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Abstract

In the first part of this thesis, We synthesize TiO2 nanoparticles and fabricate
low-temperature Perovskite solar cells in conventional structure using drop-casting
solution process. Device performance was sequentially improved by several testing,
including concentration, layer number, spin rate and the annealing temperature of
TiO2 nanoparticles which serve as electron transporting layer (ETL) in perovskite
solar cell. Annealing temperature and spin rate of Perovskite layer are also discussed
in this part by analyzing the Scanning electron microscopy(SEM) figure of Perovskite
of different temperature and measuring thickness of Perovskite at different spin rates,
respectively. It proves that the drop-casting process, a fast and simple process, is
beneficial for complete crystallization of Perovskite . We also discuss the difference
between low-temp.(<150°C) TiO2 process and high-temp.( 550°C) sintering TiO2 by
using AFM to measure the morphology of different TiO2 film and discussing its
impact on the device performance. Finally the power conversion efficiency of the
low-temperature Perovskite solar cells in this study has reached 13.42%, with a fill
factor (F.F) of 66.45%.

In the second part, we fabricated perovskite solar cell on flexible substrate. We
found out that with the increase of TiO2 layer, the coverage of TiO2 increases, which
is proved by AFM figure of different layer TiO2. Our best cell with tri-layer TiO2 has
reached a power conversion efficiency of 6.67% . We also tested the bending stability
of our flexible devices. After 500 bending cycles with radius of curvature set at
2.5mm, 91% of the original efficiency has remained. In order order to increase the
conductivity of ITO on PEN substrate, we use Pedot between ITO and TiO2 and

discuss the effect of Pedot.
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(2) Exciton diffusion
(1) Photoexcitation and Exciton dissociation (3)Charge transport
exciton formation and collection
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$-3% FHREIHE
21 REHEREBAER

211 §FFE2H

B 2.1 % 5 * = 4[22]

4ot B A AP AgARY fri r enE 2 (W 2.1) 0 A% 5 Vigor Scilab
Double Station Glovebox> £ % 4§ 1+ -]» 2 240cm (L) X 75cm (W) X 90cm (H) »
L 24 z¥3 3 B- % - ] antechamber > fc » F 5k B & F pF 0 LR

P EEEERF ORI R PR AIF R S F B -

B¢ L RHIFECOR S FRE IR ok~ F ERZMAY 0.5ppn £ 2 R
KB AVREE BT PR R F 2 F oM IR vk F (Ee gttt

G CHitr E kG BRI FRL L H AR BARY -

212 +*HLEREEREE

AR e ATt gk 1B P B 2 Newton Solar Simulators » 4o ] 2.2 »
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# % hrs X BAE KL 1000W/m? > ¥ AMLS SR8 > H X pE kg 4eT B 2.3
DTSR oo T * W ,;\‘.fragﬂ?r V2 TS oh ALV S R - -l SV B S - -

)iri”fii ) k*{:_ﬁ Jbgﬁ}i o%’*"t

I
Kl
\ N
|lo
=
It
>_L
3
&
=3
Exe
A_
X
=
IR
gt
<
lﬂ&
W
3

Kap B oo k2R

ZENITH

5

AM 20

AM 0

AM 1.0

EARTH

A\\\\

B 2.2 * Ha BRI E [23]

Black Body Fadiation at 000K

Speciral Tntensity W om | Jm)
=
I

| — T T L — T —
0 020406 0810121416 1820
Wavelength {Jmm)

B 2.3 AMO £ AMIL.5 2+ 5 R 47 3 @) [24]

213 #E% 5 R E£iR &K Alpha-step Profilometer

-~

EWERERRLE M A AN FEFRET L2 KT REDL 0 B
BRgi st o R ILERHR £ B R B R R I AR 2 TSR P B ek
ﬁ#ﬁsﬁ%“’%?H@%ﬁ%ﬁﬁﬁ%&’&ﬂAPHW%ﬁwﬁﬁiaﬁ
Ao REAR R o
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Scan Direction —_—

~f}—[Damage can
QO W lth steps
hl gher than this
limit

Bevel Height

%

B 2.4 Fk R R R([25] &1 17 R IZ[26]
2.1.4 X-k 5 % %54 % (XRD)

X-k 3 & ¥4+ % (XRD) 2 % % X-ray powder diffraction » # % r2 45 p| = &
ek b b o A B RIZE AN F ki FRF o SER F LR
et o TR PEIRTE SRR R R AT ERIS Y B PR R ) o

FRHFEDHLRT P AFEFTDERT NG KRB R UL F i
PRI R S5 R ot ok S R NPT g FRlP R G TR
frd

ﬁn—

I
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Bl 2.5 XRD 2 % B * g[27]

22 REHKEAS

221 4FRRF 1 F - A2 PP F - #-PEN %4 (ITO-PEN)

A w EINE H 4FRF F - 33 A F (ITO-glass) ~ {4 L 304 B & * 4F)
4% 1 -PEN A1 (ITO-PEN) 2 T RiR-4FpF 5 i £ p o s B 2 Wivd
e IeT TRRME B g i T8 5 T T 86% 0 Ak B
= A % - PEN(Polyethylene naphthalate)fic 1+ fA 45 P _ A 7 Held ~ 2 ¥ (f & #

ch— f8 A R Ap RO F - f8 ¥ L ehiic |2 35 45 PET(Polyethylene terephthalate)

