4~
vinylphenyl)biphenyl4,4'-diamine) % p-& & 2M3EZ o] FoR FOo2XHE AEE= 3l oS xS
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gol= HZBEA7lo|E dhwtozx  wkEl grol Hojk YR HE
Hydroxypicolinic acid, 4HPA)¢] ZA3td F& Tdfol= FHZHAlo]E dhua}t

].

BEA LA 4-3 =S A F A4

rir

F& Gools AEnsstolER B2 84 1 WA 6 F o stz wAE &

o

olm, 7l ¥HE 4

ATt

EEENY
AnflpanSnﬂ (n% 2 LHX] 694 Xé'}ll)

(371 sFeb4 1 WA 6elA,

wAE 23,

B ol B4, AER 2%, O7e BEgs, f/1%, ¥R, OdRE, o5 FEA Ei ol 23S ¥
&,

X g2 ol e AR g gz o9 x3Hs ¥sgh)

A7) B Age] REUsE 945 Fefols wzBstelE wiuke ddax, g4 Aejels wRHtelE
dlulo] EEolu|tly 22 =3 (formamidinium lead iodide, FAPbI;) o2 o] F oA 4-3|=Z A0 E Ak
AR (C=0)E FEolULE 2o=shy Wk gre] i o] (Ph ) We 2GS FAsi, 4-F=EA Y

1:'1/1— n}ul _::‘JL_EQ] Qo o]_\Q__

1)
fﬂr)} ke g A3hS FsH S (passivation)ds AS 5O

i
¢ o
Ir
|
i
0
o
=)
O
or
1:0
l
v
ul
u

I, B e W] oE SHoA U] 54 ot HlRHATIO|E ulute] AzPHORA L (a) 7]A)
Aol 54 Fefole HRZH AT ESS A G 2 (b)) A7) 5% Tefols HEZHAT|ES At 4-3]
=E A9 ZFA4H(4-Hydroxypicolinic acid 4HPA)% 555]'3]—% LdS FHE = GAE Xgete, ¥ Agoe] F
& = Rcia=s

olwl, A7) WA (b, 2% :Y, v} ;W, AZHo] ;Y LEro] mY, ol mY, Lol= F:H,
239 ZdY, =F LAY, YA LAY L A7PALR o] ol FOoRFE MEHE o hfe] Wy
el e 5 9

aga, Bowge Wyl & e WA 4] 3% delol= srHsdtolE wtuke SgFor Tl
S e axE AFET

dell=, A7) mAs VI, A

1 713 Aol wix == A1 A=, A7) A1 A5 Aol mixH = Al dst 55,
7] A1 AsF a5 A WX En | 4-3) =2 A9 ZFHA(4-Hydroxypicolinic acid, 4HPA)S. 2 FWH N2EH &
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& gelolE FHRHATlOlE wato R o]Fojxl &A% AV G Ao wiXEHE A2 At 55, 2 AT
A2 Ast 7535 dd WX EHE A2 A58 28 4 vk

Hop FAASR, 7] 2Ae, 719, 7] 719 A siXEHe Al A=, A7) AL A A siXEHe A3k
TS, A7 AR FE5T del WX EW, 4-3| =S AT FAAH(4-Hydroxypicolinic acid, 4HPA)S.2 ¥W A
H 55 ggtoln HRHATlolE wto R o]Fojxl FEAZT, V] FEAAT A wiAHE ¥ 75T, 2
Bl BE FET el XEHE A2 AFS xFetE A2ZBATtolE B AY 7 ATt

wek A Al A=, IT0(indium tin oxide), FTO(fluorine tin oxide), AZO(aluminum zinc oxide),
GZO(gallium zinc oxide), IZO(indium zinc oxide), ZTO(zinc tin oxide), IZTO (indium zinc tin oxide) %
IGZ0(indium gallium zinc oxide) 2.2 o]F o2 F o BHE XMelx= shu o] s ¥ 4= 9},

wek, A7 AR 55, HERE(T) AtskE, F24(Sn) AFstE, old(Zn) AtstE, Qlw(In) AtstE, EHERHE
(Ti) 2bsb=, "H2='l(W) AtstE, Yo H WD) 4tstE, 8B d o) AtshE, ntavlEMg) AHsE, X235 Zr)
AstE, vE () AstE, ZE(Ga) AtskE, EFvE (Al AbskE, E#@(fullerene), ZH#A FEA,
Bathocuproine(BCP), 4,7-diphenyl-1,10-phenanthroline(Bphen), 3-(Biphenyl-4-yl)-5-(4~tert-butylphenyl)-
4-phenyl-4H-1,2,4-triazole(TAZ), 4-(naphthalen-1-y1)-3,5-diphenyl-4H-1,2,4-triazole(NTAZ), Bis(10-
hydroxybenzol[hlquinolinato)beryllium(Bebq.), polybenzimidazole(PBI), 3,4,9,10-perylene-tetracarboxylic

bis-benzimidazole(PTCBI), B3PYMPM, TPBI, 3TPYMB, BmPyPB, TmPyPB, BSFM, PO-T2T % PO15E o]|Fo|x o

2HE AERE S o 3e 9T 5 Yok,

wak, A7 Y 552, 2,2',7,7 -Tetrakis[N,N-di (4-methoxyphenyl)amino]-9,9'-spirobifluorene(Spiro-
OMeTAD), poly(ethylenedioxythiophene):polystyrene sulphonate(PEDOT:PSS), poly[(9, 9-dioctyl-fluorenyl-
2, 7-diyl)-co-(4, 4'-(N-(p-butylphenyl))diphenylamine)](TFB), poly(9-vinlycarbazole)(PVK), N, N, N,
N', N'-tetrakis(4-methoxyphenyl)-benzidine(TPD), poly-TPD, 4, 4", 4"'~tris(N-carbazolyl)-
triphenylamine(TCTA), N, N'-bis(naphthalen-1-y1)-N, N'bis(phenyl)-9, 9-spiro-bifluorene(spiro-NPB),
dipyrazinol[2, 3-f:2', 3'-hlquinoxaline-2, 3, 6, 7, 10, 1ll-hexacarbonitrile(HATCN), 1, 1-bis[(di-4-
tolylamino)phenylcyclohexane(TAPC), VNPB(N4,N4'-Di (naphthalen-1-yl)-N4,N4'-bis(4~
vinylphenyl)biphenyl4,4'-diamine) 2 p-8 H& ASER o|Fojx Fo2RYH MYy shy o] S x3e

wegk, A7) A2 A=2, Ag, Au, Al, Mg, Ca, Na, K, In, Y, Li, Pb B Cs&= o]Fojx] #o=2HYH HHE

rir

4E £5F Aolo MAHE 4F FU9F L 47 Az AF 2 AL 5
3
=

5% Aol 4 4e & g
EE, B ouge 7] slEnsvtels Bgael QamA, el e, 47 % 7% el wAEE 110 4
S, 471 110 AF el WiAE S SERTI0)S ek A% FEF, 37 AR £5F Aol WA=

