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(57) Abstract: Disclosed are a perovskite optoelectronic device and porous
polymer particles prepared by means of same. The present invention com-
prises the steps of: forming an electron transport layer on a first electrode;
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%] ol ©l]| 2 %< F(polyethersulfone, PES), 3= 2] o} =L 2 ] o] E(polyacrylate, PAR),
=] ol E| 2 o] n| = (polyetherimide, PEI), & ¢ of] € &l 1} 32 €| o] E (polyethylene
naphthalate, PEN), 3= 2] ol & €l ]| 2] 32 & ¢ o] E(polyethylene terephthalate, PET),
=2 ¥ d @l 4 3} o] = (polyphenylene sulfide, PPS), = 2] o} 2 d| o] E(polyarylate),
2] 7R Y| o] E(polycarbonate, PC), A& 2 @ 2 E 2] o} M| H| o] E(cellulose
triacetate, CTA) 2 A& & Q 2~ o} A g o] E 3L & 3] 9 U] o] E(cellulose acetate
propionate, CAP) & o= 3hu}& ¥ 4= 9}

Fr1E 718 R FlE 718 o] FaE = 5 A 2 o] Fol x|z Ao

~ L
0% g ehan, B4 A 08 V|9 Av AT A X 5 gli= /ol d
A& Fhs s f718 Jshz A4 ATl #9492 w5 Aok

-
a1 T
AL A= 713 el A Aleh AR A=
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[98]

[99]

[100]

[101]

[102]

[103]

[104]

[105]

[106]

[107]

1§ 2F3}52 4 (Indium doped Tin Oxide, ITO), &1 5 & AF3s}o} 91 (Al-doped
Zinc Oxide, AZO) 2 & & 4Fg}ol<d (Indium doped Zine Oxide, IZO) =
Hol % of - 5B EF T 9

AGEEe AL A0 PAYE Apolol 928 & &
Yol YR AR AL AFOR ol ARHEES & 5 gk,

AR5 52 & 9 (fullerene, C60), 3=l &l F- 5 A, #| E & (perylene), PBI
(polybenzimidazole) & PTCBI (3,4,9,10-perylene-tetracarboxylic bis-benzimidazole)
T Aol ol etE ¥ o 9laL, F el 52 4)5= PCBM
((6,6)-phenyl-C61-butyric acid-methylester) ¥ PCBCR ((6, 6)—pheny1—C61—butyric
acid cholesteryl ester) &= & 0] &2 o] = 3} 45 E 3t 5= 9l o) o] o] dHA ¥ =
AZ oyt

thak, AR E = ol A AAbpEg S

T6 g

= Ao AbgE = 9lond, ol Al E =
H2ZH A

v &

et AR5 S
o}

S

= TiO, Al o)t} ALO, Al A 9] t}aA
AL oYt}
} 1E FH Az Az B2

2ol E BB Eohahe

¥ g o] A o] whe s
%% ol 2zeo] LYo 3
%2 YA AAS120)8 %
BT DAL B0

O

o ON'
ofk

63 LE}

=, 232 g o] ¥ (Orthogonal processable spray coatlng) =S

A 8)ste] Zlo] Wbk o B A HAALE zh= FEA] =S Al s 4= 9lu),

ArkziQl ol T (LubA <l 23 A" o] A3, A HA | 2H T 0l E
g A U, FRA 2 AT ol E i 83*3% , A
H2ZH ATlo|E uhS A Etr] 95 Sl2H Avto| E G g Gufo
AW A v 2B 27 o] E vpo] Zajj v 7] wjito] & FAH O w2 H 2T o]
thsuteg A g ko w g o glok

ESH B S o] &etA B X F2] A, A HA | ZH AT ol E it
FHA 28 ATbo) E u 2he] Zujol] o] 3 ¥ E(inter mixing)©] §171
ool |2 H ATbo| E vpaubuhS A e ek o 2 YA 4 9o, 34 o
Exbetal thH 2 o & g st ol of el &-ol At

Hb | Boukrd o] 2l A ofjof] u} & | 2 H A 7lol E B Aapo] A& WS
TA e R HEH AT E vhEultS IR e ¢ gl Al A o]
AE S ARG wikel, &l o] Gk A R, AT o] AE ¥ mho| A8 =370l
ol Ag-, #itd oz Surt FakE o g -y 3k o] ek ek o 7
ths dherE AT ¢ lom, Ak &ulrh ol jlof, ol e Tl A H
AAA o 2 EH 27 o] E whuha Al 2 A 1= Bh ) Zho] Wl - S(inter
mixing)©] dAUA &4 A 24 W5 714 = |2 H AT o E vhg A 3
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[108]

[109]

[110]

[111]

[112]

[113]

[114]
[115]

[116]

[117]
[118]

[119]

T At

23X o] Yol AFEE = 2~ #| o] FE(spray coater) T ©| ] H & 4 (air
brush), 3 23 glo], W] 7}AY A3 8| 0] (mega sonic spray) = A 7] WAL
(electrospray)e TFFgt =3z g o] FE| 7 ARE-E 4 Q)

ok o] A A oo mE Fl2H AFtolE B Aol Al M-S A o]
FH ) Agto] gl o}, 253 23 g o] ¥ (ultrasonic spray coating) & AF-&5F=
735, WALE = w2 E AT ol E g o] wlo] A& =7 (micro drop) @] 7|7}
Zrol g7 A 9l oA A4 A o] 7} §olatt.