PEN R Ieff 3 § chiF i »

To s
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] 2.6 PEN 4 5 4 F[28]
2.2.2 Spiro-OMeTAD (Spiro)

Spiro-OMeTAD(2,2',7,7'-tetrakis(N,N-di-p-methoxy-phenylamine)-9,9'-spir
obifluoren)&_p # A4F & * B w i ® o E¥ * Fla- ARk @3&%]%; Hi o &
H4e T B 47 n o Spiro-OMeTAD 4 ¥ ch @ jF @ E 5 5 2 % » - & § S5
Li-bis(trifluoromethanesulfonyl) imide (Li-TFSI)fr tert-butylpyridine (TBP)r & 3
Tk eig 5o gt b5 Spiro-OMeTAD » F — & B4 i & & B menip $£ 5 F

Fr 52 Li-TFSI 7 % svip K F @ S 4045 & ke pe s o

OCH; OCH;,
Spiro-OMeTAD

®] 2.7 Spiro-OMeTAD 1 § ‘2 H 8 [30]

2.2.3 Methylammonium lead tri-iodide (MAPbI3)

MAPD; B & Bk~ ® 97 % il gragh i b o AP -GS A3 5 2 822 &
- BRI kL S BRIR 0 F BA AR Q)T o B - 0 S LT ke
it % (MAI, Methylammonium iodide) > 5 P & ¢ cnHfE3pk > 7 A it 5 ait

B35V 5 CH:NHsl > % = fa% 554~ 5 & i 45(Pbly,lead iodide) » & I5 & # %% o

A * enig g AP S - 7 K7 FEEsR(DMF, Dimethylformamide) » & = ) %
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PbL+MAI>MAPDI; -3¢ (2.1)
224 = ¥ i 45(TiOy)
*%%*ﬂ“:k“ﬁﬁ§?4@ﬁ%’—&:iﬂﬁgéﬁﬁﬁﬁ%%
(sol-gel) il & » 4% 515 L 0 450°C 10+ BB EE S o KK h B H 1518 -
F f* 4% 2 ¥ 3g#(TiO2 nanoparticle)s & & » % M LB AR T 150C LT o

225 1 T

AawE A £An)FL P TR BEAEEDS 2 AP LG NG

BB o £1t5  T1ET AAERM A B F B
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S AeT LB e

-20 -

doi:10.6342/NTU201802388



||||{-.||||‘-.||||‘-.||||‘-.||||

Bl 29 $ii AP 2 e~ B TH F %R A2T & B

ERB BN TAFRED S oW a2ty S0 3 2R L2 EH
LR L AR 4 7 A LA - FEE SR C PR S il - RS
WA R R R A RHRRI R G S PR R A A L H Y - BT
TSR GLF A PbL) 2 FL 4G A EREE N T - B SRSF(MAD @
2 AT 0 L F B R

ERES A RS B E TSN EE E VA ST Y A
IOV R R Gt N a A AR RO AN T E B A B A T o B AP

B 4T 45T Je ML 0 VRS [33] ¢
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231 ITORBEAFLZ ITO KA é’n'ii-i;‘r:ki" b 3

F % FHNITO g3 £ ¢ 5y 24 % A2 33 < ] 5 2cmX2cm »
H e ITO B 52 02cmX2cm =3 @ 4@ B > ot ITO eh ¥ I+ § 2
5Q/sq~7Q/sq ° ITO-PEN #1458 &6 ;8 eho i A4 en ITO 5 R+ 4 5
10Q/sq = +

3 ﬁiw;g?;rs.;p{; v ]v},ﬁ EARSIWI K -AM T RA At VI B fAg
FA R R F - BHIMRER 1015 S8 R R GR -

BRSO NP ARY AR ERF R AF AR L 1% UV-Ozone
RFFAFE 25 > ERABLOHFEF 02 1524 - AFRLLRELER

$7 UV-Ozone #afh i ind o F 3% o

232 @RBHNR

T+ @ﬁl £ TiO:
1.TiO nanoparticle ;3 % Gl &% /4240 :
b BT ARBE 0.8 4 o 4 i 4x(Titanium tetrachloride) » I - JF -

FEBRAr32F A gk fpY > TREANC R O FES 0 U g

B p ISR A S e w § ARG MR R AR S 20 448

~

PR R REREFR S 0 HF 4 r 16 F 2 ¥ 7 R (Benzyl Alcohol) © #-% jk 2
B2 00°C e 19 ) B S BUERRERLEM K & c BRRMI R

s ,T.%? ™4~ T EEGE TiOz nanoparticle 47 2 0 £ 3% i 4w #8502 5000 ## caE R
B 2 44 R TIO TP 8 L i a3 ¥ £ * ¢ pfre pRiRITR S ¢
R A BRI E EA A S B EA P RRT kR BT S B
R AT RRfek o P @B Gant bl 1l e

fie @ 4% ¢ TiO; nanoparticle |2 7 f engl i 23 % & 4 ITO 24+ > & A 4e
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Fgp F20150°0C 13N 104480 IIVEHEE 10428 FRFLHEDEG -