4-3) == A d FHAH(4-Hydroxypicolinic acid, 4HPA)Ce. 2 %W /A EEontly 29 =3P (formamidinium
lead iodide, FAPbIz) ®tehE x3tale FEA4F, 7] 2435 Aol wAE™ Spiro-OMeTADE

Ry = e
Eorels AE

.
FEF, L A7 AT $5F P MAEE Fw) AFF0] #AHeR A8 TR AmpistolE B
=
=

A& AFsic}

SHH 7] Ao AZRWHL, (A) 713 el Al A5S FAsE G, (B) 47 Al A= Aol AA 55
S YA A, (O A7 AR 535 A FE4TE FAste dA, D) 7] FEAAZT Aol 4-3=F4]
3 Z#A2F(4-Hydroxypicolinic acid, 4HPA)E X33t NS FHSI= WA, () A7) 4-3|=FA 9 ZFHLto]
IR FEAAT o A FHESES S GA, D (F) AV AT 5T A A2 A5S s 9
g xgge FA4E 5 UY

oluf, 47l @A (D)=, =¥ I, v} IY, &xFo] I, &£FErlo] IY, TgHo} 3y, Edol= IH,
239 XY, =F ¥4y JaA Y 9 A7UAIR o] Fo o2 R AYHE o= s e
mEl AAE 49l
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i<}

H(a)e 7Fd 3t Pbe] Wi, 4 949 22=(1) Atole] 44 A 5 4HPASE FAPbI; #|2H A~7tolE
| HoFE BEAXeo|n, & 1(b) 4HPAY EPSe|™, & 1(c)+ 4HPA &2 2 4HPA: Pbl, &

N=o] FAZHAE JJo| A FTIR 2FE-Holx, & 1(d) WA & 1(f) Z+Hz+e =573k 4HPAY} 4HPA A glE #H=
BAJlolE HE g 0 1s, Pb 4 [ 3de] XPS ~#HEHo|1, T 1(g)E 4HPA E=x}9} A5 #gal=
FAPbI;o] HZH3le EWH 25 A iz o] T} (FAPbI; 2} 4HPA Tx} Atole] At oy x] Ak 71A)).

il
>~
>
s
Lo
0%
fol
-2

L 25 &5 4HPA 893} 4HPA:PbI2 &3+ &9 UV-vis S5 ~FEHo|t},

% 3(a)E v (Control) & AAo|(Target) ZZe] wE HZBA7F0]E HE9 XRD H®lolx, &= 3(b) 2
T 3(c)E 7217 vHald @ AA 4o wE HZ2BATlo|E "Eo SEM ojn|Xolz & 3(d) WA = 3(e) 77t
2 7)ol ZHE HZBEAT10|E HE sk (V-vis %%, PL 2 TRPL ~#HEZ |},

4 2 = 4(b)= Z4ZF ¥lad(Control) ol WE HZ B AFL0|E HE P Ao (Target)o] WE HZB AT}
E 5o A #Au|H (AFM) o]u|X] o]},

5(a)¥& HlaLel(Control) B Al (Target) Zh7toll W& T 2B ~7to|E AF9] WV FA ZFHUPS) 29

golil, & 5(b)w Hlate] P e Ztze] mpE HZH Tt E FEo] Al oA Y tho]o] 1o
Hlala] @ AAle] zhzto] whE PeSColl gk Mo tt—Schottky =4 Aol ® 5(1)E

boll wh& tjnpo]2e] oF AEjelAe] J-V 54& B aY o (HAYEE Hulo]l 2~

e o &o(m
b
(@l
D
F\F

>
2
s
_]\I

T 6(a)E AA ] mE PeSCO ©AH SEM olu]R o), & 6(b)E AR T2 27 WA nlmd 2 A4
Z}zbo]l wE H3 A% YubolA(champion device)e] J-V FAolx, = 6(c)= H A A (maximum power

point, MPP)ollA] ujlojoj2gl vluda] 9 HAld Z}zbol] uw} ﬂﬂMiA A e A8 28 Fdela, & 6
()& vl & AAld Zhzbol] mE tjuto] 9] QAL Fp-HAF e & (IPCE) ~FEYH 2 T3 FAF ¢
= Aol = 6(e)E #olA oA 6.0X6.0 cm HRBATOE BUYF BEQ AlRoln | T 6(f)= A

HZH2FlO|E HE9 J-J ZXMo|t),

= 7(a) 2 = 7(b) e Hlnld L AA] ] PeSColl thet Jsc o FH:= T ZA
7(c)E vlae @ AA 9 PeSCe to]AAE (Nyquist) SR (FYEE 57 22 vUegy), =
A = 7(0)E 4iPASE H4E ZHEEtE HEEAvlolES HAsE W fE i
(543} wghae 7b7h Ast FH 7 deh 1S YER).

&= 8(a)e e oFE oA F 3500 FH A SholA PeSCO PCE ARt wE WIE
Aitolir, = 8(b)e= & FH(B85T) R N, 9171 shellA PeSCe| PCE AlRte] wha WstE =

8(c) ¥ = 8(d)E W E AAd ZHzte] W FH2H20lE AE Yo e B3] A HAEFz A F
Fola, & 8(e), & 8(g), & 8(i) ¥ & 8(k) ZtZt2 oo] 7] A (fresh) AAlde] wE FZ2H T E,
ool F =] el Hlaled wE HZHFFO]E | 5 Ft oo H (aged) Aol WE ARBAT)E B 5
E7F dold®E mlulde] wE slREXAdtolEe usdE T3 Az B33 (high-resolution transmission
electron spectroscopy, HRTEM) o]m|x|oli, & 8(f), & 8(h), & 8(j) @ & 8(1) A7) = 8(e), & 8(g),
E8(i) % & 8kl wE FEZBFto|EY 1& FElol| W3 (fast Fourier transform, FFT)o]t}.
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[0046]
[0047]

ol

ol
,ﬂo
wjr

o

22|

s

Hydroxypicolinic acid, 4HPA)o] &

o]
A

PN
-

(CF:NHs )y,

NH) 2

718, #E,

[e]

H

(NHC(NH)

L
-

ARl ER o] Ro)2

( CnHZnHNHS ) 25

=

Fetol

) E Follt)
A

1=

2
NH

A=

-~
R

( (CxH2x+1 )nNHS ) Z(CHSNHS)n ’

((CyFaxt1)aNH3) 2 (CFsNH3),,  ((CFage1)NHs) 2 B= (CoFoniNHs), 5] Je™ (47 n ¥ x
(NH,C(CH)

e
11

CEBIE ECEERy

o

-

<

o]

=
S

2] E&< Pb, Sn, Ge, Ga, In, Al, Sb, Bi, Po,

), Rl EohuT]
)

+

71 4EE o], f7] ol tE (amidinium) ©]<&, 7]

pu
.

(NH,CH=NH

L
-

j=]

a7 st 1 A 6
gopuly]

2 WA 6]

R

-
X

Hluol o
=
o

L.