2 g o] 82 0.001m/3 WA 20m/3-9] S57 2Z o] mEg

FIRA AT S 9, o] %S 0.001m/F VR HEE
|

o
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N
3
ki
N
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H
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[
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AH(Graded)E 7H4 5 A TH,
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Sl Zrsgbel B SRS 34 Belo| B S XYY F v}

TAH R, AEFEToA AAsEToR Zlol Wik 24 HALE
2= B S8 vt E SRS 8ty 894 12 £ dE 5 o)
[her 1

AaMmXc

(371 3182 104, A= 17Fe] Fololal, M 27} BE3= 37} 4
ofol 201, Xi= 17}e] &o] o] a1, Mo] 27}e] F4; %ol 29 1] a+2b=c, MO
37}9] 4= ko] & 1] a43b=c®] 1, a, b, c:= A} 10|}

A% Cra®l A8 B3 52 2, oL RV (NHY), $4HE17] (OH), Ao 7] (CN),
&2 717], 1 E 2 7](-NO), ¥ =] 7| (-OCH;) 3= o] u| v} 2] & 7] 7} 2] 8+ C,Lay
of A3 wi= F3 ¢, Liv, Nav, K+, Rbr, Cst, Frt, Cu(D)+, Ag(D* & Au(D)* &
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[120]

[121]
[122]

[123]
[124]
[125]

[126]

[127]

[128]

[129]

[130]

[131]

[132]

Ao o] = shtE £33 4 ok
"= Pb?, Sn?*, Ge?+, Cu+, Co?+, Ni?+, Ti2+, Zr?+, Hf?+, Rf?+, In*, Bi*+, Co+, Sb**, Ni3+
, A3+, Ga’, T3+, Sc3+, Y3+, La’+, Ce3+, Fe3+, Rud+, Cr3+, V3+ g_l T3+ = le o-] = o-] =
StuE 2gs  Ado
Xi= F, Cl, Br, I, SCN,, PFs, 2 BF; & A o] % o] gl & X g5 4= 9l
oA E E, ATTETNAN AATET o2 Zlo] Wako g 24 HALE %
%%éiéié?Qliiﬁiél1«4éﬂiékiﬁ:7}01,A34§}%%v— st7] shebal 22 xdE
AN
[sheH2 2]
AMX' 5 X"
(371 3hebA] 20 A, A= 17F9] eFol o], M= 271H8] w4 &folZol, X' &
lelﬂelgoL%oLLIn%0<m<uﬂdq
AAool whe}, 2 g of AA| oo WhE FHEH AT ol E F Axbe] Az
S ARAFET ol Az wo] AH 0= FR2H Aol E S13leS ek
= A8k ﬂ@mmtﬂﬂ$ééﬂwﬂhﬂiﬂi7
AR E= eA(S121) B ZEH Al A 2H AT 0| E §F%%~%d]ﬂ2
7hol E 313t =& A o= B A(S122)E i%%?% .
AR, ARFESZ Aol Al 28 A7)0 E 313FE-S 7E &= BA(S12D)E

pane
T .

f
Trw

TAAo g Bty o] Ao mE H 2 H Ayl E FA axpe] Az
W2 Al 2B AP0 E 313tE 2 S E XeshE Al 2 E AP0l E
2 AAES gl 22 eo] mH o] Al A2 H 27t E

ﬂnﬂiﬂﬁﬂﬂEﬂ&%
W2 H 2T ol E 319k 9] o
6mzixﬁ&ﬁi%ﬂ#ﬂlﬂ
7] m&o] AstE A 34 Akl
ﬂhﬂiﬂiﬂﬂ 3}t E o] A~
SER A2 o] E5E o] FA 7| HA
0.001m/3 " RFe] 52 o]
20m/w-& e 4§ o
.o oly] 8= by

1T = i 1
I

%
4 ofr
H
N
_\3
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[133]

(134 [8}5H2] 3]

[135] AM'X, X"

[136] (7] B8HA 304, A 1719] %ol 2oL, M-& 2719 4 ool ol X'

X" 17Fe] Fol-olth)
[137] vtk A s A =, A1 H 2 E AT 0] E 313E-S CsPbLBr 9 5 ¢t}
[138] OF%Z%%ﬂHﬂEE*ﬂﬂ 385 Abol] A2 A BB AT ol E 33 ES
Yok dAS122)E i = 3l
/ﬂﬁiimmﬁﬂﬂllﬂe1iﬂﬁﬂﬂEﬁﬁiAQﬂ§
S A2 ZH T o E B3R 2 S5 ¥ 3es A2 J 2 H ~Tto| B
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[142
[143
[144
[145

o E 59, ;ﬂlz Jﬂfﬁlii?}ollé §}?§>}%%
(31514 4]

AM'X';

(371 3182 4ol A, Atz 1749] Fol ol a1, M- 27he] 347 ol Lo, X' ¥
X" 171E] frol o))

[146] uleb A &A=, A2 H 2 B A7 o] E 3352 CsPbL, & < ¢

147 Sl GG B 8] Bl Lol AL Y E A2
A2 227k0] = T ) 2 A1 2bo)] TPl e A2 2027l =
SHEE o) 17 2ol (el A2 Bebol = o] &yo] Z7hsl o], 21 sbol
stz o] Holi = o] 49l 17} gol (el Al Tefol= o] & D A2 Ffol=