2.TiO2 Sol-gel & F WAL R A2 4T ¢

hE 24P #3369 Lere BB % F it 4% (Titanium isopropoxide, TTIP) & & /3
> 2.53ml e fR e oo FRES Rk § THR5T785 L en37% e ~ 2.53ml e fig e
RISEN L HOBRFERME » B Bh BB e BA %Y it @ o
B EATE fte FURE 12 60°C ~ 500 it o B 7 o

38 UV-Ozone AZLi {5 e FTO A4 3 & i % ¢ TiOs» 215 11 60 4) f3
frenggid T 0 A FTO A4rt % 5 TiOre REEH#AEE X FEFERE M 550°C

IR EEF 3040 A48 FABEREIZELEN TR H o

o % i% Perovskite

It AL K e Perovskite i3 fie B

12 200mg =7 MAI 4+ 578mg e Pbly > 73 » 1Iml snDMF 2. ¢ > & 4c s b
12 60°C ~ 500rpm i & 444 12 /) PF o

L ALgH Y 2 PR Perovskite #-i# % &y (drop-casting) e 54 2 3 [34] & £
E45¢ B G F + Perovskite i3 5% 8 0 12 5000rpm ~ 30 £y (TR R H o0 B
AT A EF £ 200 11 9 CB 24 Perovskite -1k & & > &8 @ 2
URTEA B ) 45T [ Ao o AR 000C TN gL Ak kA LB

o i % Spiro

Spiro % i e W

#-80mg 1 Spiro-OMeTAD f » Iml e F2 7 > & 4e » 285 1 e 4-ix ™
& v e (TBP, 4-tert-Butylpyridine)fv 17.5 1 4283 % 18 > & 34 dp + 2
500rpm #F 5 1 -] P 384 E AR F A e B o SRR P # 40T 0 L #-520mg

£142 % (Lithium bis(trifluoromethylsulphonyl)imide,LiTFSI) ;3 » Iml 2 3% ¢ > §
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4o £E 2 S00rpm #AEG 1 o) BE o
Perovskite & i3 v & > 2\ i K-fe @ 4% e Spiro &+ 2 45 ¢ 12 3000rpm ~ 30 #;
R G B > RS EHE PN #FE 20 ] P24 o) PF 0 3R Spiro &

EEEI

7 S

Boid— B BAE O BB > AFENIFER TR S 0T
AP LT ALED ITO AFERA) > EX L ZEERE EREER
% 80nm TR ITO L2 » LA TAPE S5 40 495 0082

AR

233 £

Ak Al A ie# Keithley 2400(F Bl 2.10)17 % < B £ RHHRE o 4~

o5 g & R R R (5 0 @IV W REFf s T A

Bl 2.10 Keithley 2400
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F2F HWEEHEFBIHBRLTH

31 %3 ®EA TiO2 2 B

"ELEFBR LA FRI S F 5 A LT T e 42E20% 2 ¢

* P HR & B R ERA50C~550C)h THO, 1T S RS @A o
FRBEL T AER T AP AN A L EiE T A
TiO2 nanoparticle ;8 @43~ Z 3 8

4T Bl AT

Spiro-OMeTAD

Perovskite
TiO, nanoparticle

ITO

W 3.1 40g5dh s HBil T ~ i B HEW

F o R TiO2 & 1 2 A & K Perovskite 2. fF ¢ § fAF 7k TEaF s o 8 B
O U

7 eppEiE > A - 45 ¢ 02 short circuit(SC) ] open circuit (OC)e7

fz L ¥ F EXd open circuit (OC)F) short circuit(SC)e~ = & R £ F ¥
B g € % chOC-SC ek 471t 42 SC-OC ch ¥ > P &g 3 { Fomes > 1 &

FPRP T SRS T LT T

3

FF i Voc + ¢ 3 MEAZE > a5
»e B4 Lk ch FB-SC ehF 4% 5 B [35] MM 4045 < it 7 % el o
R F - BT a R FEA R R 4 64 e

I EA Rt S 5 3
BT

i fi (interfacial trap state) ~ 2§ &4+ FA #r5ldzch o @ e T » &

EACRE R S S (L gt ¥ o e

%

B R B RS §FBE
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12 OC-SC ek 4 5 % o TR 3233 5 AhE®>

CEFa]V SRR R e
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a0 -
& OC mp SC
E mf =
A2
<L
E
= wf
o
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<
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5
L] -10 -
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B 32 &E45FH B s F#HF VY AT R
2':' T T T L] T
0 F .
&
E
S o
o
E
= -0 F T
b SC mp OC
=
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o
=
2 .ao | -
40 f P PP T
02 00 0.2 04 06 08 1.0 12
Voltage(V)