=

%
Cl, Br, I 59

L
-

j=]

p
T

71 gkeka 1 WA 60, A
7] obnly

Anf IanX3n+1 ( n

ABX;
ABXy
AsBXs
ABXs
ABX,
Tk, X

[0048]
[0049]
[0050]
[0051]
[0052]
[0053]
[0054]
[0055]
[0056]
[0057]
[0058]
[0059]
[0060]
[0061]
[0062]
[0064]
[0066]
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W, SEnstelE v ARYA wuhe FEolm g9l grolA WA v 2ANS] YA AREA Fol
GrEE ALgale] g Go] obgHow RAAZOmA ojdtt, ofu, A7) HEHIE v A
O OERS EedE 250 4] 05 O 2PE 5+ oom, 47 f7] dse 44 deels m: se
Ba%ow oFold Atk

S, 4] W wgel we HW dgel REHSE 34 Ut Wb avtelE vt (1) JA Aol F5
getol= HRH At EFS FAsE WA 2 (b) 37 F5 Fe|E AR ES ol 4-F =SS
¥ (-llydroxypicol inic acid, 4PA)E EFet: g1 mRoh: UAS o AXPEL B Az 5
lom, olu, A7) WA (b, 2% =Y, v 78, ~xde] ;w, LFrhe] @Y, aehel 7w, Beol=
29, 239 =99, wF Zdd, 9a4 =99 2 AP olFofd TomRE AgHE ofn st
ol whet ol Fold 4 gt

A7) W weo] nhe EW Agte] REHSE B4 Ut MzHidtelE wuke, sznistels HgA

=]

(PSC), FZBEAFIolE 33 A2H(PelED) 59 #HARZBAFlolE FHA AA(optoelectronic device) = Z+&E
A

[
Y
2
iz}
o,
ofj
o
o
=
D
=
<
o
[o
fr
Hd
o
fr,
X

& gelol= wzn ol

E
ol MR E = Al det ES, A7) A
J

24 al

71, 37 Al A %
= Ao X EY | 4-3|=F A9 FHAH(4-Hydroxypicolinic acid, 4HPA) .2 EW /MAH &£ dgfo]l= HEH
2Fto|E Biuto g o] Rojxl &4, 7] 4T ol wiAEE A2 d3t FEF, 2 A7) A2 d3 FEF Y
off Hjx¥= A2 d5S 23 5 Tt

Hop FAASRE, A7 2Ae, 719, 7] 719 A siXEHe Al A=, A7) Al A5 A siX = A3k
TES, A7 AR T d WiXHY, 4-3 =EEA 9 F A4 (4-Hydroxypicolinic acid, 4HPA)2.2 ¥ 7i&
H 3% gl HEZBATlolE uluto g o]Fojx FEAT, V] FEAAT Aol wiAEE HF 75T, 2
A7) A FET el miAEE A2 AF5E Xk HEZHEATlE HYHAY 5 ATt

o
N
-
N
lo
[
B
i3
>
o
N
2
=
2
4
rlo
o
>
N
y
T
Iy
ls
2
4
o
fr
>
o
ki
oX,

12~ =] X1 s RN s RN S A C -
=5 AHetE, 35 & gt T

g2 AR olFd £ gy, AV AEA F% AskES IT0(indium tin oxide), FTO(fluorine tin
oxide), AZO(aluminum zinc oxide), GZO(gallium zinc oxide), IZO(indium zinc oxide), ZTO(zinc tin

oxide), IZT0 (indium zinc tin oxide), IGZO(indium gallium zinc oxide) T o529 %23 4 r}.

B71 AL AS el fiAee A7l AR #ESS, HEbe(Ti) AF8kE, 4 (Sn) Atske, ok (Zn) Abst=, <
B (In) AskE, HERE(TI) AssE, 828 AstE, B W0D) AtskE, E8X2 (o) AshE, wavlE(Mg)
AstE, AZ23E ) AstE, vidm ) AdskE, 2 (Ga) AshE, 450 (A AsHE, E8 W (fullerene),
Z#d %A, Bathocuproine(BCP), 4,7-diphenyl-1,10-phenanthroline(Bphen), 3-(Biphenyl-4-y1)-5-(4-
tert-butylphenyl)-4-phenyl-4H-1,2,4-triazole(TAZ), 4-(naphthalen-1-y1)-3,5-diphenyl-4H-1,2,4-
triazole(NTAZ), Bis(10-hydroxybenzolhlquinolinato)beryllium(Bebgs), polybenzimidazole(PBI), 3,4,9,10-
perylene-tetracarboxylic bis-benzimidazole(PTCBI), B3PYMPM, TPBI, 3TPYMB, BmPyPB, TmPyPB, BSFM, PO-T2T

% POISE o FolQ TORNE Muslt sh oldg EFF F Atk

o W& 4-3| == A0 FHA(4-Hydroxypicolinic acid, 4HPA)S. & ¥H /M2 H &

I
]

=4 dgolt HZHATtolE uldto] X FolutyE 88 (formamidinium lead iodide, FAPbI;) o2 o] F
ofd A5-5 dz 54, 43| =FAgE74e] JtREV(C-0)= EEotE =gty vt o] i o2
(Pb )3} w9l Aghe GAstaL, 4-3|=FAv =] sto| =547 (0= EFo Yy 23k et 3
° & 7 29 Fotrltls e rshd wheh FHe] A3s FeHsstorn 47

_12_
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A7 FEAEE A wixEHE Ay 55, 2,2',7,7'-Tetrakis[N,N-di (4-methoxyphenyl)amino]-9,9' -
spirobifluorene(Spiro-OMeTAD), poly(ethylenedioxythiophene):polystyrene sulphonate(PEDOT:PSS),
poly[(9, 9-dioctyl-fluorenyl-2, 7-diyl)-co-(4, 4'-(N-(p-butylpheny!l))diphenylamine)](TFB), poly(9-
vinlycarbazole)(PVK), N, N, N, N', N'-tetrakis(4-methoxyphenyl)-benzidine(TPD), poly-TPD, 4, 4',6 4''-
tris(N-carbazolyl)-triphenylamine(TCTA), N, N'-bis(naphthalen-1-yl1)-N, N'bis(phenyl)-9, 9-spiro-
bifluorene(spiro-NPB), dipyrazinol2, 3-f:2', 3'-h]quinoxaline-2, 3, 6, 7, 10, 11-
hexacarbonitrile(HATCN), 1, 1-bis[(di-4-tolylamino)phenylcyclohexane(TAPC), VNPB(N4,N4'-Di(naphthalen-
1-y1)-N4,N4'-bis(4-vinylphenyl)biphenyl4,4'-diamine) ¥ p-&8 F& A8lEE o]Fo3 FozHEH HHH=
st o] s EFS = 9l

A7) AE FEF A A E A2 AFe AFo] =y

L T 7o

HA=o24 Ag, Au, Al, Mg, Ca, Na, K, In, Y,

B, AL A7) 2 A7) AL A3 7] A SEE Al Axe] FUe Solsl s @ A%
FYFe o THE 5 o, ) A2 AFW AT £E5F Aelol AFel FAL golabA 3] 9F A
FYEe o FHE 5 oo