]&)/] 2 Al o] H:]Q_ /\ 01



14

WO 2022/035239 PCT/KR2021/010692

[149]

[150]

[151]

[152]

[153]

[154]

[155]

[156]

BEREFNN AT EFoRY Zol WaFoE 24 HAE
JBAF| oA 19] s 21 kol B HHE S 5] B84 22 BEH 1,
A1 H 2 H 27 0| E 315tE o] 3}8H 4 37 73
s}5hEol o1 402 T = A4, ¥ g o] 44
22701 B o] Al WY AL

HU TA A O A A 2H 7 0] E E}b‘m 2 CstIzBrE A}ﬁ }
|2 H 2T)ol E 3}9tE R CsPbLE AF&8F= 4 -7, CsPbly A 14 &9 7 E

Alzbo]l Aoy Aol whe}, X'Ql 7} Z7F= a1, X"l Br& 7hAaw o], 8=
CsPbl; y, CsPbl, ;5Bry,s, CsPbl, 5oBrggs, CsPbl, »sBry;s 2 CsPbl, o Br, & 2 =5
o] Metsol, zlo] o s 24 AAE b 5 ek,

b, A2 E 270 E 33 RS Mol & o] 4)9] 17} Lol &S e,
ol o2 Holx & ol 4ol 17} ol o] 2Au|v}t Matyol, Y
MEAY g o) 2w Gillo] ALA 0 R W= s T2 FAE JAE 5

27487} Od_éxﬂ,g;cz Azt e g v 2] o] A% 0 R WsE o,

CsPbLBrE AL o} A2
, A2 Jﬂiﬂiﬂop
o] Z7}% 7] w-ol, F&AF 2

EE%, 041%— Eo], A1 HZH A7} 0| E 3}3HE
HZH ~FF0l E 5132 2 CsPbL, & AFE-31=
st el 1w Alkel F7hgtel uhel, X" o 24
Zlo] Wkgko 2 X"/M' A u] 7} =714 4= 9)

LS ARSI HE5shE 2R *7}01 =S oot FEAATS
Al FHZ2H AT 0| E ?ﬂf?ﬂ /] T} A2 A B2 H AT ol E 53R o] = 5o}

L mrslag

O.u Oﬁ'
—10

T, AT TSI S5 A 2B 270 E 3EE 36t 2 F AR
HZHE AFP0|E 313t =9 LT Al |2 H AT ol E SR ERT & 5 T
TAH R, E oty el AAldlo] whE F 2 H bl E G 4xbe] Al

W2 A AbpES Aol Al | 2B ATbol E Bhgte s AW 8 v, A2

GAsH/] W], A2 9 28 2Tho] E g ol
FEFI HESE AR 2T E 5G
Sh AL AR BTt B S H B FERT £ 5 vk
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[166]

[167]

[168]

[169]

[170]

HAJlolE 313tE B} & 38 X (nuclei density) = W2 7] 3l $}%] of
Ha A2 H A7)0l E 313HE 7ol AaE 4
g A2 |2 B A7 ol E ShgtE 9] A~ o] IH A|ho] Tt of ubel EFY

T A E Aol YA 7 =4

A2 d| 2B 27 o] E 319 9] A3 eo] 51/ Algko] F7HE Y 2 H 2T o] E
35S dxle] 2 A o] A E o] A EFlo] ZrlE a1, dAE AF o A7}
=7k o 3l

o] & H ulw o] Ao WE FHEZH Aol E B Axpe] Az He
H| 2B A7 ol E 313t E-& E5tehis AT Aol 4TSS S FAsh=E
HA(S130)E 7 3 gt

AETFETE F24F I A2 A= Alolo A 5 Utk AF3FF

T
Feg oM Y Aol A2 A5 o= §olstA A ¥ =5 & 4= Q)