Bl 33 45457 1

e % B e TiO: ER
AP E L g4 TIO2 T

a—L@ﬁﬂ;ﬁ

;bi{,‘/gﬁﬁj-\/@'%’lfriﬁ

# W1 * TiOz nanoparticle & > ]}t

it AR 4

SNk R R 0 BB E 7 FE A o TiO2
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B o ded 3.1 cB 3.4 A1 o R tRanigid T s F TIO2 ek & € 20mg/ml 3

v 40mg/ml > F1 5 TiO2 B+ 2 > A e R it B e o &

Bl ke e X hpTORE @ (B g T E ok B K 20mg/ml"E X 3 10mg/ml

PFood 3 TIO2 3 R @R @+ 4

]

oo Tt > A TIO2 kA& 3 20mg/ml T ¥ 02 8 ] B AF e o

BREFTYH a @ XM ILTIE VFET

Concentration Voc Jsc FF PCE Rs Rsh
(V) (mA/cm?) (%) (%) (Q-cm?)  (Q-cm?)
(mg/ml)
10 0.99 18.10 59.56 10.65 8.15 498.1
20 1.01 18.53 65.22 12.21 8.10 704.7
30 0.99 16.84 65.39 10.93 10.6 500.0
40 0.96 14.25 64.61 8.85 11.3 776.8
% 3.1TiO2 # kR 2 ~ i $4c
20 1 1 1 1
15 |
I —— 10mg/ml
10k —— 20mg/ml
:N‘ — 30mg/ml
g 5| —— 40mg/ml|
<
£
>
.“(%'
5 or ]
Q
s 10 -
£ i
O -15F i
———t————
20 | i
25 . 1 1 1 1 1
-0.2 0.0 0.2 0.4 0.6 0.8 1.0 1.2
Voltage(V)

Bl 34TiO2 7 kR 2 ~ & J-V ¥ R
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% FenTiO2 & #&

d a5 FFEAR 20mg/ml SR T > A2 G BAF R T o AP R F
20mg/ml 51 TiO2 i3 i% » 33 H & fr 5 & TiO2 eh= i & MHF3; ¥ TiO2 & %k
S 4e > AR BT LR AR > KR URe kT > ¥ oy E_TIO2 & ¥ ng
PR s R T IRA L KRR AP IF N TIO2 K#s 1 K E o A

P BAdF o kT e E T P iE 13.42% o

TiO2 layer Voc Jsc FF PCE Rs Rsh
V) (mA/cm?) (%) (%) (Q2-cm?) (2-cm?)
number
1 1.012 19.96 66.45 13.42 9.42 500.0
2 1.014 18.73 66.34 12.60 13.58 285.7
3 1.010 16.85 65.09 11.07 17.72 333.3

%4 32TiO2 7 F & fcz. ~ i %k

00—

15 F —— 3 Layers
[ — 2 Layers

10 — 1 Layer

-10 -

Current Density (mA/cm”2)

-20 -

.25 . . ] . ] . ] . ] . ] .
-0.2 0.0 0.2 0.4 0.6 0.8 1.0 1.2

Voltage (V)

B 35TiO2 7 F & ficz. ~ i J-V & &
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e % e TiO: #& i
t TiO2 7 Ie & Hce@ & ¥ 48 I TIO2 en 5 R AR S » & B aaF 4R L o Fpt o

AP ARk RT o 2 TIO2 cnfiid TR EF HIT A EaF o B &
4o D AR IR % 2000 3 4000 & o & a0k TR TS A W7 4 0 K 4R A
0.1% > g + = 3 5000 #p5 > ‘BT T
Ti0?2 spin Voc Jsc FF PCE Rs Rsh
V) (mA/cm?) (%) (%) (Q-cm?) (- cm?)
rate (rpm)
2000rpm 0.992 16.84 65.39 10.93 10.36 968.07
3000rpm 0.969 17.25 66.16 11.06 7.56 2205.41
4000rpm 0.971 17.32 65.36 10.99 8.76 785.85
5000rpm 0.958 15.44 64.28 9.51 11.86 286.04
% 33TiO2 7 Fe ##:¢ 2. ~ i+ 4 ¥k
20 . -—
15 —— TiO2 2000rpm ]
[ — TiO2 3000rpm
10 I —— TiO2 4000rpm 7

Current Density (mA/cm”2)

— TiO2 5000rpm

.25 . . 1 . 1 . 1 . 1 . 1

-0.2 0.0 0.2 0.4 0.6 0.8 1.0
Voltage (V)

B 3.6TiO2 % i 2. =~ & J-V & &
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e % ¥ VR
APREFATIRCIVEREAELIOPE > &~ w2 90C ~ 150C -
1I80CH T B3N 10448 KFHEEY APBIRI BRIV IR~

EY

P e B > AP ELE T i e %) E_TiO2 nanoparticle ffie %18 & 5153

O AR R Y 9 18 TiO2 nanoparticle 353 & # A ITO b & %2 Tt {8 4 enfs

WLYERT A PBA L g o

Annealing Voc Jsc FF PCE Rs Rsh

temperature ") (mA/cnr’) (%) (%) (Q-cm’) (- cm?)
9 T 0.983 18.00 64.97 11.50 10.67 1557.02
150 T 0.993 17.76 67.75 11.95 12.23 751.43
180 T 0.985 18.23 64.21 11.53 11.44 161.92