A7) AT F9FE BAHoR AgHE

PPN O 3y ELSE A~ PPN
Ao AF 5 BAS ¥ £ 9o, MR YU AY 55 E
A

3 = = A
4s ¥xsbsle 2% oo R oFAqd Fr o, EdH, A WA F=YF2 LiF, NaCl, CsF, Li0, BaO,

B AT BEASS AEY AAE mE Ayl Al AF WFoR e A% PAFE 4B e so
24 FAE AT AA AR FolA delz HEg & gk, dE W, SAuclE FEAY EgtlolE =
A, AGESY FEA, TPOL(TH] AU EAN SAto|E-4-(EF YA TY) 5& A 5 Ut

ofol X, kAl AAs] AT Aate] AlxWHoRA, (A) 7IF ol Al A=5S sk A, B) 471 Al
AT Aol Az #5358 4= 2, (0O 47 A3 65 ol 3245S ddsk= 94, D) 37 32
HZ el 4-3 == A9 ZA(4-Hydroxypicolinic acid, 4HP)E ETeshs §o1S mPs= ©A, (B) 471
4_61 il o =E'00 o= S e; o o

FAgEA o] Y E FEAT Aol B FEFS FAske Al 2 F) A7 AE 75T Aol A2
3L

=
= 3 -
AT YA aAB TS 27 Azel 2 WAl B A e,

bA, A (DM = fre] B FusY o' ofFolX Vs FHlsta, A7) 7I# Aol A¥EY, 4 5
-~ >

A0 AR FZ 2o B3 4 FZ(PVWD) w=E dEd s 2 (CVWD)S E8 110, FI0, AZ0, GZ0,
170, 710, 1ZT0 ¥ 1620 59 AEA 5% AstES xdste Al 55 g

ggoz, 47l @A B)oAE A7 Al A5 Ao dx 4 EAS /e BEES X8 98 FHsln
23 349, § ZY, bt 39, ~x¥o] 39, £Evo| I¥, el IY, EFol= IY, ~3Y ZdY,
wZ Ty Y3 T g AUALR o]Fojx FOoRRE MEUdE o shite] WHHS Ea Al A
Aol A 55S 4T 5 AUtk

olw, 7] A % 5SS /AT EFL, HEE(T) A3E, F4(Sn) AstE, oA (Zn) AtstE, <+ (In)
2bshE, HEHE(TH) AtsksE, 9280 AskE, U2i®Nb) AkskE, E8E2d0o) AsE, vzl lg)

235 (Zr) AsME, shdE ) AskE, ZE(Ga) AetE, &Fva Al AsE, A (fullerene),
Z#d F=A, Bathocuproine(BCP), 4,7-diphenyl-1,10-phenanthroline(Bphen), 3-(Biphenyl-4-yl)-5-(4-
tert-butylphenyl)-4-phenyl-4H-1,2,4-triazole(TAZ), 4-(naphthalen-1-y1)-3,5-diphenyl-4H-1,2,4~
triazole(NTAZ), Bis(10-hydroxybenzolhlquinolinato)beryllium(Bebqs), polybenzimidazole(PBI), 3,4,9,10-
perylene-tetracarboxylic bis-benzimidazole(PTCBI), B3PYMPM, TPBI, 3TPYMB, BmPyPB, TmPyPB, BSFM, PO-T2T
9 POISE o)olxl FomiE MuEi- sh oldg TRE 4 Atk

olojA, &7l &A () & Melld= =4 2", | =¥, #F 29, 22| A9,
dol= AW, 28 Z/Y, = ZY, A zhY F AVEALR o] FojX FoRRE

ol ¢

SN

A
&
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£ ool shbel PHE Ba A7 AT £4F Ho AnsstelE

| =3
4-3| == A9 FHAH(4-Hydroxypicolinic acid, 4HPA)S ¥3lsl= &5
(e}

o, A7l AFE F& EAL A= EBEAL, 2,2'.7,7 -Tetrakis[N,N-di(4-methoxyphenyl)amino]-9,9'-
spirobifluorene(Spiro-OMeTAD), poly(ethylenedioxythiophene):polystyrene sulphonate(PEDOT:PSS),
poly[(9, 9-dioctyl-fluorenyl-2, 7-diyl)-co—-(4, 4'-(N-(p-butylphenyl))diphenylamine)](TFB), poly(9-
vinlycarbazole)(PVK), N, N, N, N', N'-tetrakis(4-methoxyphenyl)-benzidine(TPD), poly-TPD, 4, 4',6 4''-
tris(N-carbazolyl)-triphenylamine(TCTA), N, N'-bis(naphthalen-1-yl1)-N, N'bis(phenyl)-9, 9-spiro-
bifluorene(spiro-NPB), dipyrazino[2, 3-f:2', 3'-h]quinoxaline-2, 3, 6, 7, 10, 11-
hexacarbonitrile(HATCN), 1, 1-bis[(di-4-tolylamino)phenylcyclohexane(TAPC), VNPB(N4,N4'-Di(naphthalen-
1-y1)-N4,N4'-bis(4-vinylphenyl)biphenyl4,4'~diamine) % p-8 & AS}EZ o]Foj3 FOo2HE MEE=
sht e EaE 4 .

RO 2 AT GAl (F)ellA] 7] AR ET Al 2FEY, @ AW, A SA s =94 1
Il s
A=}

o
2 (PVD) E& 354 74 OZL(CVD)E &3l Ag, Au, Al, Mg, Ca, Na, K, In, Y, Li, Pb, Cs 59

olst, HEAg A& 5o ¥ TS UE A AWstes . A" AAjds & 2] A<
dAd Holn, E THe WeE Asr] A AR ATH= Ao] ofynt

4-3 =F A9 ZFY 2 (4-Hydroxypicolinic acid, 4HPA) 2]Zr=7F Bl|ZBAFL0|EQ] QbgA S A7 93

AAHE H2ES Y] 3l oAX2d 4IE F 4PA &9 ofd® S FAPbI; HZBEAFL0|E HE Ao 23

FYste] W Agto] F-FEstE HZHATlo|E uhubg x| 233t

olal, 4HPAZ B A @& FAPbl; BE-S Mlae](Control film)® e, 4HPAR TP s|ZB27}o]E
E (FAPbIs/4HPA)S A Ao (target film)E A 3c}. tpddt FEolA 4HPAR X2]¥ PeSC &89 54 ¥4

1.0 mg o & HA =, HA, 4HPAS] T EE]o] QH|E(frontier orbital)g Al

gt O] Z2(DFT) S 7IHte 2 A} 38t ArbS 338k Ay, Folx 47] 7t (C=0)9] +#
& H38 HA} S8 (electron-withdrawing) EAH S 2 <&l 4HPAS] HOMOSF LUMOE A A #xjo] A w|HAA 34