A& 452 P3HT (poly[3-hexylthiophene]), MDMO-PPV
(poly[2-methoxy-5-(3',7'-dimethyloctyloxyl)]-1,4-phenylene vinylene), MEH-PPV
(poly[2-methoxy-5-(2"-ethylhexyloxy)-p-phenylene vinylene]), P3OT (poly(3-octyl
thiophene)), POT( poly(octyl thiophene)), P3DT (poly(3-decyl thiophene)), P3DDT
(poly(3-dodecyl thiophene), PPV (poly(p-phenylene vinylene)), TFB
(poly(9,9'-dioctylfluorene-co-N-(4-butylphenyl)diphenyl amine), Polyaniline,
Spiro-MeOTAD ([2,22°,7,77 -tetrkis (N,N-dipmethoxyphenylamine)-9,9,9’-spirobi
fluorine]), CuSCN, Cul, PCPDTBT
(Poly[2,1,3-benzothiadiazole-4,7-diyl[4,4-bis(2-ethylhexyl-4H- cyclopenta
[2,1-b:3,4-b']dithiophene-2,6-diyl]], Si-PCPDTBT
(poly[(4,4’-bis(2-ethylhexyl)dithieno[3,2-b:2’,3’-d]silole)-2,6-diyl-alt-(2,1,3-benzothia
diazole)-4,7-diyl]), PBDTTPD (poly((4,8-diethylhexyloxyl)
benzo(] 1,2-b:4,5-b']dithiophene)-2,6-diyl)-alt-((5-octylthieno[ 3,4-c]pyrrole-4,6-dione)-
1,3-diyl)), PEDTBT (poly[2,7-(9-(2-ethylhexyl)-9-hexyl-fluorene)-alt-5,5-(4",
7,-di-2-thienyl-2',1', 3'-benzothiadiazole)]), PFO-DBT
(poly[2,7-.9,9-(dioctyl-fluorene)-alt-5,5-(4',7"-di-2-.thienyl-2', 1,
3'-benzothiadiazole)]), PSiIFDTBT
(poly[(2,7-dioctylsilafluorene)-2,7-diyl-alt-(4,7-bis(2-thienyl)-2,1,3-benzothiadiazole)-
5,5’-diyl]), PSBTBT
(poly[(4,4’-bis(2-ethylhexyl)dithieno[3,2-b:2’,3’-d]silole)-2,6-diyl-alt-(2,1,3-benzothia
diazole)-4,7-diyl]), PCDTBT (Poly
[[9-(1-octylnonyl)-9H-carbazole-2,7-diyl]-2,5-thiophenediyl-2,1,3-benzothiadiazole-4,
7-diyl-2,5-thiophenediyl]), PFB
(poly(9,9’-dioctylfluorene-co-bis(N,N’-(4,butylphenyl))bis(N,N’-phenyl-1,4-phenylene
Ydiamine), F8BT (poly(9,9’-dioctylfluorene-cobenzothiadiazole), PEDOT
(poly(3,4-ethylenedioxythiophene)), PEDOT:PSS, poly(3,4-ethylenedioxythiophene)
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[171]

[172]

[173]

[174]

[175]

[176]

[177]

[178]

[179]

[180]

poly(styrenesulfonate), PTAA (poly(triarylamine)) 2
poly(4-butylphenyldiphenyl-amine) &= 4 o & o] == sf & 28+t 4= 9t}

mpx ko 2 Boubed o] A Al dol] mhE w2 2igbo] E Al axfe] A%
W2 Aerds A A2 A= A sk SAIS1400E E 3

A2 AT FAA Hopo] 4 EAA 0= ALEH = AFol W Fksie). wy)
TAXR e A2 AL F(Auw), 2(Ag), Hﬂ%(m), ek (Pd), T2 (Cu),

LF U HF (A, B4 (C), 3L EE(CoS), 37 ¢](Cus) R 22 A ((NIO) 5
Aol o = shbE S 4 vk A2 A= EEdE Al A =oll A drE g
WhHo 2 AE o rn®E Fin A2 Agrslio),
whgbA], Bowhg o] A A oo i E w2 H AFLol E A Axpe] A2 WHH S
xyo] AE WO R HEH Aol E 3§E-S Lot FEAdFol
AEFETANA AAFEFT LR o] Wako 2 24 A AH(Graded) & 25
& Al slo] B %3 5 57(1-sun light soaking) S}l 4] 10004 3F &9 &4 o2
&AFeto] 5 10% W REe] A3} 5 ZE = AV|(E 52 b = FAAIA 5 dn
b o A Al oo) mhE HlE2H AT ol E B Axpe] Al S
H2H 7ol E 313t E-g Eilete FEAdFol 4TS TolA
AA T o g2 o o]l ek o & 24 A ANGraded)E 25 WA sto] &7

mlo

750nm7}A] Fl sl 234 (light harvesting

o

3} (absorption wavelength)
A 7 AT
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g o] AAjelof uhE
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= »ﬂiﬂ *7}01 = %‘x A= A A =110), Al
goll @4 W= AA53(120), A AFEF(120) el =28 o
(orthogonal spray coating) 2.2 A H 31, F| 2 H A7)0l E E}?"L S ¥ 3=
45 (130), B 2 E 27 o] B 819h&-8 36k 324 (130)5 ol

>

~~
—_—

e oofh o By o
mot o b o, U

rhe
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[181] o] AAjolel] whE ]2 Agbol E HA A AL AF(110)
aslaL, Al AF10) 715 Al $1 et AnA A, 53] G Fig
AN 717] el £ AEA AFo] wigkA s,

[182]

[183]

[184]

[185]

[186]

[187]

[188]

[189]
[190]
[191]

[192]

_3(110)% o & 59, B4 §f 2185241 (Fluorine doped Tin Oxide, FTO),
o145 3 AFs}5=4] (Indium doped Tin Oxide, ITO), &Fv]F &
2kg}ol9l(Al-doped Zine Oxide, AZO) 2 A7 & AF8}o} <1 (Indium doped Zine
Oxide, 1Z0) T Aol & o] - 3t E 38 <= 9t}

d
o
o

2 o] AAjdel] mE AR B 2Tko] E 3 AR A A S(110) el
A ¥ = AT EFT (12002 E3sta, AAE3(1200 A1 A =5(110) 3%
2 F(130) Akololl A = Atk AAE5(12002 F2A Sl A A E
AZZF AL A=(110) 0 2 golepA| A =5 o 5= vt