% 34TiO2 7 3 Vg R 2 ~ i %8k

20 N N 1 N 1 N 1 N 1 N 1

15 | -
I —— 90 degrees
10 | — 150 degrees

—— 180 degrees

Current Density (mA/cm”2)

.05 . . 1 . 1 . 1 . 1 . 1 .
-0.2 0.0 0.2 0.4 0.6 0.8 1.0 1.2

Voltage (V)

B 3.7TiO2 2 i@ VERZ A~ ]J-Vd R
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3.2 Perovskite & 2 i i
Perovskite 2 4F 45 ~ B ac T4 ¥ EAp % Maken- Ko = R AT4c el -

SRR AAE TR E S R A RE T S BT R AL K TS

! Perovskite & crg & 5 & K& & 2 o T A gH 4 Perovskite & #EiE

(BITVERS BRFRAY o
A2 @ F Boig B 5 (Drop-casting) W A2 - B A > AP A AL G F L
Perovskite i3 i > B s i 2 8 2 F 68 fj {8 0 2 HF T 5 - B A

CB(Chlorobenzene) » jF » P& F & ¥ F ~ 2 & ¢ w7 jF » » J* B& Perovskite ¥t

% DMF 3 f2 & € i ™ "8 T Pl & fofk f& 0 8@ R Perovskite i L %

F] DMF iU zg 388 > iF =0 P B 5 2 irame %k o

Bl 3.8 PiE B0 WARY - AL A2 R B][34]

HipAT o AR AERLERLEARY 0 Z P E AR B F

6~8 # 4 i » CB R 7] : ok % i Perovskite shiAz? » ¥ A 5 = Bk

n

fu

- FFEC 5 %+ Perovskite /3 ik I B 40 & {5 e 1~4 5> d 3% % + Perovskite 5

AR AG g F SRR AR DM BBk > g )

2+ iE

AN

i1 Perovskite ;3 7% € AL ™ H- > N BIR A BIFEFT % - B3 H(CB) 0 B2 R

Perovskite 73 #-i# & f o 2 &7 % ¥ BLET| Perovskite # o 4p § ek o = ol
7 iE o & FFEC G % ¢ Perovskite i3 R I B A (L ch 6~8 §) 0 s BPEIE i
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SRR R e A BB 457 = Perovskite %4y 0 B iz BIFEF T CBF
i¢ 17 Perovskite #13% DMF &3 f3 R ik "2 i< » 7 & DMF & P 488 @ iE 7
Perovskite P-if i f etk o K F Y FRBI S L A kF o B R
Perovskite /% i 3 B 4% 48 {5 e 10 ) 2 18 > iz I PF iF Perovskite % fs @ = kA= >
F Ly PEF T CB Y ¢ i = Perovskite = e ki o

& * Drop-Casting £-i# & & B #2.2_ 4T 45 T o JTHR 2 Bl 4o ™ B 971 > B P #7i¢ #

g Pl ¥ Perovskite 5 & 5 325nm -

Absorbance

T T T T T T T T T 1
300 400 500 600 700 800
Wavelength(nm)

Bl 3.9 Hoid & Jo WARAT 45 T O 3 R
e % [r i3 Perovskite & & i#

Perovskite 2 #+ & £ A 2 ¢ ok » A A DERLAEE 0 R X E
AR R BERTINRR T €T E 0 EREET KON T iR R
gfét,\,;i'—? ft,_f@:‘m@?@ﬁ&_‘%l_}.ﬂ ,%E%@?Kgié%fiéiiﬁ:—rugo_ﬁkgj

TA AT S B T 0w e },?Je ¥ > 4 # & Perovskite B 3t 300nm~400nm ¢

BAFamrF A N E_ A AR H T P NP A% Perovskite 7 o i TP
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Perovskite =7 b & B T #r® v chx it > L& 4T B 3.10 2 £ 3.5 “F o

Perovskite Voc Jsc FF PCE Rs Rsh
. ) (mA/cm’) (%) (%) (Q-cm?)  (2-cm’)
Spin rate
1000 rpm 0.56 16.93 32.78 3.13 23.08 90.7
3000 rpm 1.02 18.84 54.46 10.42 15.58 2598
5000 rpm 0.98 18.23 65.57 11.74 10.87 1404
7000 rpm 1.00 19.04 60.01 11.43 9.65 1034
% 3.5 Perovskite # F #:# 2. < % 4 ¥k
20 1 1 1 1 1
15rF —— Per 1000 rpm
—— Per 3000 rpm
< or — Per 5000 rpm
fg [ — Per 7000 rpm
S 5r
< L
£
2
2 I
5 St
) I
S a0}
5
O 15}
—
20 F -
o5 1 1 1 1 1
-0.2 0.0 0.2 0.4 0.6 0.8 1.0 1.2
Voltage (V)

B 3.10 Perovskite # F d#:f 2 ~ i J-V &

¥ 4 IR = % 4 Perovskite & 5000 3 cHpF iE i P BodF ek 11.74% 0 H ¢

T

ABST G EBEIE o

AR 8]0 1000 # 4p i 3000 $8~7000 4 e~ i 5 P A £ > 1000 #& e 2

% 1000 # crpF iz > &8 R Perovskite erinid i - & % llfe X £ 7 § %4
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oo e PR ELRJI*?'F‘] hA & $ 72 5000 # < Perovskite 7Rk ki

