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% 2R 0L <5 BA AR AR A 771 8 A LS I AR R 8
3% T g P %

gz, NFF, FERRK, R, X 48EES
MR R IREE 24 BE, M AL 210023

W E  LoAR T (EF) BAR 32 1w T A AR B RS LR e M AN R . % FeCo-ZIF
=R E M MA) R (BT LA 1:100) B bs , BTl A D A 2 i g0 K A 36 Bk AR A 4 B A i A ) (N-
CNT@FeCo), Tl 51k EF 50 25 Bk Wi il H Sk (SMZ, #I4R R N 20 mg' L), FEEH M4 F 50 min P
BRI ] 58 4 25k, B A 380 38 8 BU00] 34 0.057 min', 2 B M 4B BE FeCo-ZIF il 45 (1) B 5% 1 X 4 J& fi# 1k 7] FeCo-N ¥
3fF, HEiE W& BREH B 027 mg LY A EH (1.79 mg LY B 15.1%, fE3 EH S, 60 min N N-
CNT@FeCo X SMZ (1) 2 B3 R AN AT 1K 5] 96.0%, 44 HL T 30 B R AE 5 M Ak 2 BB MK 5 SR =2, h MA S/
JL A N-CNT, A SGE 2ok 352 S5 4 A 2B T P9 Bk Al 5 & a2 o S AL P A BT B Dl e O, i L 00 385 o s 77 PN 0 42k A
B AR T AE 3 E0R . N-CNT@FeCo Fy 2 A d5f 25 25 ¥4 foft LS B AL I MR R s R M o ARSI 9 S v R 1 19
WAL TSR AL TR E . AT BB B 0w

KRR SR BEE; WAJE; e A 4E; WP

PUAE R AEA R AR b 2 R R S hu A WK, 25 K R BUAE R BRI, iR
TYAERWKER . HRoam . REMEOR, HAL IR K b PR TS i — I P R i PO
(Sulfamethoxazole, SMZ) & — 2 HLR) i e Kb 3, HUAE KR ARG R L R 5 i A A L AR 4
— IR X e [ A O B R TR g K S AR R A YA SY, SMZ RS vk BE SR s ™, i LA BF SRR BT
(9 PR AT A6 1 A 10 mge L™ Y SMZP) . SMZ X SlitE 1 L S N AR B 4 25 3 e 3, Rk, #hk
I e A% ) A B AR 38 A JE B

V2R, & REAABR NP4 RIE K A B R ACR . b HL 2R (electro-Fenton,
EF) i RALIH#E O, M HLBE , SR T . 532 kY, EF 80K A3l o W A %0k J5U R (2e
ORR) J5L; 4 i H,0,, BE G H,0, ¥ — 59k 1% b A Bl 36 PR S 4 F (reactive oxygen species, ROS), H: 1]
HE— 2 R R Bk th AR RO, SR TR B AL I X A EF BOR T IE ML A T A e A LB AT,
J VAT JE 5 A pH, 46 98 EF SR B9 pH & FHIE L, JF & 1 3 T A 4 16 ) (9 3E 4140 EF
AR R 52 B AN A A 751 ok 90 < iR A A i P P P g | RS M2 S BRI, AR I4M EF 4
AR BT AR R 0 B R R AR B T, T e SRR Y B AR A AL R 2 H TR YA EF SR 19 3220
Wi EEA: 2022-04-29; EFAHA: 2022-08-02
EE&WB: = H/AKLHIRE (20142X07204-008); L7534 & a8 & 11l k23 & 5 5550 H (BE2019708)

E—1EE: BB (1997 —), B, W LB L, zZmjul23@l63.com; RRBEEE: X F® (1977—), B, W+, #Hxz,
Ifq@nju.edu.cn
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TR, )R AVIHESGLH Bl (metal organic framework, MOFs) J& fi b 45 38 i AfF 58 A, HEARLR
A RIBILBRZEH, HInhas M e OR bR 4 @ A0 S i 38 51 43 it e, i T ik — AR i 4 R AL R
XTPEAEAL RN TP R A 3, A T 2GRS, WF ST A A RN [ R 4 R 0T K R B4
J& MOFs, 3 8¢5 T MOFs ML TE PEP1, SK1 MOFs 1k EF BRI i 16 7] B 5 H M g O A2,
HIHAPUEAREE 2 9% EF [ H AR B ROS %Ak, & s Ak R Z AL a5 s SR is Y, Itk [Rl2b
P2 5 HL A R RN Ak 2 R R R OB TR oK