A5 (12002 TiO, AlE 8] = H o] ARgE 5= Lo, ofol A g H = 31
ot}

Hodbg o] A A ool whE F| 2 H Aol E G b RS 5(120) 2ol
2~ 32 g o] 51 ¥ (orthogonal spray coating) &2 A ¥ 31, #| 2 H ~7}o] E 3}131&-&
F3etz FEAT (130)2 ¥ 3 ‘JD}

|28 ATbol E St E S S(130)°l =7t A5, T rE(140)9

HOMO(Highest Occupied Molecular Orbltal) T AR ES(12009]

LUMO(Lowest Unoccupied Molecular Orbital) =9 += 747} 9| 22 H ~7}o] E 9

7FA At w](valence band) 2 A %o} ] (conduction band) ¢} 2k wj A ¥ of | A 2} =

AAE5(1200 HLE2, TS AT7E53(140) Ho 2 ddd 5 3l
]9} 7+ o o ];qng Eg}oq qu}j@# aPP—o] §_jrjrx4 o7 ﬁx}g} 24# o7

Lol g o, FaE AA R A2 AL A=(110)3 A2 A =(150)9]

A Apol 2 P E W AV 28 Aste] 5 abel o & 2429

o7 o]Fete] HEY HEH R AR 2E Tl AFo| FHE

¥ 2 H A~Flol E 313HES ¥ 361 24 B S (130)2 A 355 (140)00 A
TEE(120) 0.5 2] 79| ‘%}8&9_?& 74 74 AH(Graded) & 7H2 5= 91aL, %l o]
O /K

Z(130)9] F| 2B 27b0) E 8§85

(371 3812 2004, A= 1749 Fol-olal, M= 27Fe] F & &fol2oln, X' H
X" 17Fe] go] -0 3L, m< 0<m<l1°]t})

AT Ci® Al = 53 &, oFRI7](-NHs), #4371 (-0H), Al oF=71(-CN),
2271, HEZ7]|(-NO), W5 7](-OCH;) 3= ol v thE g = 7] 7F X1 8 Cpy
o] A4 = 4 &7, Li+, Na+, K+, Rb*, Cs*, Frt, Cu(I)*, Ag(D)* 2 Au(D)* 2
Ao o] = shtE £33 4 ok
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[193]

[194]
[195]

[196]

[197]

[198]

[199]

[200]

[201]

[202
[203
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[205

—t e e e

[206]

M- Pb2, Sn2*, Ge2+, Cu?, Co?+, Ni2+, Ti2+, Zr2+, Hf>* & Rf2+ 5 A o] I o] ==
s =3 4 Sl
! X"==F, ClL, Br, I, SCN ¥ BF, % & o] % o] &} & E3) )
o] Ao W2 A2 H AT E BA L= Al H|Z2H ATl E
TR G, A2 H|2H AT 0| E 532 FH 5] 3
~ﬂB®££§ﬂﬂiﬂiEiﬂﬂ stE> A
=(12002 29 7_10] vlsk o 2 X"/M' A1 7
o E5(120)7 5 ol |2 H 70| E 3139t
S13D)2 Al Jﬂf’a‘ﬂ 27bo| E 3lgt= o v A2 d| 2 H Ao E
Eq AT FEZ(140)T HE6H = 2 H A7)0 E 3135 S
% —5(132)~ A2 | 2H 7 ol E 83E 9] 557 Al
2Pl E SRt =R T =& 5 9l
]ﬂ“ﬁ}ﬂﬂ?%%umpV“ﬁf‘ﬂiﬂiﬂﬂEﬂﬂg%
%ﬁw F(131)E A1 A 2B A7) E 3= vh 2318 5 9l
Z(140)% 7 &5t Wl 2B A7 ol E 83 a X Eahe
S(132)2 A2 | 2B AT ol E g3t R £33 5 9
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W) o] AAE kA E o] F 84 (130000 A A A Abelectrin) 9 E(hole)©]
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[207] AR FAREAFIO|E a2 6tr] 384 452 xE ¢ Y

[208] [3}8}2] 4]

[209] AM'X,

[210] (71 8}32 4ol A, A= 17hE] o]0l i, M2 271e] & ol 2o, X' F
X" 17Fe] Fol-olth)

[211]  BFA A=, A2 A 2B 27 ol E 813h=-2 CsPhly o <+ T

[212] B35 (140)2 PTAA (poly(triarylamine)) 7t A& 5= gl 9.1}, o] o
A g = A2 ot

[213] A2 HA=(150)2 F(Awo] AHEE 5= e, ofol A gk = A& of T

[214]  wEhA], B odg o] AAjoo] & 2 H AT ol E 3 Az A o] A
HhH o 2 H| 28 ATl E 313 E S ¥98lE B Fo] T FEFolA
AR pEZ 07 0] 7l o) ko 2 A A AN Graded)Z 2R & & A 8lo] vj k3
& 4(1-sun light soaking) 3}l 4] 1000A] {F & QF A4 © 2 F 2135t I 10%

ujgke] A3t 2o & AV 52 b A S A T

[215] 2ol Ao wE HE2H ATto|E F LAl iﬂfﬁlii?}O]E
EE 8ot A Fol AT ETolA AAgEFT o 2o
ek o 2 2 A A ANGraded)E 2t S = 3 A sto] S »‘rﬂ(absorptlon
wavelength)2 750nm7}A] gt &l 3 334 (light harvesting)S &JA] Z 4~ At}

[216]

[217] % 3& 2 3o Ao mE FlR2H AvlolE B Lzt WiE
t}o] o] “1 ¥ (band diagram)-& S A] $F o] w] 2] o] T},

[218] & o Ao npE H 2 H AT 0| E B AAbE A AEE(120) 22 9
Zol gk o 2 24 AALE 2 B F(130)S 2 et B =9 A,
AZFEF(12003% 4 Sk A2 H A7 0| E 3E-& E3tste 324 3(131)
D QAT FEZ(140)T A EsHE H 2 H AT o) E 3138 23 e=
FEdF13)0 M A S AT 5 Uk

[219] ek, 238 Fasd, A R Aol FEAT(130)S A
AAFEF(120) R 4T #fﬁ 140)7kA] A 2 A Fro] whf] whgFo 2
ol &3t 5 Qhlate] Hat =5 o] Bt golsf|d 4= Q.

