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SnO, FEGERT Z [E4f A T —Fh —84k4 (bis(cate-
cholato)diboron), 1 Jy—FA7 85 i S IRTSCHESR], AT
DMk i 2R, b E . Wang 45 1
SIAT H WO, Al SnO, E & )2 4 1 BUZ ETL,
IR, B RSB 1y obL RO B H AT Ok,
£ SnO, 585k 2 1 BE ZCHE 51 1AL ThT 422 fnk 7 THT
SAEAEIR . o T i — D4R S an vk fg, b=
B A IR ROR.

L MR (EDTA) & —MEENS 5 Mg2t,
Zn*t, Sn* 5 T B B A G R R AR 1) mT L
54 @ 8145 G AR T A S HRGE R
EDTA 5 ZnOR% 5§ SnO,2! §isRIAIR &, T HLR
GRS )Z, T RE s K BH g f .
HAGER EDTARY 5 EDTA RY4hE: (HHiz —
1, EDTA-Na) 2! FIfER AR, LR EGYK R
HL ML PERE. SRTNS T EDTA &4 2 0 0 N i
EREE DL R S RCR M RR A AT — 20 5

AW T —FZE A ETL, Wi #E
EDTA H[a] J2 R IR 75 W25 1 45 1Y SnO, JEAUZ
AWM. R R, @il M4 EDTA HiE) 28
B, AT LAYRT Bk mT e R DAk 14 r A Ui £
WA, B EHE PSCs HOGIRPERE.

2 SR
2.1 #RLER

LA EY (IT) (lead(I) iodide, PbI,, 99.99%).

F LR AL E (methylammonium bromide, MABT,
98%). H A L # (methylammonium chloride,
MACI, 98%), fllfk B )k (formamidinium iodide,
FAL 98%) LA J¢ 2-% 2 W S IR £ (2-phenyle-
thylamine hydroiodide, PEAI, 99.5%) M TCI 2
A . SnOy KW (BT 5380 15%) M Alfa
Aesar 23 A W B . 480 T FENLIE (4-tert-butylpy-
ridine, TBP, 96%). W (= 8 FF 3% i 1k ) 0 i
(lithium bis(trifluoromethyl-sulphonyl) imide, Li-
TFSI, 99%) LIS [ X (4-753K) (2, 4, 6-=H HIE
) % | ( poly[bis(4-phenyl)(2, 4, 6-tri-methylph-
enyl)amine], PTAA, ]\Zn:17400) MVY & 5 S
ONEIEE . SRR (IPA, 99.5%), N, N- " F L F it
Ji¢ (DMF, 99.8%), — W H . (DMSO, 99.8%),
H 28 (99.8%), Ml fk 4 (CsI, 99.999%), il 1k &n
( RbI, 99.9%) LA} & —&Vu .2 (EDTA, 98.5%)

M Sigma-Aldrich 2] W4 & .

EDTA WK ECH: ¥ EDTA ByRF T LB+
K, W EE A 0.1—0.3 mg/ml BIER £ . SnO,
FTBRIB: K 8 SO, 4K Uk 4 BIORUE FH 5 85
FKF BRI BR8N 2.67% £ 7. SnOy: EDTA
IRE T : ¥4 2 mg EDTA ¥y A MA 10 mL it
N 2.67% 1 SnO, BRI, #E itk 2 h
93] SnO,: EDTA R &R .

2.2 HEH®

FH2 88 7oK NEAA IPA R BE ITO BE
#IS, SRIEH A UVO 4bBiE ) 46FR 10 min £5H.

15 5 SUZ EDTA/SnO, &4 ETL i #
AR B2 1) EDTA 3 WBEVR 78 1TO £ ifE %,
7 EDTA B JEWR %3 5000 r/min, Bk
BRI N 30 s, SRJGFE 150 °C (%8S HiE K 10 min.
KRB RS, 76 EDTA 2RISR SnO,
JZ2, BEWR 4F 4 4000 r/min, 30 s, SR J57E%S S H
150 C iR kK 30 min. ] % T X JZ SnO,/EDTA
%4 ETL W0k 5 EDTA/SnO, 4 ETL iF 4
IR IRA % SnO,: EDTA &4 ETL 1451 H
¥ SnOy: EDTA RA TURIA HAZHENRTE ITO i
I, B A F A 4000 r/min, 30 s, SRJETESS S
150 °C iR K 30 min.