ARWFFE LI A4 J& MOFs—FeCo-ZIF JHi K, LI =% H M (melamine, MA) Ay B IR AR I, K5 Wi
T AR B G A T A 2 ik 90 K A B 2 B AE  4 B A 1L 7] (N-CNT@FeCo), % %¢ T MA %t FeCo-
ZIF 1 A Ak 5 EF PERE RS2 e MR, IR9E TR R b 0y E LG R M AL ALEE , B8 TP IR
pH. N HEAL . A7 BB F I B G R BT SMZ B SCR 52, LT N-CNT@FeCo 1E 4
EF BF AR A Ak 550 i 2 ik 1o FH 1 R
1 MR57F%
1.1 XEMBENE

LB MR SSKA IR (Co(NO,), 6H,0), Jo/K B R 4 (Na,S0,). Jo/K 4B (C,H0) 318 43 #t
ali 14 F R Ak il e A IR A A s EOK A R 4K (FeSO,-7TH,0). A A L4 (NaOH). ¥k i iz
(H,S0,). MEAEIR (HNO,) 3452k 73 #r 4l 31 M T [ 25 46 Ak 2GR A FR A /) 5 = UK (CLHN) S 43 B
4l - W T b 22 v AR AR AR B R A R S R 5 B e O (C o H NJO,S) . NON- T T Bt i
(C,;H,NO, N,N-Dimethylformamide, DMF), 2-H JEBK I (C,H(N,). H & (CH,OH, Methanol, MeOH). #{
T B (C,H,0, Tert-Butanol, TBA), #f I (C,H,O,, Furfuryl alcohol, FFA), XJ & [ (CH,0, 14-
Benzoquinone, p-BQ). iR — A4 (KH,PO,). H R EKH (K, TiO(C,0,),) ¥ k43 M4l I 0 F L ¥ ffHr T
AL B B A BR A 5 5,5- B 3 -1k i bk -N-45 fb ) (CgH, NO, 5,5-Dimethyl-1-pyrroline N-oxide,
DMPO) Il F Al 6 &l 25 T lb #k 8 2 4k 5 4-% 36 -2,2,6,6-DU B & IR BE (C,H,N,, 4-Amino-2.2,6,6-
tetramethylpiperidine, TEMP) 4 T 7y BUEUAE LB A BRZAS F] 5 Bl (W1S1009) 1 T 5 V5 i i B A R
/3 Al Nafion W (5 wt%) I8 T 32 E AL B RHE AT BRA A .

SEHALAS U (TL1200, e ot M2 AL SR BB BR A Fl ) AL A2 T4 uh (CHIT60E, 11
& A AL B AT PR A F ) AW A 5 1% A (LC-2040C, H A B HE /N ®] L high performance liquid
chromatography, HPLC); HiL /B & 45 5 761 & A4 (U (iCAP 8000, 3¢ [E % 8K it /KRB A A,
inductive coupled plasma emission spectrometer, ICP); 145 HLAK 43 HT 1% (Multi N/C 3100, 78 [# HS £ 43
HriX #5772 7], total organic carbon, TOC) 34 i T i i %% (S4800, H A H 37./A A, scanning electron
microscope, SEM); % & B B 1 %5% (Tecnai G2 F30, 35[E FEI /A F], transmission electron microscope,
TEM); X 9FZfii 4412 (D8 ADVANCE, 7 [ 114 i /2 6, X-ray diffractometer, XRD); X 4t
FHETEIY (K-Alpha, & [EFEER K /RBLF A ], X-ray photoelectron spectroscopy, XPS).
1.2 1EImBAR S & 75 &

1) N-CNT@FeCo [P | £ 3 i M B 7K 135 i 85 FeCo-ZIF™!, L) FeCo-ZIF A Hij YK {4, ¥ FeCo-
ZIF I MA TR Lo 1. MRS WA EE TPt m s A S XN, i HESER RS
& (300 mL'min""), A5 °C'min"' FHE % 800 C, M4 2h, FFRH R ERGIBEEE MY, 7Ett
A T il £ 19 A 1L R 4y 24 N-CNT@FeCo-M, H: 1 N-CNT@FeCo-100 ffij 5 2 N-CNT@FeCo. Uit
Hh, FEATIN MA B 2544 il & 4 AL 77 5 44 24 FeCo-No