%1000 #& e Perovskite % & 7 P! B eiio ¢ Rfkfow 4 2 T dk g % 4 Perovskite

ﬂ\YZ

TAEETERTE AR IVFE S Y S ok B 311 ¢ F g 4 1000 &

I

7 Perovskite = %27 5000 & = % B oo i5e WP 7 1000 g e 2 A RIRIT T

FE e 5] o

B 3.11 ik & 5% ® A% Perovskite 1000 #& = #-( )% 5000 #& e %5+ )

gLk o B FHEE "F X > Perovskite & iRBr 5 o sk RS T R TR G
AL TR AP E R FigiE T Perovskite & A R 0 Ao 3.4 4955 0 1000 $#
ﬁ%@ﬂﬁﬁﬁ&%g@ﬁ%%@’ﬂtﬁéﬁm’%wiﬂ?u%mJWOﬁ
107000 # 95 Ap £ Tlnm > 5% £ B 7 %4+ & A 3000 #fe 5000 #

AZFE# S > ERAp AL 117nm -

1000 -
3000 523
5000 406
7000 335
% 3.6 7 i Perovskite 2. = 5 B
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f - A AR AR G N AP &R Y

Drop-casting #-i# & %H WAz > TF {22 Fi A T2 Fok angd > J

ke s AP S BF T § B CB i

B A e M dok T
Y

e
F_k

A SR FTRERG E 2 ﬁ} % % & CB - Perovskite #

AT A dopt— k> L E A G b Perovskite A, B S EFERF L FpL A oo

Perovskite = %= ¢ F]t FFR G dnpE o gt b > 28 FT CB apE s R

o TR LT R PRI L L f) 04 TR SRR LG0T Bk D

ARRER e FRE MG A D E R AR L > AR R AP AR R A

WA o

* % [ ¢ Perovskite & {819 Vi &

AL

12 Poik & 8 Drop-casting 97 ;X %4k % % % Perovskite & {5 » 2N 12 A R

BoH-L i TSR P Ao 10~20 A48 0 TR A R {8319 LR R ¥t Perovskite
A

e R T AV RIEE 70°C ~ 90°C ~ 110°C ~ 130°Ce féfs 13 NIRRT o

R 4o B 312 A1 0 Risi¥N 10 A4 fs 0 AP E RERF IR

Perovskite &7 Ip {513 ViR R T RS AR E iFH S 2 Lm LA K o AP RY
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me v

B 3.12 7 I {23 X & 2 Perovskite(d = I + 4 % 5 70°C ~90°C ~110°C -~

130°C)

"LEFSIVERD R > AP IR Voo & FF &8 '% > & 90°CPF » i 7] Voc

0.98V > Jsc 18.23mA/cm? » FF 65.57 » prpr~ i s 5 11.74% > 2 % B R %5

3 130°CRs - d ST IT LT MR o~ p BT L SR (F FF T E o Bl A e
IRl L I
Anneal Voc Jsc FF PCE Rs Rsh
temperature W) (mA/cm?) (%) (%) (Q-cm?) (- cm?)
70°C 0.98 18.04 65.60 11.59 8.73 7887
90°C 0.98 18.23 65.57 11.74 11.08 1404
110°C 0.97 18.30 59.67 10.54 11.87 1010
130°C 0.93 17.24 59.45 9.54 12.03 984

4% 3.7 Perovskite # Fr {6i9 VR 2 ~ it

9
Gl
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e |
20 F 4
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Voltage (V)

B] 3.13 Perovskite # {638 v z_ L it J-V & &

0B fE7 P (5313 VIR R Perovskite & e 8 0 A ipdEF 0 SEM L%
HEh#HER > TH3.14-B3. 158 3. 16 22 B 3. 172558V ER 5 T0
‘C ~90°C ~ 110°C ~ 130°C 2z Perovskite & SEM B -

FUFRSIIVERLZ T0CI90CH » 2 Hh R ZF L5 0 %hH
%pokdi] 0 Perovskite & 7 % F o F (SR VER AT 110CHe 130°CHF > %
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— 100nm NTU 7/23/2017
X 50,000 15.0kV SEI SEM WD 8.8mm 12:58:08

B 3.14 158 VR R 5 70°Cz Perovskite & SEM ]

— 100nm NTU 7/18/2017
15.0kV SEI SEM WD 9.0mm 17:46:27

B 3.15 8 Vg R 5 90°C2 Perovskite & SEM ]
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— 100nm NTU 7/23/2017
X 50,000 15.0kV SEI SEM WD 8.8mm 12:09:28

B 3.16 iV & 5 110°Cz Perovskite & SEM ]

— 100nm NTU 7/23/2017
X 50,000 15.0kV SEI SEM WD 8.8mm 11:22:04

B 3.17 {28 LV A& 5 130°Cz Perovskite & SEM ]