TEAT PP i 2518 6 B8 A R B, ifF
FHRY S — 2D T IR AA % WA PbLy-CsI-RbI I, ¥
W Pbl, BE R ¥ ¥ 4 1.3 mol/L, &7 DMF #l
DMSO &L 19:1 PR GV, [RIEHHESS — P
IRIRIER TP 30 uL 19 CsIIE (7] DMSO,
JEE/RAYE 1.5 mol /L) Al 30 uL RbI & (7751 DMF
M DMSO (R B 4:1 (IR G, BE /R MR EE K
1.5 mol/L). S 2ERiKAARCN F AL MABr, MACI
WITR A IR, W00 SN B, Wk B2 43 310 60, 6, 6
mg/mL. 7EFEFHAE ., 7 ITO/ETL #1iE L jig
VR BB — A0 AT SR AT W, E U e 1 Ry 2000 r/min,
BEVRRTE 30 s, BEMRSEMUEAE 70 C FiRK 1 min
Je BRI 2R H R B T ORI AP WAV, e
BEEFRE SN 2000 ©/min, BEMRIT TN 30 s, HEkk
SERUE R B BT BRI & ZEARNE
FER 35%—40% 173 SAEE R K 20 min, &k
T 150 °C. 3B K 58 U FE I B A E5 Bk TR el
FE5, WL H A 100 nm R4 k.
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2.3 WRlERHRIE

2 101 (14 fob f e G 3 1ok 37 St 4 41 F - 0
(SEM, %154 ZEISS Gemini SEM 300) #1145, i%
FAE ZRH TR TAE, A 15 kV IR
Tk, TAEBEES K 7.5 mm, BORAMER 2 i,
X WAL (XRD, %54 Bruker, D8 advance)
Wi TSR B 25 . (R 01 iR (AFM,
45k Asylum Research Cypher S) PEAL i %
T2 5. ) 84017 WL -3 204 AL (RS R
Shimadzu UV-3101PC) X i [EAE 5 128 4h-1T .-
I 21 A W i 3% 3 47 R AE . ] Horiba Nanolog
FL3-2iHR % 6IGE A Horiba Delta flex #8TR%
G A3 T I et AR A A (] A3 R EOR O
(PL #l TRPL) Jt:ii.

SR R ) P - F AR R A R AR
PEET (TR 25 °C, TR 30%—40%), W ffi FH () I
70 Keithley 26358, ffi H ) AM1.5G i X FH
FIEA H Crowntech Inc. (%154 SOLARBEAM-
02-3A), JHfiH MARK FRE A 2. FIH EQE
M R4 (F95 K Zolix Solar Cell Scan 100)
JGAR HL I ) AR B T RCR (EQE). A TARERI %Y
BAD RO L A A SRR TE b [ [ S i T
3T =IAIE.

3 #R53b
3.1 EDTA 5 SnO, & ERIAEK

S8, PSCs >R H n-i-p #4544, B ITO/ETL/
Perovskite/PTAA /Au. i FH 9 25 7% 252 T Bk 4l
T JEORL AT 2 Csg 035 R b a3sF Ag g6MAg 27P by 75
BrgCly 7 FES R0 0. AR SRk [24]) Dy ikt 1T
JA#E, 7E PbL, HiORARHINA T s 9 CsI Fl Rb,
DS E kb E B, b T8 SnO, LT
L2 B PERE, WP EDTA Xf SnO, JZ 17
HASH B, & T 2R A A ME 4G ETLs,
f145 SnO,: EDTA JRA45# . WZ SnO,/EDTA
ZEREOUZ EDTA/SnO, 454, I 2238 76k 4%
. ETLs il £ 7 ik WS84y, W& 17 AR ETL
HA PR B F-E R (J-V) $:bE (& 1 FTR),
a DR S AN 1 Pos.

K 1 B EDTA A 9K 7k 7% 0 ik 38 R
0.2 mg/mL. 3K 1 ATLIAH, ffiH SnO, fE24 ETL

B g RERS U, PCE K 18.32%. L2 T, #—
1) EDTA JZA P AIE GAE Az a0 15 2,
DR A % A 02 I L I L T B8 b P R TR IR A A
fiX, fiH PCE BEZFEIK, 10 16.43%. FIH EDTA
TEK B g, >8R EDTA $4%] SnO,
W JEA SnOy: EDTA HRME G2, 5 H SnO,
V£ ETL WafAR L, TR G ETL A& nytk
REmS A $Em, HAEwEn Voo 380 Tk, 5 Jyo A
FEAR T . L, SR SnO, &AM H, BA R
4 ETL Z4510 PCE MiMdR &3] 19.05%.