220] 3, E3S Py, W28 svtelE HHE S Tt g Ee
QETETolM AR o 2ol BgFo = 24 HALE 7H 024,
A2 H 2Ttol E 313HE 9] Hoj & & o] 9] 17} ol o AR ASH R
Hztr)of, AT MeER D A 2] ghllo] &Aoo R HglE = lE X
AAEEAAE BS54 9k

[221]

[222]  [AAlel 1]:53%(5s)

[223] S5 2ol =3 ¥l K A}o] X (patterned fluorine-doped tin oxide, FTO) 3} ¥ o]
SHEH F7) 7 3E ol 25, of A E Y o] AX B g o AFE-3] o] HH 95
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M A slaL, ol o] B2 ${(DH-125, Spamax) & A}F-&3Fe] 450°Co A 20mM 2] E] Bl
U] o] AL 2 F Ao = H| (oA & o} A H] o] E)(titanium diisopropoxide
bis(acetylacetate), TAA) -8 23 @lo] &3l % & (spray-pyrolysis deposition)-&-
o] -&-3Fe] 50nm2] 3 E gk TiO,(c-TiO,) &5 A A 35t

[224] 1.06g2] CsBr % 2.31g9] Pbl,2} 0.52g<] CsI 2 0.92¢ of Pbl, & Z+7} 60°Cel| A
100mL 2] DMSO®°]l 73] &3 A| A, CsPbI2Br 27+ & F CsPbI3 7 A
folg A 239},

[225]  ©l ¥,3D ZHE| 9} A3e & 3-3 2 E o] 51E](S80, CERA-TORQ, 80 kHz)E
AR-g-8Fe] 0.5M CsPbI2Br 717 #] &< 2803 &<t 0.8mL/A-9] &4 & 53¢
U, 0.25M CsPbly A 74 &2 5% &S0, 5mL/—E—Q TR B8 ¢-Tio
/JFTO 7] 3 2ol 533}% CsPbl, Br, H| 2 ¥ ~7}o] E vhuls- & Al 514l 1)

[226] ol W, 23 v A3 do] W FA F312 5cm 9 = ;aliﬂrﬂ%/\}o]g]
7 2] (nozzle-to-substrate distance), 10 mm/s2] =% 270 45 (nozzle scan rate), 0.8
mL/min®] CsPbL,Br A4 €< & & <45 (solution flow rate), 0.5 mL/min®] CsPbl
s ATA 8 BB S (F 5 7 (flow gas): Na, $H8: 7 psi), 150°C 2] & &

%E(deposition temperature) = 7 [RAR=

_4

[227] 533 CsPbly Br, 3| & B 227}o] E ubukg 34 8 5 %2]-E 2o}V (PTAA,
EM index) 4% & = A(HTMs)= =¥ IR U5, Au7heE A==

[e)

Oé?ﬂ(thermal evaporation) WH 0 2 Z2519]

[228] A ZH TP E B 221 = ~20%2] Aol ® A 55 sloll A ti 7]
W71 ol A Az ¥ St

[229]

[230] [ Al o] 2] : 103(10s)

[231]  0.25M CsPbl, A4 4918 103 F9F ¥-5F3 A2 A<l 5hA A A o 13}

F A3 HbH o g A 2 ¥ T}

[232]

[233]  [AAlel 3]: 153(15s)

[234]  0.25M CsPbL, A4 418 15% HoF F-53 AL A2 3pd A Ao 13}
TS W o R Azt

[235]

[236] [ Al of] 4] : 20%(20s)

[237]  0.25M CsPbL, A7 o1& 20% FoF H-53 AL A2 3pd A Ao 13}
U o R A2 AT

[238]

[239] S 4WA % 11& AZF o] T8 A 7tol] e Faidzo] BE A
1 3} (Morphology variations) ¥ 3 .

