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Effect of Film Thickness of N-Doped Porous Carbon Loaded with Isolated Single
Fe Atoms Counter Electrode on Dye-Sensitized Solar Cells Performance
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Abstract: Herein, we prepared N-doped porous carbon (NPC) loaded with isolated single Fe atom (Fe-ISAs/NPC)
electrocatalyst with high catalytic activity as counter electrode for dye-sensitized solar cells (DSSCs) through molec-
ular cage-encapsulated-precursor pyrolysis. Effect of film thickness of Fe-ISAs/NPC counter electrode on the perfor-
mance of DSSCs was studied by electrochemical measurement. The results showed that the highest photoelectric

conversion efficiency of DSSCs was 8.03% when the film thickness of Fe-ISAs/NPC counter electrode was 16 pm.

Keywords: dye-sensitized solar cell; single atom catalysts material; counter electrode; film thickness
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Fig.1 Schematic diagram of the working principle of
DSSCs
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SACs fEfe AR B s8R & i AR 2, BRER R 2
MG PR, TEAR Z2 98 2 28 K 4l |, a0 ik
58 AN = WA 3 %Y 50 N AN TRV T = W A
MG SACs 7 DSSCs A AF9E EAR AR/ (B AR HUAS:
T AR PCE, Zhang Fll Deng %5225 it 78 A7 B 45 vh
SIAT NJEFH R — & m s, s T —
FANFHT AR 4 )8 A9 MN,/GN(M=Mn .Fe .Co .Ni.Cu,
GN WA @ 9K )2 A B T DSSCs i, o
CoN,/GN 1E >N CE i} i PCE #% 5 (8.40%), 1 T Pt
(7.98%). Shi ZPHf FeO, 1 2K 1 . Pt JFL T (PUFeO, -
SAC)fE N CE 1. F T DSSCs, 1% %% 14 B PCE K

9.03%, 5 b E T 5F Pr(9.44%) #H T . Li &4 1%
FE T B Co—N,—C 3 1 (1 & N 25 7% Bk
(Co-N-hCSs), . 1E iy CE Fi F DSSCs B () PCE
7.71% , W& A1 T Pt 3£ DSSCs(7.65%)., Shi 29 Yk 3
i 3 T AR Ak A B e T AR D A Y BT 0 B
(1 Ti B 5 B G R, 2L F DSSCs 1 #5¢ i= PCE
7 8.83% , 55 Pr(8.92%) AT REAHY .
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[ B Fe JB 1 (Fe-ISAs/NPC) B3 4 AL 41 B, 3T A
CE FH T DSSCs. 3 o Wi v i il & 7 AN I)JE By L
WMo SRJE  WFFE A [A)JE B R AR X 4 15 19 DSSCs AL AL
Sk RE 052, ARAS S A AR, AT CE Y e
il SR BE5E T A

1 SCIGERSY

1.1 Fe-ISAs/NPC HI#I &

A6, 38 3 % ) BN ] A8 Fe(acac),@ZIF -8,
2.628 g 2-H BEBRMEZEREPE S5 RV T 15 mL H B
(iC MW A). 2380 g Zn(NO,),-6H,0 F1 0.282 g
Fe(acac), 7 T 30 mL H B, #8 75 20 min(iC W& B)
IRV TR BB AR IR A ThAE S I R a2 K 1 he
B 5 K 1 TS A 100 mL = FE 28, 120 °CTF ik 4
h, HARBR IR =W e 0 e, e - N, N-
PR R e (DMIF) 35 92 3 9, PP P B ok 2 K
70 CHZS THE— 315 Fe(acac),@ZIF-8., f)i , #f
Fe(acac),@ZIF-8 7E Ar =4 1Y & =0 1 900 Cln#k 3
h, ITHGEZ 5 °C-min™', 153 Fe-ISAs/NPC ,

1.2 CEM#H&E

# 0.1 g Fe-ISAs/NPC ., 10 mL 5+ P A10.05 ¢ —
AR R DL 10 g BRI A B BB v, BRI AL
(QM-QXO04, B 5 F RALAS ) WS 4 ho SRS HE 75 30
min 15 2] 5] Fe-ISAs/NPC 3 AL, WA H1 il £ 1Y
Fe-1SAs/NPC 3 RIS E FTO 3535 |, 05, 76 N, 3F
5291 500 °C T N4 30 min, 15 5] Fe-ISAs/NPC-x(x wm
AR TE PR B BRE  v=6.10.16,20,25) .,