[\~
ot
T

[ V)
[=)
T

=
ot
T

| — SnOq
— EDTA-0.2
—— SnO,: EDTA-0.2
[ — SnO3/EDTA-0.2
EDTA-0.2/SnO,

=
o

Current density/(mA-cm~2)
o

(=)

0 0.2 0.4 0.6 0.8 1.0 1.2
Voltage/V

K1 AT EDTA HeAi 5 3% % (K PSCs 1 J- VR
Fig. 1. J-V characteristics of PSCs with different arrange-
ment mode of using EDTA.

# 1 JAARRJFEME EDTA il ETL (9254
LIRSk

Table 1.  Photovoltaic parameters derived from J-
V measurements of devices prepared with different

ways of using EDTA.

Js/ FF  PCE
ITO)/ETL Voc/V *
(IT0)/ oc/ (mA-em?) /% /%
SnO, 1.047 23.20 75.42 18.32

EDTA(0.2 mg/mL) 1.044 21.97 71.63 16.43

SnO,y: EDTA® 1.077 23.07 76.67 19.05
SnO,/EDTA
(0.2 mg/mL)

EDTA 1.068 23.65 81.37 20.55
(0.2 mg/mL)/Sn0O, ) ' '

* PSP SnO,: EDTA STt 1 4133.5:1.

1.059 23.55 78.59 18.05

Tk T HAXZE5/ 1 ETL. 4 8
BJ2, WA SnO,-EDTA B2 1R 2 FE A R A4
JPURAE, WIATLLSE 2B 28 HERE. 76 ITO/SnO,
FM L RURE EDTA JZEAUZ SnO,/EDTA
24 ETL, #h Rl IR 18.05%. SR, 41
B ETL R PRI E, BIXUZ EDTA/
SnO, & & ETL, Wiz gL B BN Ui M RE.
BB (Jse, Voo, FF) #1535, PCE
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AR IR 2 5 31 20.55%, TEat#id T8 EDTA o
SnO, ## i HAlf EDTA-SnO, 21 417E R ETL
PERE. L, JRELpFsEcR T EDTA il 5 ITO
Fefih, SnO, M5 F5EKD 6 M 2 A X2 EDTA/
SnO, & & ETL. Hifili i 2 ry JF 2 an sl 2 frs.

() EDTA EDTA
Y 0o

o, o R o
N AR
Heating Heating O}) o
OH

10 min 150 °C 30 min 150 °C

&l 2 7EITO WM I8 5 e W 19 75 751l 45 EDTA/SnO, B
JZ ETL 7R Bl

Fig. 2. A schematic diagram of the double-layered EDTA/
SnO, composite layer prepared via spin-coating of EDTA

and SnO, in sequence on top of an ITO electrode.

3.2 EDTA/SnO, £& ETL 555K B
MRERRS SR

J T #5532 EDTA /SnO, &4 ETL 3)fE

FASC I EALE], BF5C T ETL FESELE™ (14 B¢

. B JeFst EDTA JZ AN 85 k0™ )2 2K 1

L pm
-

{

f1 pm

S5 45 AR RS . AR A S R AR i, AE
ITO #Ji il T —% %1 EDTA/SnO,(40 nm)
EEAZE, Hf EDTA #ij 3K 74 % 0k B 7E 0—
0.3 mg/mL yEFEINAELL, T SnO, JEFEAVE. 7E SnO,
R _EPOUR T ESERTIE MR (29 600 nm). A AP
VFJ2, EDTA i) J2 5 B2 i i/ N Ak 5 s £k
WA R ETE S A A T I A2 L. 7 SEM Frf
DAY A WL B B Bk s i R i, T IEl 3 B,

MKl 3(a)—(e) ATLLE th, i EDTA Fiokik
VAR B2 (78 Ak, B ERR TR P R RS ] S 1
ARA . B AR Y ) ok RSE A nE 3(F) B,
AlRL RCTBI 2 2 v SRR AR - 35 diohr R
B EDTA Bk B35 RIS K. £ EDTA ¥l
WS N 0.2 mg/mL RFE, W2 EDTA/SnO, &
A ETL il i FE Sk Bl i R AR R 2
925 nm). TEMZ )G, #E—LH K EDTA BB,
s Ty SONY N N B S TR A WL TR e
RYMEE ETL 2 58 e r) EDTA rhia] 285
Ak, AR AR IS LT, A5 AR
B RSB AR A, (AR AR AN — E
Kk — E/.