[240] = 4i=5F Fot Ao IHS ﬁéﬁ(a‘/ﬂ o 1)std Xﬂilﬂ FaAdFol |
T AR AL H] 74 (Scanning electro A
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FARAALA N A ol u] A & A&k Aot}

[241] 5 6&10% Fot 22eo] 2R & WA o 2)ste] Al 2d FEAd T @i
FALHA A AU A olu| Aol a1, & 7> T FALAA AU A o]u] A & EA| g
Zlolt},

[242]  E8& 15% Fot 22 eo] AR & WA o 3yste] Al zd FEAd T @i
FALA AU A olu| Aol a1, & 95= L FALAA AU A o] u A & EA| g
Zloltt

[243] % 102 20% &<t 2~z g o] S XA Ao 4)ete] Alzzd FEA] 52
i FEALA 2L e v 7 olu| X o] a1, & 118 T FALA A ] 7 o) n] x| =
LA[gE Aol

[244] Y 4,56, 58% 5 108 F2stH, 232 o] IZH A ko] F7Hsle whet, Zl o]
weko 2 24 AALE 2= A S 9 T 7F ~490nmell A ~500nm = S FE =
AL d T At

[245] 4,57, %9% =115 323, ~xgo] 3y Algko] Aoj Aol ufe} F4
H 2B A7FolE bl A7 7F AAp Ay = Ale 5

[246]

[247] 12 WA 212 Azeo] ¥ A gl mpE Fe Al Fo] 7l o]

32 = 3+ (Depth profiles) 2 5442 A §F 2ol th,

[248] %12+ 2xdo] Y AlRbe)] & FEAFo] TE 2ol 23] YA XA
%] 4 (Grazing incidence X-ray diffraction, GIXRD) “L 3 & = A| g+ A o]},

[249] %125 Fxshd, 35 Zolof uhe}, 384 Z0] CsPbls g, CsPbl,sBryas, CsPbl
250B 005, CSPbI, »5B1( 75 ‘;’-l CsPbl,poBr, =, 1 ‘;’-l Bl‘gl }_/‘j O] %ﬂ‘ﬂ 01 , 7rl°]
Wweko 7 24 HAALE 2= Ae o 4 9tk

[250]

(2511 E 13253 FoF Aol RS A A D] Al RS e] 2
AAL XA 3l d ael 25 EA g Zlo]a, & 143 103 B8 AX o] IR S
AP (AA o] 28k 13 0] 31, & 155 153 T =32 go] ZH S XIS (AA] o
3)%k T ol 51, 5t 162 20% FOF 2 o] FE-S (A Ao 4)5
“1Ef o)t

[252] % 13 WA & 162 37238, (200) CsPbL 9] (200) 3] =1 9] %] 3= 28.69°0] a1,
CsPbLLBre] (200) I = 9] *]5= 29.55°0| o, 223 QI A}Zbo] F7hghel] whe (200)
A A7 AR A o2 Uk = S E S dTh

[253] =, 223 4Azbel] o g vkl (200) ] = X7 ;X1 2 ' o] F(gradual
shift)¥] = Z1 &= Hof, CsPbl; A4 &4 -& CsPbL,Br 7} Aol A~ #o] ¥ &
ghol] whe}, CsPbls Bro] P4 =& 31& &+ ot

[254] W3 32 do] ¥ A[gko] Frbghe] whet 0.1° 23 YARE ZE= (200) ¥ A

1217}l $ o] ¥ 9132, o] & B3], CsPbl, Br, 2l 1 5-2-0] CsPbl, Br, o] 4Heh
T 2R A3 FohEE A2 4 S Ao,
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[255]
[256] %= 17% 2=z glo] g A7kl whE FEAF] (200) 3 =L 91| 9] Zl o]

T1 o) a1, I 182 Br/Pb 24 Bl (y) 9} (200) I =L 91 A (x)
4 H A} 3t SALSE TE ol I 193 A glo] FE] ARk mhE

= T
P Zo] 24 7l o] 2 3} (Compositional depth profiles)S- A &

e Eolch,
257 Br/Pb A H](y)Sh (200) ] 2L 91X (x) Abol o] Abgk wAIE 3H7] 4 12 BAE
= )k,

[258] [ 1]

[259]  y=0.83x+28.071

[260] S 17T HA 2195 F |Zto] S} o whe} CsPblL, 2
Aol Z7hxl o], 252 4 Fol 10] T3 CsPbly,Bro] F4d 5=

>

ECEEE DIE
_]

<
ARSI e g
[261] ol wl, 152 &<k 2~z ¢ o] XY (A A 3)=™H, CsPbl; Br, o] A7 3£ - CsPbl
ool Y= AS < 4
[262]
[263] 5202 23z go] ' Al 7be| whE 3FEA] Z o] A2} W= 7 (electronic
bandgap, Eg)2] Zlo] Z & ulls mA[gF 1L olal, k212 A3 o] 5Y
Al kel uh & Fe A == o] FH 4 A & d(conduction band minimum, CBM) 2 | tf

7+ A A}l (valence band maximum, VBM) 2] Z} o] 3Z 2 3} Q- & A] 3t “18f 3 o]t}
[264] 202 X218 HFehH, Ax o] ZE Al 7ko] 530 A 2012 FVFE 9
e} Gt Ao} o] Tt = S E 3

265] WO FAM O FHTEn AR Ao E shhE S 19] ]
Pobd 5% W lo] FOl S/ Har, AN E vl oA 7k Fol 5 Ko,

wat o] Sobel Al 4 gl

6] ThETRA R, 2 do] 8 Alzbe] Z7kEtel upeh, 19] F ol WebA A oA E
Wl o <] ] 7k 1) W o] Fol 53t g, 19l gHakol Bl Aol
et H 2 H Aol E A ol A A E AR Aol o FA FeEl vt
Jojup 2 kg =g o] ghold 4= gt}

[267]

[268] 522 WA 532+ E o] AAofo] whE v 2 E AT ol E FA Axpe] A
)& (Device performance) 541 -& = A ¢ 18] 2 o] T},