2) & i I B B & . FREC 6.0 mg M AL RN ACF 100 uL 5 B 77K . 300 pL JEsK Z EEFD S pL
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Nafion ¥ W IR A W, BT RC S T A 30 min (AL 08020, RIGH BRI ERA R 4
em BRAT I, TEZIRT B AR T 1A 2 4 20 Ak 500 0 e A 48 1 B A o
1.3 EFIRAE

K FH XRD X i A6 5 () A AR S5 48 i 17 RAE . >R H SEM Al TEM X4 Ak 55 (9 SO0 I8 35 14 47 53 #
K XPS X AL FN FEAT T R M A48 o R G ERMR 22 1 (cyclic voltammetry, CV)., i Ak 2= BH HT i
(electrochemical impedance spectroscopy, EIS) F1 Ji€ % 4% B, #% I i (rotating disk electrode, RDE) fiff 5% #4 %}
1 HL AR 2 R fE
14 XBWE5SHAE

A4 HH EF FEffS2 5 . AR AH EF OB 7ES
PR O e (B 1) AT, DABA) o Ak
FNE AT A TAER L, 2.0 cm® 4 F AR A1 H
TR AR A 0l A X E R R S b R, 0 A A
CHI760E i AL~ T AR s, A UMt 0
AL RORIEAE AT AN 2 B AT B 4 R i
R B — Mt TR A BRAESIEBLH,
W ff SE IR I 7E—0.5 V I fE AL AL RS i AT . D
H % 20 mg- L' SMZ F1 50 mmol-L™" /) Na,SO, fJ
VS W R RS 24 2 K, MR pHL f F NaOH Fll

AR (BI%)
HSO, AT, #AME BT, SR AED th pH T R ——
AT (PH=15.2). WAL IR aR T, TARHARIR Fig. 1 Illustration of reactor construction

5 7E LAV R 30 min 1A B W BT

SMZ ¥k BE I 72 . SMZ Wk B 38 of HPLC #4700 2 , #F 4h il i C18 ik i ik 17 0 5, FEAE IR
30 C BT, A FE SR I BEAT R, 3 sh A o B R — B0/ U (60:40) TR Ak, Wi
I mL-min™", &0 K R 270 nm. 48R B E . O 60 min BUE f 7K A28 3R DU R 20 U8 A i g
5, ICP W A 3 W Bk B FEL B R . HLO, WR R E - R ARSI A B B K
H,S0, 5 K,TiO(C,0,), IR &R P, 45 HE 10 min B4, 78K 386 nm Ab il 12 H ol g e,

i 1 v — 2% B g 2F O B X AR S4A EF B SMZ (0 R UE AT IS, SMZ R A 1 SR B RO 4 28
(1),

—1nC£0 =kt (1)

K. Co o SMZYIUR BT EWE, mg L™ ¢ A RMBIE, min; C RN ¢ B () SMZ JT i ¥ i,
mg L™ k R R, min',
2 #BR512
2.1 N-CNT@FeCo HJZE )R E

& 2(a) i 7n , FeCo-ZIF 1Y JE i Sk 3% 1 ML RS 09 BRR BORE , ki 42 29 28 300~500 nm,  1fif % il
MA J5 FeCo-ZIF [ 1B 4% 7= e 3 7= A= i 3 A8 4k o an &l 2(b) Ir7n , FeCo-ZIF [ Bk R 45 44 %% 28k N-
CNT@FeCo HHH Ji 58 [ i 49 K 4 (carbon nanotubes, CNT) 544

H & 3(a) ATLLEH, N-CNT@FeCo Hi CNT HEERE PR PR AL, CNT BERZ14 10~120 nm.
TE & 3(b) HBE B W W2 2 X% W Fe, sCoy, & 4 W (110) & 1 FY f k% TA] #E (0.201 nm)P”, 454 XRD i [
(1 3(c)) H 45.1°F1 65.5°4k i Fe,,Co,, & 4 4F 1E I (PDF#50-0795) L & 44.0°, 51.2°F1 76.8°4k iy
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—1.00 um o = 2.00um — 1.00 pm
(a) FeCo-ZIFfSEMIA] (b) N-CNT@FeCof{)SEMIA] (¢) FeCo-NfiJSEM]

[ 2 FeCo-ZIF #1 N-CNT@FeCo HJ SEM [E|
Fig.2 SEM images of FeCo-ZIF and N-CNT@FeCo