Aoz FEdtt. = 1(b)oll ZAISH 4HPAS] A 7] A9l EwW(electrostatic potential surface, EPS) A&
golA ol R &= 3D WAoR #xte Mt #EXE BHoFEth, UAEE ESPrF IEd el #EEE i,

B s WA R BSPrE ZhRd] B 27)e] stolEa eyl M%z, 2ol wet sd 9 shed7)
3 o)z 17] Abole] wleE F3) FAPbL,S] ulmjS] Pb & sAMol M o o),

rr
el
S
[>
>

E(Lewis adduct)®] A& &1st7] 9138 WA =5 4HPA &N} 4HPA:PbI2
3 & S SHAN(E 2). Aty oz F& ol23 {7 U= Alole uig AF
e AT Fol P JES WA F4 I A9 oles doith. N, YWl EZFoh|=(DMF) 5 4HPA

oA A 2 360mmel Aol T el HA9 A FHLS F+E Yepdd. IWF F
4HPA:PbI, Z3F &N =5 4HPA & wls] o Agsh A JHo=z Hol®l F4(471 2 353nm 217 A
T 7le] 932 Wwe] Holzrth. o] PbL,S} 4IPA Abole] 44 AFH(Ph S N/C=0, I 9 -OH)I Fo]x &v]-
Ab A ARg 2 4HPAY] ok3lEl SFA|-E & (push-pull effect) WEY & A, A3 g HAUESS F7IE
gol3ly] 93] Falo] Wa He)M I (FTIR) =4S Fa5e] 40PA ¥y} 4HPA:Pbl, BEWE BEAAU(=

1(c)). T3 4HPA &H9] A5 =0 ¥ -0 A%< A 2% F&(symmetric stretching vibration)e] 1506
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9 3380 cm oA TEECTH 4HPAZ} Pbl,9 E£3E w, -O0H A9 tF AE AZozRE e WEE WA 1

SFAH (271 em ©)%F), (=0 7]°] AE AFE U %S T 13 en - o]5ake] wA] AEjolA 4HPASE Pbl,
folo] 45 Ae(u9) B4 AT L 42 AW FUa nojEn, Addow WaE -0 A% AEE =
] -2 AEAeS A=t QoA -0 719 Freld sk AJALETh. 4HPA:PbL,o] (=0 7]¢] AE

— (=0)7} C=08} Pb ¢ wi9|E f@f&% AL o,
4HPAYY =¥ HA2B~Fto]E AENAE -0H 7|7F 825388 Fol2d F4 H3S

O£ Pb’ AP} A= AL FE A0 FAT 5 Uk, olol wls) 4HPAE PbLSt EFS F (N 719 =
% Asis olEkAl olEate] (N3t Pbl, Abele] okdt 4 A4S HIAAZET.

XA AR BHHOPS) S e 4HPASH A EB bl Ee] AxH AEAES FhE AT 4HPA BA
o glelA 0 1se] 54 T2 530.75 eVel AF AlAIA LERITHE 1(d)). 4HPA7F S| 21 227ko] E Ao
YW 927k 530.16 eVE ol Fh=dl, ol ol dv]el C=07k MiSIEA e Pb o3t FsAl AFe

Fola B AAMES FAstaL o]29] FA3 UAE FIAIA o] olFS HAANYE AL ndit),
ol -0.78 eVel FoAg AUAE ZtE AR FF FERE e DFT AlLtel AR A=

1(g)). o714 2t=e] strd7| 258 Abas FdddA vlEle] Pb o Afetar, AxF T 20 =3tEy

AN S8l £a ATl FHHT O [ 9 B4 1 £AAES I AW} SR mFw [0S
o]

TN B olee] TS AAahe] 249 HAALE B FANUT. B, 0.40 eV oA N 1s 93
e A% dUA Koz @A oFat Aol BANUT. MPA EAbs AxsF Exal nd AR ul9e
BN 948 xgad. 47 Aoz Qg ogd nd e 2o Fdas w9 T4 2Te F4S
3 AR BN Y] e masse. Jﬂ usgfoEe} Folz 1Y) Alole] Aa) o5 AT oy
o oEE FEE A0 ARt % 1) £ 1NN % 5 0] Aol GE LEE b (Pb 46y,

Pb 4f55)9F T (I 3dsz, I 3ds2) @ A% oIUA 7L vlaldel] w2 AE(Ph 4f 2 1 3d 2tz dis) 1.30 2 1.40
eV R we AR olgd o2 yeigth. Pbe}t 19] A olux7F Zobx)i= 212 Pbet 19} Agsl= 4HPA
J
e}

o o AU 4 Qon], o= Phe} [ Alole] A5 AEE erANT. BH, WY B o|iA7} S,
WIS ezl Ago] iAol AR} MEn svtolE Bgel A4 EAo] BAE.

FAPbI; ZA 3ol gl 4HPAS] &2 ZAFsl7] 98] XA A (XRD) B4S AA k. XRD B~ <k 14° ¢}
28° oMol F e F2 ¥A7F aA FAPbI;S  (100) 2 (200) AAHel th-&3t}h, vude] wE HzB )
olE IE(control filmAE oy HRBEATFIOE d|Esls 337t SASHA R 11.4° o)A § 4 FAPbI; 9
a9} F£%e vx e FJd vart E2AQT(E 3(a)). AAdd wWE HZHATlo]E HE(target film)e A2

§ FAPbL;(M|H| 2B 270 E ol s|dets 54 337 4HPA A2l & ZA #Aagoem, (100) 2 (20
0)ell t-g3st= A9 3H HAwrt S7FETh. o]edt A= 4HPAS} Pbl,o] AEzgo] HEZB AT E Fof A
TS X3 6§74 FAPbI;9] S axfd oz AAFES IRAAAF, T3k, e 7t JAdA 77} 2
®H JfFe] 2D HZEAaF0lE A9 #Ho] S Yl d2BagtelE "HEo e o
3 = 3(b) ¥ = 3(c)oll =AIS vle} o] HWHIE(top-view) A AAF A0 (SEM) #4442 §
3 Abma’b:} 4HPACN R EA 3= 08 g3 BE #H A4 g A EEFHY e oz IIF e,
o]+ 4HPA:Pbl, ZE(complex)e] F|ZH AFlo|E whalo] FUstA Yol dL&-S AAFt}. 4HPA A2l E 3lA] &