1.3 HithRyASE

DSSCs =% 3 FR402H A, 045 ' PR | F fiff o
HICE, HrOBIH L 15 wm JE H I N719 ek
(4 TiO, WL 1, /1 L 5 i 0.03 mol - L7 L0.06 mol -
L B AR 0.6 mol- L 17 3-3- H Lk me Ak 47 |
0.5 mol+ L™ 40T FENEBE T 0.1 mol - L™ A7t 75 R IS
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1.4 XSS

o FH A H - 3085 (SEM, S-4800, Hitachi, H
A, TAEH R 10 kV) 3% 5F HL 5 (U85 (TEM,
Tecnai G2 F20 S-TWIN, FEI, 3% [& , T./F 8 J& &y 200
k V)l =5 0 PR 0E 1 3745 48 35 59 FE 455 (HAADF-STEM,,
JEM ARM200CF, T-fEH8 & A 200 k V)X #4814 TE 51
HEATRAE . 2R X AT 5L (XRD, D/Max 2400,
Rigaku, H Z) 0] BHBHIEST fb AR S5 44 43 B , A5 1F
Cu Ka 128 (A=0.154 18 nm), TAEHLE R 40 kV, TAE
L3 40 mA, A3 75 [l 20=0°~140°. K JH X 5t
B, T BE 51X (XPS, ESCALAB250, Thermo VG, 3 [H ,
R ETR N Al Ka(1 486.6 eV), RN 150 W, G BE
KANH 500 pm)BEATILS3 500 o >R AR R M4
JEEAY (Dektak XT, Bruker, 32 )% B oE 470038 . H

(a)

C————— 05 pum

0.5 pm BF (framel)

CK : 0.5 pm

Ak 2% T A 3l (CHI 660E , Chenhua, b 7)1 77 #5
fRA42(CV)IMZR Tafel AL TZE AT EISTE ], DSSCs HL
L2 8 - HL R (J-V) Il 2k eh FR A 2F T ARG AT PEC-LO1
AR FH AR L 28 (12100 mW -em ™, AM 1.5, Peccell,
Yokohama, H A%) 3L [a] 0 &

2 HR5iTiE

2.1 WHRIRAE

i SEM 1 TEM X} Fe-ISAs/NPC B S 3517 3¢
fiE o &l 2a F1 2b SR I 5 Fe-ISAs/NPC I/ B 1 1
A7 W AR G R 5 R B R (ZIF-8) Y + T RIS, 5
Z RS2 SR AR, R, AT LR BE Fe-ISAs/
NPC (1) 3% [ RS , A3 ) T 6 P A7 s 19 22 5% . 7F
HAADF-STEM & H n] DLiE 48 Ho & 2 A 7 .
(K, #) F§ HAADF-STEM 3 — 4 %} Fe-ISAs/NPC
TTRAE, 8L 2¢.,2d AT DL A& B0 4% 5 (40 (6 3 el
Bt B 58 RO TEBRJZ b0 A 81 5) B A 3R kb
To Kl2e~2g %M C N Fe LR )43 A 1E Fe-ISAs/
NPC 54 .

NK || —————=05pm Fe K

2 Fe-ISAs/NPC [ (a) SEM &l .(b) TEM I \(c) B KA HAADF-STEM & (B4 Fe JF- 21 €4 [ [ FR ) |

(d) HAADF [l (e~g) %17 B B %]

Fig.2 (a) SEM image, (b) TEM image, (c) magnified HAADF-STEM image (individual Fe atoms were highlighted
in red circles), (d) HAADF-STEM image and (e~g) corresponding mappings of Fe-ISAs/NPC

& 3 JgkE bl Fe-ISAs/NPC i XRD €. XRD Hy45
R Fe-ISAs/NPCUAE L 27.9°F142.0°40 4 24~ 58
T S0, 43 506 197 TR 14 (002) A (100) [T A5 5 0 o 1%
A KN Fe 5, Fe 4L G P RHAEIE , R Fe J2& = i
A HLE T E LK , 5 HAADF-STEM (145 52 —% .