[269] 522+ 15% Gt 2Z o] IS XA ¢ 3kl AlxH FEAEATES
gehstE B o] Ao mpE w2 H 7ol E FH 4R
FAPAAL W] 7 ol u] X & EA|gF Alo] T

[270] T 0E Fzabul Bouky o] A A o) uhE ¥ 28 AFlo) E A
2= ZHFTO/bI-TiO,/graded CsPbl;,Br/PTAA/Au)7F 2+ A ¥ A2 <o 4= At}

[271]
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[272] %232 24 el Al oo nhE v RHE AT o B G Axbe] Fa
= o A A

[273]

[274]
[275]

[276]

[277]

[278]

[279]

2~ 3] E 2l (Absorption spectra)S =] $F TE| o] 31, & 24 9
223 E f(EQE spectra)& 52A[E TR 32 ol H, 52 253= 7R S (Voc)& SA &
Tefszolar, & 26 e S (Jse)E AR Tef ol 5272
FARJNAFRE A G L8] Fol a1, ¥ 288 oA A3 E&(PCE)S %A G
“1ef ot

$12 g o] A o] whE v 2 H sTbel E B axte] A4 R e
e A E ol

1]

E
=

J
i

;g kil 1.20 15.55 78.39 14.63
A0 Best  [Eonuard
706/1.75 =
1 A 0.556 (Reverse) 1.20 15.62 79.06 14.82
5s 30 4= ‘
] 1.17x0.02 14.96+0.77 |74.75+3.28 |13.15%1.15
(30 samples)
g
1.17 17.32 78.88 15.98
a0 Best  [-Eouard)
725/1.72 -
1 g A 0.550 (Reverse) 1.17 17.39 79.95 16.27
s 30 ¥E
1.14x0.02 16.51:0.71 |75.84+2.71 |[14.333+1.13
(30 samples)
qEE
1.15 18.03 79.32 16.45
A1 A0j) Best MF&';%
742/1.67 n
‘ : A 0.521 (Reverse) 1.15 18.08 80.85 16.81
$ 30 4uZ
1.11x0.03 17.24+0.56 |76.58+2.67 [14.63+1.07
(30 samples)
X
Fg ki 1.10 18.42 76.10 15.42
747/1.66 R g .
4 A 0.560 (Reverse 110 1857 77.87 15.91
20 3088 1.05+0.03 17.62+0.58 [ 73.63+2.73 [13.71+1.12
(30 samples) 0520, 62+0, .63+2. NAESN

L2238 &, CsPbl, A T-A] Ao A~z o] ] A[gto] F7h3tel whet
17} F-8F CsPbl, Br, 7F B4 H o] &= 3po] A A o] F(red-shifted) = A&
o]
AR

wtebd Azl A7) 7 AAA B 7] dEoll, S shdol A3 Aabel Ao

ol&sHA & 5= At

olN
L
L)
e
P
o
2
B
pacs
v
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280]  EE, FA A= 15% St 2o w9 AAFAS u o) Zhe 2,

[281]
[282]

[283]

[284]
[285]

[286]

[287]

[288]

[289]

[290]

[291]

[292]

=
©
KU
o,
o

(A ]
H 2 H 7o)l E
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rlr
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o

=] ]—7
332 -
LAl g ol n|
Ty, & 355 F 7] WAl(early stage; 03 WY
¢Hd 3} ¥l = =2 (Stabilized power output)S EA| $F 12 o] AL, & 36>
1

M3l A e MqH ZEo A2 U AN Y719 1-8]9F 2 (1-sun
=1

33 YA

—_

illumination) akoll A 4713t ¥} 3 & <44 Al ¥l (Long-term light-soaking
stability test) 235 Z A3 18 Lol I 372 10004] 7] oFg Al Alg] Fote]
FAF-AG A S ©A S 1 ol
Boakrd o] A Al oo upE |2 H AT 0| E FA LA}
Aste] & 333 ol 8X14ecm22] i & H| & H A7} 0|
A 8k o,
L339 A BE2 AE AZHE 709 AH AR S ¥ o gl
%345 FzebH, A 7.64VE YERY L, A
e, A1 2= 13.82% 2 YEFE AL < 5= 2l
35 WA 22378 Fxekd, -8 oF 218 Stoll A A
H 2B 7P| E Fd Aol AH BEE PgstE A9 9 & e A
AEAQL F F slell A A7l kA S 2= AE & 5 AT
ESH B g o] A oo whE H 2 H ~Tlo] E F7 4}
NUIA A3 TR 1254% 7 7] @A 9] H 28 A9l0|E 3
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787 1] Al A= ol ARFEFE A sk 9,
A7) AR5 2ol 223 2 o] ¥ (orthogonal spray coating) 2. &

& 3oL,
A7) Hl 2B agtol B e S Eeehs $RFe, 3]
QEEEFAN 37 AAsEE oz Zo| o r 24

[% 73} 2] A 18kel] Aoy A,

7] H 2B skl E HHE S B 4BAFL A
BB rEToA 47 AGE T oz o o A& A or Y
Sz A QAR AL B0 s s 2 H kol E A Aaxtel
GER

(R3] Al gl A,

ES E3shE 4B TS Uil Ao = shy
Y= AL E o 3t g2 H Avlo|E 23]

-

[% T3} 4] A 18kel] Aoy A,
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