=
&9 7% FAPbI; ZE W 3 AAZE EA%E. BB 4HPAR A3 ASol=

E
&
2
2
g
rU

3 )
E %o A= Z(stacking layer)JJr ShA 243 eyt dEEY. 38, 59 HRBATl0lEY AAE W
of AHE 4HPAY] 93] TR, & 4o EAIS L= Lu]ﬁ(AFM)Oi 2B 2TlolE dE9 ¥ AZY
= vk Ao wtzw, AAldo wE HZ2HAFlolE FEO AlHFH A AF(RMS)S 59. Inme. 2 4] 76, 1nme]
Aol D&} vuwste] o 22 2EE YERWT. d2H2x7l0lE dFo] ywo] wjnnd$d & o By o
U3t GFFESHUL) S 4T 5 o Ao FE0] Lolsta AHA sl AATS AT 5 AU,
2B xTlolE HE] A3t & £ L At AZT JAE F2str] H3l dZBATt0lE AE o] FEH &
AAE AT, = 3(d)d E=AE vke} o] 4HPA X E®2 FlEHAFlelE "Bl 4 A4 (absorption
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coefficient)7t S7Flvk. 7k, fre] 7ol AW E HARBA70lE FAFo] A4 dd L3 (PL) ~HAEHS
AT, = S(e)ell A B & dzo] Hlalde]l mE FAPbI; HFCl H|3] AAld wE HE] PL =7t B

= AN
F9 dst Edfo] aapAor fhaso] nAL Adgte] AAHASS UrEWJEP. T, &

3| F7Hon, ol S

JE PL el 90 ¥e]7] Hl8l Al B3 (time-resolved photolummescence TRPL) =AH& AA g},
T 3(f) dA B F dxo] AAdd mE H2H A Agto]ES] A% TRPL 7942 4HPA Ao 93] #2217}
olE dFe] A4S anHor Ao & glom, 1o uwet HEAL ZH@%L Aol rastar Adst A
o F5& %

=
FAA A FE A4 (Toc)H 3 A (FR)E 25 S/
3

4HPA7Y H 2B 2FL0]ES] A BAo]| wA| = 3
spectroscopy, UPS)S AAIPTE. % 5(a)dllA et o] Hludd w2 d5 9 HAAldd we 59 g+
2} AA} A Q. (secondary electron cut—off)ZHE 4.36 eV H 4.21 e I o] &9 71Hxt
o] oyx] F9 thol
ojm1;e &= 5(b)oll Z=AIGITE. 4HPAE o] 83 FAH gl AOH HZH ~glo] EQ] 7hH A} Az A7 9%
o2 oFd AE B F k. o9} o] FHAglE oA £ AEE HRHAIE FolA HILE F AAE
L dqyA £d7 FET £ JS By olyg AW AxE HEZH 4 Jdrd. whEbA, 4HPA
A Aoz ogFHY. o3t olojto]E HAES Y i =
F dutelze) ¢ o ¥ EAS ATk, WE AL W
alefo] whE tupe] o] thafA= 0.94 V, AAleo] whE tiupe]2o] thsfAE 1.02VE FAHECE. 4HPA = A
H tuto] oA bF 2 e dubAow JbY 58 Jocet #Hol otk thgo R Hludo] wE tiulo] A&}
4HPA 2] timfolxol tis F AEjelA F3F Al AT AF(SCLOE FHAY. 2As U=t 4 Ny = 2e e

=
fru
&
JM
iy,
ol
i
32
(o
B o

5

r
l
-

5(c)ol A9} o] AHATAEl 2%

L
||
ol
tlo
offt
:%

ol
==

oVrn)/(eLZ)oﬂ w2} AAlEY, A7) 2olA e 7]E Hdl(elementary charge), LS HZHAJIO|E HE 9

=A(500mm), £,2 AEAM] GAE(R.85 X 10° Fm ), e FAPbIS] HGAE(46.9)0]th. & 5(d)o] =4
H owke} o] AAjod whE tufo]so i) AAE i #h vlado] wE tulo] 2~ 0.24Vol A 0.13VE 3

s

ste] AAoo] W Tlupo] el A A WE NE 2.70 X 100 em & AAEQoH, Hlwed] wE tluto]

b’ % 1) 1A 2 a2 AT o] o

22 5 Qv e 49 WmE Al A Hn szegAs oAe sl

w5, BE A FE AAHAC AXNFEE 4HPA A Fol HR=st BUS g ow du A HA
AAH 22 tupo]29] Joc7b F7H3t},

PeSCe] FA= EAo] t)dh 4HPAS] &S F7tE Hrtslr] &l FT0/Ti0./perovskite/4HPA/Spiro-OMeTDA/Au®)

T TE2E M tulelag FHATCE 6(a). TIFE FEO] 4PAR AHal®E tulo]xe] Aol g F

0 mg ml o] 4HPAR Hel@ clupolzo] A ojgith, mlielo] wlE tupo]

2o PJF @ AF WE(Jse) 23.69 + 0.43 mi/em, HF AW HZ AL(oc) 1.04 + 0.04 V, FFE FA

29 AR AT WEE 4.98 X0 10 cn = ANHAT. wad] wE WEo| wla) 4HPA A7) BEe] At A
g A AHPA SiAElo] Mol ola) w9 EA] oke o]

oft
1o

i
o |
:01:1
=2
2P
il
pot
o

-

AC)

A4 (FF) 74.84 + 1.83%, Bt PCEE 18.44 + 0.77%]%lth. o]st tiula] 1.0 mg ml o] 4HPAZ 7]2% t]wfo]

2= 9ot Jsc 24.41 + 0.22 mA/cmZ, B Voc 1.16 = 0.02 V, B FF 79.18 + 1.42% 2= H+ PCE 22.42
+ 0.43%2 vERdo] Jscrb oFzF AAEHA Joc @ FFE A 2718 Aoz vEelgth. olE #HZHATllE
4E9 g9 2 AAYA A Ao thyl 4HPA EAFe] &3z el sjAj oA wjiEel Ao R B 4 g,

AHPAZ AR AAdo] w2 PeSCeF HlaLeof] WE PeSC ZZtolA Hil A5S HAFE J-V 2HL & 6(h)d
Ao, B FAX gdepvge ol & 1o fofdith, Hlude] wE tinjo]x —t— ARk 2700 A PCE
19.23% (Jsc 24.05 mA/em’, Voc 1.06 V., FF 75.21%), +=¥F& 270o) A PCE 18.26% (Jsc 23.79 mA/cm, Joc
1.06 V, FF 72.24%) 2] 2] AFA PCEE A|Z-3ct. AAlde] w2 gulolxs 9wk AzloA 22.77%2

A3 gAkE PCE (Jsc 24.52 mA/cmZ, Voc 1.16V, FF 80.31%), <=whek 270X 22.64%2] PCE (Jsc 24.47

mA/em’, Voc 1.16 V, FF 79.74%)2 ebiich, mah, Hlateo] we tlupo]zo] 3|28z A4 (hysteresis
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[0103]
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[0105]

[0106]
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index Nt 5.04%9) W Al ool e Tuboze] NIt 0.57%01%10m, o= AAole] W tlubo]2olq 1
o EEH gahE B9 gE % o) oFo] Uojdg ojuwt,

[ 1] Ao 5 nlawef Zpze] whe Har Al's &A] (champion device)®] J-V =Aolld o2 FxA spejn]d

Device Scan direction Jse e b Lk Al
(mAfcm? ) M (%) (%) (%)
H| 0 Reverse 24.05 1.06 75.21 19.23
5.04
(Contral) Forward 23.79 1.06 72.24 18.26
A0 Reverse 2452 1.16 80.31 22.77 it
(Target) Forward 24.47 1.16 79.74 22.64 ;

2] Hysteresis index (HI) = (PCE, evare— PCEspracs)/ PCE saree.