1 pm

40
()
EDTA/  Grain
(mg-mL~!) size/nm|
30 |
0 557
0.10 784
2 0.15 834
g L 0.20 925
3 20 0.30 704
O

10

0 0.5 1.0 1.5 2.0

Grain size/pm

Kl 3 fEAR EDTA WK E Y WZ EDTA/SnO, B4 ETL [ il & 09854k 0 WAL &4 19 SEM IR (a) JEEDTA (b) 0.1 mg/mL
(¢) 0.15 mg/mL (d) 0.2 mg/mL (e) 0.3 mg/mL. (f) {fi i Image-Pro B AR (a)—(e) #ATH AT BRE AR 43 A

Fig. 3. SEM top surface images of perovskite film specimens fabricated on double-layered EDTA /SnO, composite ETLs with differ-
ent EDTA precursors: (a) No EDTA; (b) 0.1 mg/mL; (c) 0.15 mg/mL; (d) 0.2 mg/mL; (e) 0.3 mg/mL; (f) particle size distribution

calculated according to (a)-(e) using Image-Pro software.
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# 2 EDTA/SnO, KRG ERE MR 1S5 RAFIE

Table 2. The crystallization of the perovskite films
on top of the EDTA /SnO, surface.

Perovskite films

EDTA
. SEM X-ray diffraction
concentration/
(mg-ML 1) Grain 20 at Intensity AL at
size/nm (100)/(°) at (100) (100)/nm

0 557 14.00 0.543 516

0.1 784 14.00 0.671 765

0.15 834 14.00 0.839 811

0.2 925 14.00 1.000 888

0.3 704 14.00 0.756 664

ki XRD 4304 T7EXMZ EDTA/SnO,
OB AR T ) B 1) B R R ) & SRR,
Bl 4 . NEL 4 0] LU ) SRS i AT S 4o
BREARL, F5%5K5 F1 PbI, Ay T 25 A A7 S i A
fE. A, I —AN 07 g (Pm3m (221) 25
[E#f, a=b=c=6318 A (1 A =0.1nm), ¥
RFR 252.2 A%) 4TI, 16 20 = 14.0°, 19.8°,
24.4°F 28.2° A AT 5T U6 1) 285 6 2 (hkl) 43 5]
M (100), (110), (111) £ (200), 152 kLSR5
SCHR [24, 25] #E M —2. SICFER, fE AR
BRI M (14/mem(140) 5 [ARE, o = b =
8.871 A, ¢ = 12.705 A), T3 F AT AT F Je
B SR, BTG E ORI, A XRD Joik g3t
IXPGASZE 4 24 g A AR, AT DL FE
Bz 3L 7 dnAE (100) AT sHigErh 4y il — A/ N E S
JB (kA M5 EhHE (110)). BLAN, 76 20 = 1000 &

Pblz#i 1 %(100) *(110)  1*(111) 1*(200)

1 1
1 1
I | 1
N\ l : A j No EDTA

S

H i ! L ) 0.10 mg/mL
s [ ! | |
,Q. 1 I 1 1
rw | : | |

& J ' L | 015 mg/mL
> 1 1 | 1
b= | ! | |
é’ 1 ' 1 1

) ! | JlL | 0.20 mg/mL
= o i | i
1 | : 1 1

Lo ! i | 0.30 mg/mL

1 1l i i i

il L i i it i 1 i
10 12 14 16 18 20 22 24 26 28 30 32 34
20/(%)

B 4  PUERAEAUZ EDTA (mg/mL)/SnO, &A% 454k 4
FE S X S AT5HE], EDTA %8 H 0—0.3 mg/mL
Fig. 4. X-ray diffraction diagrams from perovskite speci-
mens deposited on double-layered EDTA (mg/ml)/SnO,
composite films of varying EDTA concentration ranging
from 0 to 0.3 mg/mL as indicated.