10 20 30 40 50 60 70 80
(b) N-CNT@FeCofyHR TEM[X]| (¢) N-CNT@FeCof)XRD]

B 3 N-CNT@FeCo #J TEM, HRTEM EL X XRD [&
Fig.3 TEM, HRTEM imagines and XRD patterns of N-CNT@FeCo

Fe,,5C0y 5, B & FRIEIE (PDF#51-0740), IESCIR YRR RS A4 . LAh, 7EE 3(b) M523 0.340 nm
F14) S ) B I A7 BB 1Y) (002) FTHT, XRD 1581 Ff 26540 H 3 T B (8 1) A7 BB BRAFAE 14 (PDF#41-1487).
XOFP 4 R A SR A LR S kRe, AR T NE S & 90K URLTE EF /K & ORR 5 287F
5 J52 0 1 FEL 7 £ i o

FIH XPS 38 T MR R A T RAM MM A HE 4@ ) Cls ki h T LIEH, T
284.3, 2853 F1290.4 eV AbHY 3 AU, 43 SIXT I A S5 6k . C-N Ml w33 U BH B b R %) A 25 AL AR B
B, 5 TEM DL K XRD 43 Hr &b R — 3%, 76 & 4(b) 9 N1s K 41 3% 7 F 398.2. 400.9 1 403.9 eV
Ab B AR IR 0 4 S I L R S L M R SRR IEBHRUZE CNT L o84, XA AT 42 &
AL X5 2¢” ORR 4 BE £ PE PN, [/ 4(c) A1 & 4(d) i BEAY Fe® SR AE 1% (706.5 eV Fll 716.7 eV k) &
Co’ FRAIE W (778.7 eV Fl 794.9 eV) W 3 — B T 28k & 4 (A FE Y. Co2p ¥ 41 ik 7F 781.8 eV Fll
802.8 eV Abif B T X Co-N HYAFAEIED, R HIELES & 4 7] el o & )8 -A (M-N) 45 58 5 402 N-
CNT AHi%E .
2.2 N-CNT@FeCo BIE 1k 3 K1

WA S(a) 1 5(b) i n, N-CNT@FeCo X} ORR F il Ji Hi i #¢ FeCo-ZIF B i $£ F1, ORR i 4f
B 7 B IF . W] N-CNT@FeCo fi ORR 1% P 55 T FeCo-ZIF., NIl 5(c) i, HEALFIAY EIS K2 i —
BB vy A DX 1 (B IR — S5 AR ST DX ) RE 2 A ko e A DX e B I Y B AR AR SR R e A RS BHL T, ELAR /N U
F o7 % 308 R RS M L IR DX R £ Y At R AR R A T RN PR R) A A BT R B S Y N-
CNT@FeCo IR IR EL 12 B /N F FeCo-ZIF, &3 H AR MY HL frf 75 B BHL T (60.7 Q<187.9 Q), X35
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280 282 284 286 288 290 292 294 392 394 396 398 400 402 404 406 408 410

HiehigleV HiahigeV
(a) ClsiE (b) Nlsj[
Fe®

700 705 710 715 720 725 730 770 775 780 785 790 795 800 805 810 815

SithEeV HithtleV
(c) Fe2pi[ (d) Co2piiIA]
4 N-CNT@FeCo B XPS 73 #f
Fig. 4 XPS analysis of N-CNT@FeCo

. 0r 300
1:5x10 e FeCo-ZIF ¢ .
ol / —2.0x10 | 250 | + N-CNT@FeCo .
4 FeCo-ZIF + FeCoN .
_ -4 | -4.0x10*} FeCo- 200 . PO
<\5 1.5x10 ~f < . .
B 5 ox104 | 2 -6.0x10 | S 150t Re Lo
# Becd N * ‘4 :
—4.5%x104 | -8.0x10* + 100 + \A R “ °
' N-CNT@FeCo RS ALY
—6.0x10* N-CNT@FCCO -1.0x1073 + 50 + « AW.
L L L L i ~1.2x1073 L L L s 0 L L L " s
-08 -06 -04 -02 0 -0.8 -0.6 -04 -02 0 0 50 100 150 200 250 300
BV CiRAY VAL
(a) FeCo-ZIFFIN-CNT@FeCo (b) FeCo-ZIFHIN-CNT@FeCoft ()AL U EIS ]
HCVIE RDE#R AL 14k