= 6(c)= HY AHH(maximum power point, MPP)olA wH]Loo] wE PeSC(0.95V) % AAjdof] u}E
PeSC(1.01V)oll tigh 200% &< 44 AE 138 &3S HolFErh, Hlald 2 AAjdo] mE PeSC 257 4143}
A sgdon dF des 747 23.4 9 24.3 mA/cn’ 2 A E o J-V e AEES & 5 AU
Zmaol 8 AL \PPolA] Hiejo] W tlmpo] o] AFE Wwi- A7ko] Z7}sbel] whal 23.4004 21.8 mA/cm
= = o Moﬂoﬂ me tulel At 23.5 mA/en’ AR UEE A

% A MEE ule] 9 Hoi‘/} s AAAAGE Hogoh, dd, dSsteE YA FA-A) 5&
ent photon to—electron conversion efficiency, IPCE) 2HEHL 53 Jsc ko] 27 Jsc #td &
S RAFEHH(E 6(d)).

A
ol

ﬁ ol _&4

oo o 9
-~
::S
(@]
Q.

% WAl 36.00 en'dl AmBATblE HFY RES Agtete] 4PA] T EW TAAMol el g F7)

Z FGI7HYH(=E 6(e)). 4HPA IAlHol A 7]ute] HRZH ~J1o0]E ElFd ZES 8.55VY Joc, 2.99 mA/cn’ <]

Jsc, 75.05%¢] FF 2 19.26%¢] PCEZ el whd | wluloo] w
A

2 FF 70.21%°0 A 17.89%] & Th(% 6(f)). 4HPA TA]H] o]
3 7dA, ER oUE e 2L AW A oA bR,

59 PCEE Joc 8.52V, Jsc 2.99 mA/cm2

g =
BES ¥S 4SS dRnsvtelE Fo §5

O

Exl Bz WAL A3 (trap-assisted non-radiative recombination) 2 2% WAL A A (bimolecular
radiative recombination)& F43t7] 9all, A" (regulated) 3 ZAE(D) 3tellA Hlald] 2 AAd Zpzto
w2 PeSCO Jsc D TocE ZAETH. Jsc9b T Abolel BAE WA (power law) Jsc o [ = wEw | oY)
AlaE ol A AT Are wel dEAE AdRfolth. & T(a)ollA E o] YHlo| A5 1o dHjwd] 7}

AR o #e YERY ol nEA ARHEATIOEE xFF wgl 282k AAFe] 1vkA| FaEHA
< oulgt}. ®Eg, Joce vhe 2ol wel 3 AR digret A3 AARAE JHAoF gt

g X
oo Mo

T
Voco=n (—KB )]ogm I + constant
e

A1 AeA, K BERE A5, n2 ol AlF(ideality factor), Te @A &%, e 7] s

2

-

(elementary charge)o|th. KT/edlA 7]&7]¢] #HAx}E= E= B2 A A3 (trap-assisted recombination)ol] &
Ao, &= 7boll EAE AAHY AAdo] w2 tulo]o] 7]E7]E 1.28 [T/eZA Hlaldol] upE tjulo]29o] 7]
7] 1.46 KT/eol B8] O 2 718712 714 4HPAVE E Bx AATS 53302 AT 4= dS

oz QFwth oAE B9 nE AAWN 224 AAT BF AP BW AFS A 6ol A5
5& AEHANZN A £4S FolT PeSCe BAA A e FAANNTE AL JF A

of

tlo
¥
X

nf'
k!
)
6°)
2
[0
2

= 7(c)= ¢ Z=7(dark condition)olA AAld H713e2] dujdx FFH (Electrochemical impedance
spectroscopy, EIS) 49 Yo]lAAE (Nyquist) Z5S HolFth, AA|de ulE tjulo]xas= A3y 4iPAd] <
3 sdE AW sl olzoR A vude] wE X wis] Hst ol A (K)ol © o} FFrF M E

HaE A% Wl o8 wgss vie ol As AAFel 4 Aol 4PA A Fol ADFE AR,
D& A FA ootk W ALk, Ak 2ALelA AW Ak olFol @ 4HPAS I UjE 2e BAY
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< @71 A& olEA AxtE F7rE AAYG. Hdet IR Aole & 7(d) WA = 7(Hel =AJE] k. veh
J5W Pb QA= AHPARRE 0.126 o2 A3, o]5 A= Exs) pb o %7

Se Faael A 4208 o oA},

FAPbl; #HEZH AF}o|E7} ¥ ZZ (ambient condition) dFollA o -FAPbIsol A §-FAPbl; = APdHz Abdo]d

Aot e s 4HPA Aol wE thFdk FAPbI; tinlo]2o) ¢HHAE HUHEITh. AHPAR HEH ATl EE

FA2]shd FAPbI; SlZB A7l E Baj R0 sjaluo] Ay} 4HPAS] 454 WS aelo WHAeR s o

de g AT = 8(a)olAM = 5 ol EA8HA @& (unencapsulated) FAPbI; tlHpo]2o] = <

FUO

1:01' [e)
oo

& A

4

-

AL 4lipA Al Fofl FAH o gadElo] R 25 £ 5% Z7AolA 2,000A17F o] 271 E &) 90% ol
F& BYF 24 sl 271ER 70% vIvko R ZHAFTE. FAPbL,

A sk wbd | vado] w2 tfulo]lxe] &
H 2B ATl0]E HES 4PAR FA A A5 dA ng)E Qs HEZro]l 70.6° (& 8(c))olA] 82.0° (&
8(d)) & A<53fo] HPA7P T H5F ggk AgAGS AT o U2 S THAHE U

o

tolrt, da BY7] 2@ 85TolA EXstslA] 2o PeSCe & HAAHS xAMETH. AAde] & tlulel A=
1,000A1 7 3 42 PCEQ 85%% HE=Ste 3 4 obAAS BojE dhd| wade W& tjulo]XaEs 60047
3 A9 PCEQ] 49%%F SR dE=d), o= T2 A 4HPAR B 3R] 2 FAPbI,9] o)< o]|% 2 2 EokgA o

T & Uk, A4 "EAE A ol wE kS J3 AEE ATE ¢ Jdoy E FHol| Tisitk. wet
A, ARE AT E 43l g AR HAE wel AT, 4HPA o)st A HAle] Ad sjAmolde gt

S YAE 4 AHGE FIAE vk, ARBE AT ES oo tigh 4HPAS] JEES AFHET] 9F 1
A= F3 Ax B33 (high-resolution transmission electron spectroscopy, HRTEM)S <=3 3lt}. HRTEM 7]
719] AR (E-beam) S &4 oA go= %ﬁm %= 8(e) WA X 8(h): HRTEM o]m x| e} AAje] 2 H] oo
2 2B ATolE 3H d'le tsete 1 gl W3 (fast Fourier transform, FFT)S HojFt}. vt}
7

f

gt AAsHA WS 7F FAPbL; TE°] F *&‘% B5olA BEEAC. FAPbI (110) 3] @3} 2 dX b= Azt
1H70] 6.3A%1 TIEAQ AF AT o] & 8(f) 9 = 8(h)ol EAE] vk, 5E Fk Wl -