B A AE— AR 55 BOATT SR, X AT REZ Rb*FH S
TFIRAT R TS 7 S5 SRR A, TR A A
FEA T — BB ER A 20 FERXFPE LT, ANRE
WEZE BRI BE Cs ™ FH B 1 X856k MR AR 2544
AT

M XRD fir G B T DL & B4 56 5 1) & 2E
THIEARME, Wk 2 . AILIEH, s EDTA /SnO,
54 ETL H EDTA FrakiA#EE RN, (100) W7
HIRTHTSREETFIGIE R, 7E EDTA(0.2 mg/mL)/SnO,
4 ETL & A Eke B AT 500 BE A B T
KA. EDTA AisRAMER 0.2 mg/mL ZJ5, (100)
WA (TSRS BE A (MLIRT 4 RN 2). 31T (100)
WA )2 R A (Aq), X AT S 1) i g Bl SR
drsind/ N, Horb 0 SZATH AR —2F. AgiX—SHAT
DURHSRTTA 5 ER 0T 25 f i I i, W 1) AR F AR R4S
ROV A e BE B AR B R AR . R LU AR
TR (AL) R AXAZAL, AT S5 HN Y
A R ZE R RN OG, B LA AL = 21/ AgP™=2.
B EDTA Fi R AR B 38 K, AL 3 KI5
AN, TERTHTR BRI EAL SRR, Sl
SER AR AL R B S A R B AR A R AR
SEM F1 XRD £ 45 5 i) ROT B B A A [A], i)
RS AR B AR 19 B8 11 35 { FHR A R A [
U . XRD 45 R R BT T, 8 R v
7£ EDTA(0.2 mg/mL)/SnO, &4 ETL Ll &,
ARG B R R

A TR AR B A LT,
EDTA/SnO, Z & 45111 EDTA 1 [a]J2 Wl 5%
M E5ER T RS R A= 4 2 BRI L, T f# EDTA a2
DI REXT 48 7~ H 5 5 EK 45 YOG R S LT 1
PrBEHLH AR S B

FEPORAH AFM 5 7 8UZ EDTA /SnO, &
G AT AR AL L, FOESNE 5 . AEL 5
ALV, B A 1TO £ A SnO, MK
W1, SnO, AR 2R 100 nm; MifE (ITO)/EDTA
P IS EUTRRE SO, W BT RS #5714 2 /)Nt
B (29 20 nm) (. X ERE EDTA Z0] 6
FN B 1k SnO, GAIEOR R VR . 105 MR 1Hi
B (Rrws = /(BT + B3 + -+ R2) /n ) i1,
Pebr i ER 5. WESE R, 24 EDTA Sk &
£ 0.15—0.2 mg/mL Z[a], JEH HARHE, EDTA/
SnO, & A B RLAL BEAHX &L/, B EDTA ¥
WA 0.2 mg/mL B, 524 J2 RS 52 38 31 i
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RMS = 1.86 nm

RMS = 1°49'nm

500 nm

RMS = 1.78 nm

RMS<="1.61 nin

500.nm - - . 500, nm

(e)® L 4« RMS =172 nni;

Bl 5  SnO, #ilER AFM EME () 76 ITO Wi L, 7EA A[FJE A EDTA H[E 249 ITO/EDTA % )i I, ff FH 59 EDTA % i

FE4¥ 1A (b) 0.1, () 0.15, (d) 0.2 LA %% (¢) 0.3 mg/mL

Fig. 5. AFM images of SnO, films on an ITO substrate (a) or a substrate having EDTA interlayer with a concentration of (b) 0.1,

(c) 0.15, (d) 0.2, and (e) 0.3 mg/mL.