5 FeCo-ZIF. N-CNT@FeCo F1 FeCo-N HYH £ F R 1E
Fig. 5 Electrochemical characterization of FeCo-ZIF, N-CNT@FeCo and FeCo-N

TH AR, 5 oV Ilas B —2, DL L g5 R R UB b A BRI & T AL R A BT AL
HR
2.3 EF [%f# SMZ % &

& 6(a) F1E 6(b) fif7x , FeCo-ZIF B # 1 T EF [&f# SMZ, H 4R 60 min X SMZ fit) 25 B R ]
ik 91.7%, BEEES T M4BT B &8k 1.22 mg L f 8.65 mg- L', ¥AH EF BVEH A& Z 9 .
H FeCo-ZIF E #8515 2| ) FeCo-N 7E EF J i 1 i 1k %tk SMZ (%) 3% % S F g PRIk, 7€ 60 min X
SMZ [ bR FAL N 73.7%, HAGE TR A 1.65mg L. & 2(c) & F], FeCo-N IRk K
HEME T REaEAE, EEF RN HEREEREAAET, B RR e 2E. m
FeCo-ZIF 7 A ] 51 ) MA JBERE )5 15 21 9 N-CNT@FeCo-M, JZ i 60 min fif Xf SMZ 25 bk R 42
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1.04 —a— FeCo-ZIF 9.5
—e— FeCo-N 90|
—a— N-CNT@FeCo-200 : [Zd Fe
0.8 —v— N-CNT@FeCo-100 85t 1 Co
—— N-CNT@FeCo-50 0
—«— N-CNT@FeCo-20 - 80+ [
0.6} —— N-CNT@FeCo-10 g 75k
0.4} ?\é =
UE L5
0.2 “ 10 '7}:
0.5 B/ 1 E
0 1 1 L -+ 3 0 | |7‘| 1 D
0 10 20 30 40 50 60 NN q/QQ \QQ 8
i &) /min O g &
+ $§@Q Q\X‘@Q Cgi@ Cﬁﬁ@g gi@Q
(a) N[ FeCo-ZIF/MA i fit L il 45 i A 77 FEL 2S5 P $ w W $
(b) AN[FFeCo-ZIF/MAGT & Lb il #5-fiefb il 42 Jg 2 th ik
0.060 7 1.0
0.8}
0.045 - 7
- 7 0.6
.8 | S}
:E 0.030 <
0.4}
0.015} —— AL D
0.2 —a—J= Ay L5
—v— YA LR
—o— i IR it
o LL { . . { 0 X . . N N
eoﬂ O D 9P A0 0 10 20 30 40 50 60
<@ Hf[)/min

o o 7 L0 &0
<& ¢ @§ @? @‘?
s@ @ & &
O WO (L

() ARIRIFeCo-ZIF/MA ik L i 46 A L0 (A S 4 (d) 485 X SMZIEAY ik

6 7[E FeCo-ZIF 71 MA FuE bb I & H#E L5789 EF 14 &8
Fig. 6 EF performance of catalyst prepared with different FeCo-ZIF and MA mass ratios

T+ % 88.2%~100%, % fi2 i FREZE 0.05~0.50 mg-L™', 1 REf 14 AY N-CNT@FeCo-100 1) k {H i ik
0.057 min™', #J°4 FeCo-N 1 3 % (&l 6(c)), 60 min AJ 523 SMZ 158 & Wf# , TOC ZFR3 K 45.3%.

EIS M izt 45 S (& 5(c)) % W] , N-CNT@FeCo-100(60.7 Q) It H, fif %% # FH J7 i /N T FeCo-N
(145.9 Q). X A BE15 25 T 7 I MA J5 35 2E Hi 9 N-CNT RE I H faf £ 5 7, 45 4 N-CNT@FeCo 1Y
FAEHr, MA 1R AR U5 AECIR AT A B9 N-CNT gl i e o ke & & 2 M B T8, 15
EF fifb 16, [FIAS N-CNT 180 &8 9O R AR 2, e B M NE S SR A LI T W
b fasE k. 25 bR, Phik FeCo-ZIF 5 MA Jiift ol 1:100 #E47 J5 22058 .