H 3 AZe 8 kv & 130CE Asdrh. = 8(i) WA = 8(1)2 olo] gt (aged) A 1 1 9 H e 1
w2 W ZHA7o|Eo] HRTEM o]w]x]e} o]ol] sdali= 34 d'le] FFTE Jepdth, A g w2 w28zt
°olE9] (100) 3]d wkde Amrt oA M2 3d FaE VGeEA etk 1y, Blalde] wE 5

ZH2ATIO|E MZA M= 3.80 nn (2.9 A)ellA FFTel] vbehbs Al2e 3" whgo] 9l FAPbL, o] ¥z

AT, ol d FEfHH 54 o] Yol dF AAsE HEHATPOlE o] AEE F4 Pbl, YAbeF
Ao 2 AolHASS AASHE, ol Fl2H2dlo|ES] o o3t A3yt &% HEZH2vt0lE I35 4%
9] A3} (reverse process) o2 AJAZGE ol Ao}l dX|sit}, wiEbA |, 4HPAV} HZH Tt Ee}t J5 2}
|3t HEHE2To|ES F&f &A3) JUAE 77 £ FaE FX (molecular lock) B4 GEE F3h )
HZHTto]Ee] HAAstd A4S TAHAIA 12 =" o fRrA70)ES dstg WA o R UvH
=t

2 S A7) AAdEd A EE Bo] ofyg AR tE uYd FHE Axd ¢ Jon, & dyo] &)
= ZlERobllA &Y AAE 7R AE & 2R TieH] Aoy HAaAQl 5AE WAHSHA FaA oE
TAAL FHE AAE F Juhe AL o F A Aotk AR R oA Ed AAdES BE
Holl A A A1 Flojw] gHA = o] ol Ao w oafs]ofvt 3t}
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80
S 5
g 60 \_ =
g oy
£ 30 O-H ~ £
g 40
E 30 C=N
20 ——d4HPA —4HPA —— 4HPA .
10 ——4HPA+PbI —— 4HPA~+PbI —— 4HPA+PbI, s B WA A SR 0
3 Binding energy (V)
0 T T T T T T T T
3900 3600 3300 3000 1750 1700 1650 1600 1550 1600 1500 1400 1300 E =-078 eV
Wavenumber (cm™) Wavenumber (em) Wavenumber (cn1’') Im_ - .
(e) Pb 4f —— Control (f) 13d —— Control
= Target —— Target
El 3
) £
z2 z
2 E 140 eV
1.30eV \
Nt
134 136 138 140 142 144 610 615 620 625 630 635
Binding energy (¢V) Binding energy (cV)
E02
35
3.0- —— 4HPA
—— 4HPA+PbI,
e
=
o
= -
= 20
8=]
=
B 1.5
3 |
3
< 1.0
<+ 11 nm
ol \
0.0 -{-| 7 nm
T T T
300 350 400 450
Wavelength (nm)
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k1
N2
(VA

o
0
—

(b)

(100) (200)
8 Target
. e

Control

Intensity (a.u.)

10 20 30 40 50 60
2 Theta (degree)

—a— Control
== Target

—— Control —s— Control
— Targst

=o= Target

Absorbance (a.u.)
PL intensity (a.u.)

Normalized intensity (a.u.)

550 600 650 700 750 80O 850 900 700 750 800 850 900 0 200 400 600 800 1000
Wavelength (nm) Wavelength (nm) Time (ns)

200.0 nm 200.0 nm

-
W Target

iRI\/IS=59.1 nm

-200.0 nm

-200.0 nm

d !
00 1: Height Sensor 10.0um bo 1: Height Sensor 10,0um
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k1

~
Qo
~

Intensity (a.u.)

—— Control
Target

Energy (eV)

4HPA

FAPbI,

m-TiO,
c-TiO,

Wp=421 eV 1256V
We.=436eV
1.20eV
17.5 17'.0 16'5 16.03 2 I 0 -1
Binding energy (eV) Binding energy (eV)
(©
°°°ocoooco°°
e
0.8-00:-900003000 L o Control
L) Ll
o Target
o °
0.6
NX
E
rxg 0.4
0.2 4
0.94 V 1.2V
B e e S B 32
0.0 0.2 0.4 0.6 0.8 1.0 12
Voltage (V)
=96

!

E 151 —— Control

=y = Target

Z 104 =

g 0 v x T

g 24

S

~ 181

s Control

o 124

&) — Target

= 6l
0 T T T
0 50 100 150

Time (s)

®

Control

Target

@ Control
o Target

Vi =013V

/

Ohmic  TFL  Child
O

Vi =024V

01
Voltage (V)
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—— Control (Reverse)
=== Control (Forward)
— Target (Reverse)
=== Target (Forward)
072 0?4 0.r6 078 1.0 1.2
Voltage (V)
) 100 25
C) wﬁ
20 » 20 ~
%O:D E
<
3 604 <3 F1s E
< 5:g 2
3] 25 <
o 539 -]
£ 404 232 Flo &
o £
Y ah
Ly o
35 £
-~ Control =
204 5
~o- Target
0 T T T T T 0
300 400 500 600 700 800
Wavelength (nm)
3.0
525 36-cm? ; t
o L]
= %
E£2.01
z
% 1.5
<! =o— Control —o— Target
5 1.0 Jsc =2.99 mA/em? Jsc = 2.99 mA/cm>
g Voc =852V Voc=8.55 V
0.54|FF=70.21% FF =75.05%
PCE = 17.89% PCE =19.26%
0.0 T T T T
0 2 4 6 8
Voltage (V)
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1.16 8.0k
(a) 25 (b) (C)
—— Control
20 L12 —o— Target
6.0k
15
B ~108 %
210 = € 4ok
£ K &
: =104 °
2
=109 @ Control 2.0kH R Ry R
g s Control 1.00 — 146K, Tle —Vwﬂj—m'
o Target @ Target 1
— 128K, Tle Ca Crec
096 0. - - - -
20 40 60 80 100 20 20 50 80 100 00 20k 40k 60k 80k  10.0k
Light intensity (mW/em?) Light intensity (mW/em?®) zZ (@)

1.0 r
(@ (©)
0.9
=
O
&
2 0.8
= CA =70.6° CA=82.0°
£07 |
Z i Control Target
069 ——Control
—o—Target
0.5 Wi 0
0 300 600 900 1200 1500 1800 2100 (e
Time (h)
(b)”
0.8
=
3]
&
306
8
=l
E04
-3
z
0.2 —a—Control
=—a—Target
0.0
0 200 400 600 800 1000
Time (h)
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