/ME 1.49 nm (WL 5(d)). 24 EDTA iERk it
0.3 mg/mL B, 5245 23 1Y 2 TDHURS FE 25 PR A .
HA AR, 1 B OGH B ETL 7] i 5t
TR 3, A ESERA™ A R R A% o3 A 245 4301,

TEMCHERL b ] DU RS R 45 f o R i 281k
MRS IHDRLRES BE 3G KB, $58K8 5 ETL 2 &4
LY ST T ARG R, BB A B S R, X AT LI
HEEE IR I, 77 R B B U R T, (RS R Ay
KA. BUZ EDTA /SnO, 5 £ 2 1 1Y £ 10 HLAS
JERfAE EDTA Hiy SK A Wk B 34 i e/ e
GO, 33K 55 5 AR VIR AL DR /N AR AR AR A — B
X U B S ERA A RE B 45 AT DA A e i 3R TR A
FER AT

3.3 EDTA/Sn0, £& ETL XH§55K7 B
RIS IR 14 R RO 2

AN HFFE T AE SnO, M Z EDTA/SnO,
524 ETLs il 28 0855k 0™ 38 1510 S A S 4 3 v
J. B, KRR R A G2 E MO G A T T
5, W 6(a) s, XEIIBOEREIE AL 2Tk
ORGSR AL A Tauc plots, il i 6 Tauc plots
F1R) T £ 10 2 DX A i 3] 2 il 1 30 A AR ke
SERRH G2 BR (B, P, A 6(b) BTk, R

EDTA/SnO, Z &2 E, 970 1.557 eV.

2 TRk A S MBESOEEUR O (PL) ikwt
32T EDTA/SnO, B4 ETL X H54kH 2200 F i
BENJIEFRR. MRS PL 3% (181 6(c)) Tl AR,
S A5 k0 B DU E L EDTA A fa) )2 9
ETL I, WRZHRER2EE A S K. i ETL
i EDTA H ) )2 A gk AR ok B i35 K, PL SR
Sl N E . 24 EDTA b (A] J2 B 9K A % i e B
4 0.2 mg/mL B, B4 ETL il & S Ek e i
) PL & S5,

BRSO EIE M, R 479 nm #Ok
TR L IR, AE 800 nm AbHEAT WM, 15
FIHEIEE 6(d) H A EUS TR . XBRS O
TEAT IR BAUA, PLE BRI T E 6(d) i
Sk, HARSHOLE 3. 3 3 al A, BT
T B 5 U0 A 3 A DR s e A y (33.8—
48.7 ns) 2 Ik T FE 7 (465.5—745.4 ns). A
SC ] i 0B AT T A - 24 S e ] 7, S
(1) 2T, B3 3 W, 7, 7E 361.9—652.3 ns
ZI6). B EDTA Sk A4S B 1B WG K, 7., 56
B FEARAR G THE , EDTA(0.2 mg/mL)/SnO, &
& ETL il & 09858k B 1Y 7 34 75 A (B B /)
9 361.9 ns. MBEAS 2 I 1) 2 6 245 5 b Bk
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6 A fd S [ e RE 19 EDTA B3R R %83 (19 EDTA/SnO, & & ETL L il £ 1045 5k 1 1)

Times/ps

(a) W Ui ; (b) Tauc-Plot

SIHEFHEBR (Bg); (c) #AZS PLOYGHE (479 nm 3#&); (d) TRPL Y6#E (800 nm Will)
Fig. 6. (a) Absorbance spectra, (b) Tauc plot to analyze optical band gap (E,), (c) steady-state PL spectra (excited at 479 nm), and (d)

TRPL spectra (excited at 479 nm and monitored at 800 nm) of perovskite films with different concentration of EDTA precursors.

# 3 HUIRBEL SnO, F iz EDTA/SnO, &
AR AR Y TRPL Y6i% i SIS Sl &
A5 S T 8]

Table 3.
fit of TRPL spectra from perovskite films deposited

Decay times obtained by a biexponential

on a pure SnO, surface or on EDTA/SnO, compos-

ite surfaces.

EDTA
concentration/ Tl/nS 141/% & 7'2/115 Az/% “ Tavg/ns
(mgmL 1)

0 48.7 70.2 745.4 29.8 652.3

0.1 38.3 78.1 710.9 21.9 602.4

0.15 36.8 78.1 484.4 21.9 389.0

0.2 33.8 81.3 465.5 18.7 361.9

0.3 35.3 80.9 659.6 19.1 544.6

24, is the fraction of 7; component.