€] 4 >N Fe-ISAs/NPC ) XPS it &l . Kl da B/n T

WA C N FO LR FRIENE . X Cls #EAT 40L& (B
4b), 315 C=C(284.7 eV).C=N(285.9 eV)#l C—N
(288.5 eV) = /NFEAEIE  SRUIfEFEVF 2 H e, X £
B R R T E R T BT B . NLs i 43 B
XPS i & B 47 2 N (401.5 eV) . ALI% N(400.4 eV)Fil
MEIE N(398.4 e V)77 (I de), AT LAAE 2 8 51 10 4l
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Fig.3 XRD pattern of Fe-ISAs/NPC
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Fig.4 XPS spectra of Fe-ISAs/NPC
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W, AP S FToR o 3% 1 AR L B 6 L P RE S 4
i 26 1 0 %00, B % Fe-1SAs/NPC CE i J5 i 4 fin ,
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#1 AEEE Fe-ISAs/NPC 1 Pt CEs & DSCCs HISt B RES ¥
Table 1 Photovoltaic parameters of the DSSCs based on Fe-ISAs/NPC with different film thicknesses and Pt CEs

CE AY J. ! (mA-cm™) FF PCE/ %
Fe-ISAs/NPC-6 0.787 12.30 0.66 6.37
Fe-ISAs/NPC-10 0.765 13.04 0.66 6.57
Fe-ISAs/NPC-16 0.799 14.81 0.68 8.03
Fe-ISAs/NPC-20 0.797 13.98 0.68 7.59
Fe-ISAs/NPC-25 0.769 13.01 0.66 6.63
Pt 0.772 14.49 0.69 774

[F) 5 266066 FEL 9 0 (U )t S8 5 0/ o 81 6 S AS
[] CE %&£ DSCCs F A GG — L 30 Z2 (IPCE)
MBI ER . R, R IPCE 2 5E
WSRO, 5 PCEARL—3 . BTG A,
IPCE F 28 Ak S th X il 5 [ 2 1) . BUAr LR % i
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Fig.5 J-V curves of Fe-ISAs/NPC with different film
thicknesses and Pt CEs
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IPCE and integrated current density curves of the
DSSCs based on Fe-ISAs/NPC with different film
thicknesses and Pt CEs
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HI,CE 0 1, 38 JE s b i PERE Y DSCCs HA
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[E] (B )2 DA A b A 1) DG B S 50725, Sl
11(])_ —o— Fe-ISAs/NPC-6
—o— Fe-ISAs/NPC-10
—o— Fe-ISAs/NPC-16
—o— Fe-ISAs/NPC-20

|~ Fe-ISAs/NPC-25
—o—Pt

8

Current density / (mA +cm™)

-4 T T T
-04 -02 00 02

0?4 0.I6 0:8 l.IO 1?2 1.4
Potential / V
K7 KIS Fe-ISAs/NPC Al Pt CEs 1 CV il 2%
Fig.7 CV curves of Fe-ISAs/NPC with different film
thicknesses and Pt CEs
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JJERFNE BN AR A TS P . LT
A 41, Fe-ISAs/NPC-6 . Fe-ISAs/NPC-10 , Fe-ISAs/NPC
-16 . Fe-ISAs/NPC-20 ,Fe-ISAs/NPC-25 F1 Pt (1 B A% i
A7 43 531 9 —0.094 . —0.091 , —-0.044 . —0.080 ., —0.086
F1-0.078 V., FHAR W HL 37 43331 24 0.522,0.524 .0.459
0.494.0.527 F10.431 V; K Ik, E, f /N8 RAKIK
Fe-ISAs/NPC-16<Pt<Fe-ISAs/NPC-20<Fe-ISAs/NPC-
25<Fe-ISAs/NPC-10<Fe-ISAs/NPC-6. T J., 1 K 5|
INE UK Fe - ISAS/NPC - 16>Pt>Fe - ISAs/NPC - 20>
Fe-ISAs/NPC-25>Fe-I1SAs/NPC-10>Fe-ISAs/NPC-6.
KL, CV 52 22 W Fe-ISAs/NPC- 16 (4 AL 35 1 f%
I, 5 J- VIR 2 R — 2.
2.4 EIS%#r

FIFH 2 A~ TR A T 226 ok, P AW/ R fe L/ P W )
RS AT EIS I, W 58 A ] B Fe-1SAs/
NPC CEs By LA fb M RE . 1] 8 2 AN [R] i J5E Fe-ISAs/
NPC CEs [ Nyquist HH 2& F1 55 20 H i 50 3% 2 J2 AN
[Fi] JlE )£ Fe-ISAs/NPC HI Pt CEs B EIS & 5%k,
& 8 A %1, Fe-ISAs/NPC CEs #1 8} Nyquist Hi1 & i 3
AR R Horr, 55— 5 55 Rl %) 48R X
CE By B IR L BHL(R)) , o7 = FL B 388 5 i Ak 4 Bt 22 i)
{422 i b L 5 25— 2F 180 X6 17 1, /1 B b e 2 i e
B 1 A A 1 B FELBEL (R, L (C) o 26 2 A2 [ X 1z
CE I fife v 5% T8 1) F, 47 276 7% R BEL(R,) R XL HEL 2
(C,), L, Fe-ISAs/NPC CEs 14 2 . i % 7% v, BHL
(R)H R, F R, ZF1, R B/INE I AR} H i AL