(kh-

ERFINRE S PED ~ %L R Perovskite & chf F *?Jé%'fr%%ﬁ% T A
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Hgfhdo T FRT s RA FIP e~ Bt - p BRI fox BT e n

PSR R 90°CE > EREM A B S 23 VER 90°CPFE 3 -

3.3 TiO2 nanoparticle %78 @Az 3 B2 {2 v &

- & AR RE 3T R W42 TiO2 nanoparticle &2 41 % 3 8 WAz ® & h

F_k

TiO2 =L B &4~ B e 5 s AR A-4c e w6 23.2 “77 > TIO2 %
K Mok 5 d spin coater %4 i & 0 % 15134 150°C o #-3 &[ 52 0 1% Sol-gel & &
WAaHEATO2RFLEERERE L S50CHEES -

PP A B AT eh A 2 e S8 0 TIO2 e AFM B ~ B R FE 0 TiO2

_+ Perovskite 77 SEM Bl it # °

R R R

A AP RS BEEAE Sl bs BEARSTIO AN 17 i

BBt s AP E ISR FRA R APT KT £ 38K 3.18

T

o F R AR TIOZ 3 TS A LT eha e d A 0 B B AL

BEBRTIIRA LR R BT R E DT RN FF v

/W “mln

A= B B A 2 TiO2 ki o

Tio?2 Voc Jsc FF PCE Rs Rsh
W) (mA/cm2) (%) (%) (Q-cm2) (Q2-cm2)
Low-T 1.012 19.96 66.45 13.42 9.42 500.0
High-T 0.987 22.71 68.2 15.28 6.6 750

% 3.8 TiO2 & if WAz iR WAz 2 ~ i+ S dc
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e Ti02 AFM B+ $&

Mg L ma Bz TIO2 (6 AFM B > 4o B 3.19 42 3.20 > 8 ®l4e
e £ I TIO2 de kB i > de kR 5 6.06nm > % 8 W42 TiO2 4 o e kb i
o BB KRGS 45.93nm 0 B2 R OR W AR TIO2 fedd R i ie o 2 R AL B
BRAe A ke > AP T gk FIE > FF W04 TIO2 i e kkand 5 &
@ A 4r TIO2 ¥ 4 & K Perovskite crdfm #f > B T+ { F A A B E I K 7t
bt 3X eha i fdc? o TIO2 B flAscha 2B T % AP AR TIO2 E
B Az ch i o

perbs AP AFM B Y T g B MOR WARATIOZ £ 6 vt A2 ® R WAR A TIO2
3RS 3tk > F]t Perovskite ¥ iy i BV F E BRI T LR OE SR FTF
S ITOAF & v ARk B R WAR TiO2 % & criF b > € L 1% $dc? ¥ BT
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Perovskite <77 SEM ] % i bt i !

-
X 40,000 5.0kV SEI SEM

100nm NTU 5/15/2016

WD 9.5mm 20:34:35

B 3.21 = &t 38 @42 TiO2 } 1 Perovskite % SEM R

—_—
X 50,000 15.0kV SEI SEM

100nm NTU 7/18/2017

WD 9.0mm 17:46:27

B 3.22 = & > i< @42 TiO2 + 1 Perovskite & SEM ]

i PR320 % 3227 gl Aan A/ 420 TiO2 + > Perovskite 1.5 f, 21 4p
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TERD LA pEF S 0 A 100~200nm = % 0 AT I E D EER S
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=
E

~F 1 g 5 F1* TiO2 nanoparticle ;% /% B ¥ MR 4T 45 F = B it 78 3 4 1Y
Bt 2t @ TiO2 ME WAz S TIO2 3 B fWAzh~ i Sl L & o7 it chR 5]
PR S @@?‘])é] TiO2 & ~ i #+ k& Perovskite & & {7 i o it TiO2 T +
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i# Perovskite #:% 5 5000 i - » %&{é”ﬂ@;@iﬁ& 5 480nm PF 5 i G A en
# 3. o 11 Drop-casting #-i# & & WAR® & Perovskite 2 & & > 7 $dH = 2 v
Poig Bl Az enif gl > &R TIO2 & - Perovskite & 15 » #4 i/ 1l 1% 0 5k § i 3 o
* 13.42%¢n 7 i

0P 3 % vt # TiO2 nanoparticle ™GF @ 4222 TiO2 14 Sol-gel % F W Az 14
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frd HFEBIBLTHERT VNHERAF

4.1 1 TiO2 nanoparticle i3 & & @ﬁ.’lﬁg

d N A - PR R X B R R 0 ot R enPEN & PET A4 > &t
FERLE I50C » F 54T~ B nr @WAwy »1id v 3 8885 TiO2 @4z
BR A A50C 0 FR A R A AR 0 AAE K o AP TIO2
nanoparticle B~ X 3 B EL W2 TIO2 » » # F H-F @R * i A ¢

EaTh L BT PR

4.1.1TiO2 % b & #

A AR TIO2 7 F & ¥ & ok chB B B % o7 4 4.1 0B 4.1

oo

ST 0 R SR BIRT 0 0 TIO2 e Bt A B F B A < R K B

Ao FEBTES FERS 0 APRG AL DR FELTIO2 hf E S %

TS o RR s FPL T S FF & BB B o

TiO2 layer Voc Jsc FF PCE Rs Rsh

wumber ) (mA/cm?) (%) (%) (Q-cm’)  (Q-cm?)