Je B, bR AR R R B PR YR 1142 51 30 ik R
K, FAIH L. 7., FiSAH
ZAiTz'Q

Tavg = m

WK PL KR VK TR A B 56 K A

L, WU B T BB LR e P R B, PL

(1)

KK I HA PR NA D S i, 3 —Ff
HUff (FELF) FERSIARI)— PR, ZIAERUZ EDTA
(0.2 mg/mL)/SnO, & &1 il A5 Ek 02 i
KL, PL SR /N, 2 (] 5

FERSER W PL 2848 (i A 6y BE AL )
PBAFAE L. SCHk [32—34] FIAPOE WL FE (1))
5 ICAR T ARG, 12 Rt A () SR
RN HER ST IR G, FER 3 TSI SRR TR
AR (7)) A AR Y B (T0%—
81%), FIFIH K (FFandnfd) Mka# 5 EDTA %
WO FERS I R AT . 8 LRI PR (A))
TSR R AL A AR R E AR UL
FUE EDTA(0.2 mg/mL)/Sn0, & & ETL KK
FEER A WA PL ) 58 Z1 VAR IR0, A ERH R ek 7]
B, 260 PL VRN A J5 R 7E 2 1 Ak A 28
T AERACRIE R, TERMAATTIF T — N800
TSRS, FRAR T RERR.

RUEHEFE B, PR SRR Y S E
e, ETL/A5Ek™ B i a Roa s T £ 5
YER, 763X — b v, 54kn™ R b 0 4m 59 52 6 bk
PR, TRl PL 3 Uik B K e k.
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J-VEREh <, J- Vil anE 7(a) s, g8
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Jso M 23.20 B3] 23.65 mA-cm 2, FFEEHLE Vo
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FF 5 &k, FFM 75.35% 33 81.37%. &
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SnO, & A ETL il 5 1 A FHBE HL ith (14 )6 HL 3 A
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Fig. 7. Performance of PSCs: (a) J-V characteristics under a standard solar illumination; (b) EQE spectra; (c) J-V characteristics

under darkness measured from Device 0 to Device 4, and (d) Stabilized PCEs and J at the maximum power point measured from

Device 0 and Device 3.
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F 4 FEFRHEERAERDEIET B, VISR PSCs PEAIBIR S HER
Table 4. Photovoltaic parameters derived from J-V measurements of devices prepared with different based on reverse and

forward scans under standard illumination.

Devices Scan direction Voc/V Jso/(mA-cm?) FF/%  PCE/% H-index/% Rp/Q  Rg/Q
Device 0 RS 1.047 23.20 75.35 18.3 8.25 3757 3.64
(control) FS 1.052 23.03 69.32 16.79
Device 1 RS 1.062 23.42 77.53 19.28 6.95 4409 3.26
FS 1.047 23.12 74.12 17.94
Device 2 RS 1.068 23.61 79.60 20.07 3.99 4683 3.02
FS 1.063 23.41 77.42 19.27
Device 3 RS 1.068 23.65 81.37 20.55 2.53 5537 2.88
FS 1.064 23.48 80.18 20.03
Device 4 RS 1.057 23.60 78.49 19.58 6.69 5135 3.19
FS 1.051 23.22 74.88 18.27
1.12 24.5
(a) (b)
1.10
240 K P 3
1.08 Fy 3 3 N‘E | % $
> A oo % w © 2351 | 9 5o & K
o : & > S < 8 b &
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80 ° % :;a 20+ 3 %}oo
o X o o
B 78t : & 5 };
) éf oy O 19} 2
76 ° 8 A $ Y
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74t Ty ¢
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Fig. 8. Statistical graph of Vq, Jso, FF, and PCE of 150 cells prepared on EDTA/SnO, composite ETLs with different concentra-
tion of EDTA precursor.
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Abstract

Organic-inorganic hybrid perovskite solar cell devices have received wide attention because of their high
efficiency, and interface problem is one of the key problems in the preparation of perovskite solar cells. An
efficient double-layered ethylene diamine tetraacetic acid (EDTA)/SnO, composite structure, the ultrathin
EDTA layer in contact with ITO electrode and an SnO, layer interfaced with the perovskite, is developed as an
electron-transport layer (ETL) in the preparation of perovskite solar cells. It is interesting that the surface
morphology of the top SnO, side of the composite ETL can be finely adjusted by tuning the underneath EDTA
layer. These control the nucleation process in crystallization of the perovskite layer and adjust carrier extraction
process between the electron transport and perovskite layers. High performance perovskite solar cells having a

certified power conversion efficiency of 20.2% with negligible hysteresis are achieved.

Keywords: perovskite solar cells, interface modification, EDTA, crystallization
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