R 5 55 3 1 B 0 A B L AE BT B
() L £ 9 T /%) Nernst 4 HEBH BT (Z,) 5 110 Pt CE Y Ny-
quist 12t 2 A1 BRI, 55— 20 B 2 48 X i
R 585 220 B 0 2K AR T 1, /11 P B 2 ] o
W B Zyo WAL R 7E Fe-ISAs/NPC 1 JEJEE
16 pm B} CE [ R 2/1N0.85 Q-cm™), 5 PLIY R,(0.85
Q-cm?)HF], H P R EZK(9.19 Q- cm™); Fe-1SAs/
NPC-16 [ Zf5e/I , R, 531 2K 13 Fe-ISAs/NPC-16
CE X 1, 38 J5 12 I FLAT BB 6 15 CV Wik 45
R,

2.4

A
2.0 1
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Inset: A and B are equivalent circuit diagrams for Pt and Fe-ISAs/
NPC respectively
K8 A Fe-ISAs/NPC 1 Pt CEs i) Nyquist H£E
Fig.8 Nyquist curves of Fe-ISAs/NPC with different film
thicknesses and Pt CEs

%2 7 EREE Fe-ISAs/NPC 71 Pt CEs # EIS 3
Table 2 EIS parameters of Fe-ISAs/NPC with different film thicknesses and Pt CEs

CE R./(Q+cm?) R,/ (Q-cm?) R,/ (Q-cm?) Zy/ (Q-cem?)
Fe-ISAs/NPC-6 10.50 0.53 0.82 0.19
Fe-ISAs/NPC-10 9.90 0.40 0.78 0.13
Fe-ISAs/NPC-16 8.24 0.27 0.58 0.10
Fe-1SAs/NPC-20 8.88 0.35 0.58 0.15
Fe-ISAs/NPC-25 8.98 0.41 0.71 0.12
Pt 9.19 — 0.85 0.43

2.5 Tafel 51f

Tafel B 1k it 4 9 >R AL CE 2% 1f1 L far % A5
AE. &9 K Pt AU I JEE Fe-1SAs/NPC #4 1 Tafel
AR R o 5 $8i Fi, I %8 8 () AR BR B 1 Fl, 0 o8 32
(i) S PEAS 1 R AL PERE 1Y S8 S 50, ), F1 J, i
K, R L B4 B 288 R B Y 8 1k 7 i
BN B 9 RTAL, J, A1 T, B RN A Fe-1SAs/
NPC-16>Pt>Fe-ISAs/NPC-20>Fe-ISAs/NPC-25>Fe-

ISAs/NPC-10>Fe-ISAs/NPC-6., [H I, Y i JE K 16
pwm B, Fe-ISAs/NPC M B AL M RE fe o IL A1,
FIR, 5 2 T =

J=RT/(nFR,)
Horp R BARES AR TR, TS FEE e 25
TN HL 28, FR AR R A, TR Fe-1SAs/
NPC R =R.. H=rIH, J, 5 R S I, 5 EIS
iR 3
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K9 RIHEJE Fe-ISAs/NPC Fil Pt CEs (14 Tafel # fL i1 25
Fig.9 Tafel polarization curves of Fe-ISAs/NPC with
different film thicknesses and Pt CEs

3 & i

T AT 3 43T 8 dob 2 iy AR T i A 1) SR s
il & 7 HA BTG AY Fe-ISAs/NPC LA AL 41 R
FHT DSSCs FURT LM . WP T Fe-ISAs/NPC Xf HL
() B JEEXF DSSCs PERE M52 o A 4h SRR, bl G
R A3, DSSCs () PCE S 38 s v/, i S iy
V0 FELARE ) R JEL A /NS (AL TR PR 57 S5 3 1 3
Jir sz 7 52 B0 BR i 5 22 JBEJRE e I , B SR AR AR 0 1 £
SUBG N, AR F AR PN R B A i 3 i, LS
PR T 2 TR A AT
WAL PERE R . 9T 3R W Fe-ISAs/NPC X HLHK
R S AR IR 25 R 16 um, I 345 19 PCE 5% /&
(8.03%).
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