1 0.110 3.97 35.42 0.16 138.45 34.22
2 0.744 12.51 37.69 3.51 27.21 85.14
3 0.988 13.02 51.82 6.67 27.24 262.41
4 0.900 12.71 42.33 4.85 25.03 207.96

# 41TiO2 % & #cf 3o e 2 ~ % S
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NTU 7/21/2017
X 25,000 15.0kV SEI WD 9.7mm 16:28:48

Bl 42 g4 F TIO2 % &% 1 & 2 SEM Hl

WE—— 100nm NTU 7/21/2017
X 100,000 15.0kV SEI SEM WD 9.9mm 15:59:25

B 43 sl ¥ TiO2 % i+ 2 & 2 SEM Rl
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— 100nm NTU 7/21/2017
X 100,000 15.0kV SEI SEM WD 9.7mm 16:23:24

Bl 4.4 $cliid+ TIO2 % & 3 & 2 SEM ]

WE—— 100nm NTU 7/21/2017
X 100,000 15.0kV SEI SEM WD 9.7mm 16:06:46

B 45 i P TiO2 % i+ 4 & 2 SEM Rl
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APy A 2 TiO2 + e Perovskite & i SEM £ g0 T Bl 5 %
*+H B TiO2 t 1 Perovskite » ¥ 14 I Perovskite % & § F? & sk » 2% 04 )

£ 1] TIO2 % m Bk #28 > & Perovskite 3 & {2 fo = ol fi £ o

— 100nm NTU 7/18/2017
X 85,000 15.0kV SEI SEM WD 9.9mm 15:56:58

Bl 4.6 #ci+ A 4x TiO2 % % 1 & + Perovskite 2. SEM [l

42 AEPFRLRPFZ U Pedot H 4T THEREFTF

421 AW R TR PR
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TiO2 layer Voc Jsc FF PCE Rs Rsh
V) (mA/cm?) (%) (%) (Q-cm?)  (Q-cm’)
number
Initial 0.88 9.77 40.02 3.46 329 252.5
100 0.84 11.96 36.75 3.68 36.0 189.7
200 0.78 12.34 34.86 3.37 35.3 138.5
300 0.78 11.94 34.21 3.19 35.7 133.4
500 0.76 11.87 34.88 3.16 38.7 160.37
% 427 ¥ e 7 S
10 T T T T
initial
— 100 bending cycles
5 i

Current Density (mA/cm”"2)

-10

-15

-20

— 200 bending cycles
— 300 bending cycles
— 500 bending cycles

-0.2

0.

0 0.2

0.4
Voltage (V)

0.6

0.8

Bl4.7 7 b 80 ez = 2 -V o &

1.0 1.2

BRS¢ AN R E R ITO-PEN # 2 A F475ITO £ % € 7 P B R »

Bl 4.8 5 %8 MK T 3 7] ITO £4754 15 ITO 4

G BRI e B

FHERBERAF L ITO HenTIiE > adr8 2 % > goib i+ ITO ehy e

5 12Q/sq 0 M d F LT 25mm AT E 0 doT A o BRI EEBEE A 5 A
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ER N s A I S R S P AR LR

Sheet
initial 100
resistance((2/sq)
ITO/PEN 12.0 13.2
With Pedot 12.0 12.0

# 43 7 3T B i A 4F  ITO o Pedo?ITO * %

200 300
16.0 21.6
12.1 12.1

B 4.8 gttt zdE F ITO 2% 2 & 5 & s

422 11 Pedot 3+ T R ET ¥

At gt Pedot 7 P THAIT AR O BILAN R B TIO2 o~

B R A s 5.98mA/em? 0 & ITO & TiO2 2. FF & 7 I & % & — & Pedot

i BT IABRA LA APIPT R TS Pedoticd T ITO e R o 0

ot J-V b Y T L BTRR T & G § Pedoten A it o R BT M B A

TERENCEREFE P ARRL PR AP LR SR FE Pedot &
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TiO2 ese g 3 7 fieirig = o

Pedot Voc Jsc FF PCE Rs Rsh
spin rate ) (mA/cm?) (%) (%) (Q-cm?)  (2-cm?)
X 0.923 5.98 41.29 2.28 42.27 824.38
3000 rpm 0.926 11.70 27.33 2.96 344.19 308.94
1000 rpm 0.848 12.49 28.18 2.99 2922.22 227.39

# 44 2 ITO 4= TiO2 2 B % % % I 4 :1# Pedot 2. ~ i+ 43

< —

10 | — TiO2(w/o Pedot) -
— Pedot 3000rpm +TiO2
— Pedot 1000rpm +TiO2

Current Density (mA/cm”2)

-15 -

0.2 0.0 0.2 0.4 0.6 0.8 1.0 1.2
Voltage (V)

B 49 & ITO fr TiO2 2. & % i 7 I #&:# Pedot 2. = i* J-V & &
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