SMZ 11 [ fif 38 %%Wﬁ FHAR% %84k . $4H BF LA S A4 4H BF o 3L R P ARG 45 5%, R E
£ T IV 40 min I 43543 B9 SRR, 45 R UNE 6(d) Fras o B RRE . BHAR A AL . ¥4 EF DL R AR
AH EF 3o F % SMZ [ 1 STk K KN 5.5% . 22.1% . 16.7% F1 55.7%, i B1AES4AH EF % SMZ 1%
fif e EEAE .

24 BITHMHXTEF MR

1) pH (Y5200 . AN[RIW) iR pH T SMZ (1) B it 2 22 Ak an 1¥] 7(a) 7 o EF PR RE R & I 46 pH B9 1
KAEFw G NRE, o Y pH B (pH=5.2) [% fif P G A, 40 min X SMZ 1 2 R 2 B 7] 35 %]
97.3%. H1 & 7(b) W1, BUEAE pH=3.1 B}, fEAL ISR 55 fo e Pk, BRANES B 4 A A
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1.0 025
[ZA Fe
E3 Co
08} 0.20
2 1 77
0.6 » o015t o
o = — I I —
S ] — -
O — |
04}t ﬁg 0.10 71_: =
m — —]
& — —
02} 0.05 1/ — —
0 1 ! ! 0 1 - 8
0 100 20 30 40 50 60 3.1 52 6.9 9.0 11.1
[ [a] /min pH
(a) WILGpHXT SMZFfifk 1) 52 0 (b) RFEHIGHEPH T 48 12
< g
O &)

Py

0 lIO 2I0 3I0 40 50 60 0 10 20 30 40 50 60
Fifi)/min fif []/min
(c) I FH AN X SMZ A A 1953 1 (d) BB XS SMZ S (32 1

El7 ET&M EF 4R
Fig. 7 Effect of operate conditions on EF performance
0.09mg' L' #10.17 mg'L™'. £ BRTiAR, JE2eSi Wik #:7E pH=5.2 F #17.

2) AL B2 . W 7(c) Uras, YN EA 0.5 VEF, £ 60 min B SMZ B 2 BR R K
100%. F i R AL 57 22-0.6 VB, SMZ 1Y LBRFTRE T 11.0%. XS i AT & 2 0 L & H,0, # i
— IR HO frgk, RAIEI R IH T SMZ B . BE N FHL AL -0.5 V R T 225286

3)BHE F s . f & 7(d) iU, CUREREIEUE SMZ (W FEff o X & PR ok CU7E FH AR AR il 5k 451k
PERY HCIOPY, 17 HoAr 3 B BT 5 746l T SMZ 0y [ A, 4 il /E FH A 5 3] 55 4K ¥ HyPO, =<HCO; >
NO,™, A 3 Fh B T2 K -OH A il A Ak T 55 A9 [ F 307
2.5 MBS

ffi F§ TBA(100 mmol-L™"), FFA(5 mmol-L™"), p-BQ(5 mmol-L™"), MeOH(50 mmol-L™") 43 %I f
J3-OH. '0,. ‘O, . ‘SO, M KFIHT, FEpb5&F F TBA. FFA Fl MeOH X} -OH ¥ K 1 4 F5 7E [F)
— K. Kl 8(a) Fras, TBA BUHIAXT SMZ F& i 5= A B B3, i im A FFA 8940 H1 508 (38.7%)
5 TBA(33.6%) JL-F-—5. X UtB]-OH X[ 5 Je W iy K 2 7 2 X EEMIEH , 'O, mAARE I i 4
KA, HHTTERES /N, MeOH X SMZ [ fiff i) 30 il 7 FH 55 F TBA, 136 BH -SO, 1) BT ik T LA 72 gk
At WK -0, AESHNE B0, A%, [RlEt o 2 i) Fe(ll) i J5 4 Fe( 1), FEAR T -OH 194 il
R UM HIES T SMZ R, 1B 8(b) S HL IR AL 4R (EPR) ML ZE R . AT LU, 3EF N-
CNT@FeCo f¥) EF {& % 1 i 31 T DMPO-OH F1 TEMP-'0, 4 AE I, 1ESZ-OH F1'0, BUFE7ERY, 45 |
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1.09

—— JCEKH
—e— TBA 0,
08}t —a— FFA
—»— p-BQ
—— MeOH
0.6
5
S
0.4}
-OH
02F
0 1 1 1 L 1 1 1 1 ]
0 10 20 30 40 50 60 3460 3480 3500 3520 3540 3560
I [ /min W358 /mT
(a) WA FINT SMZE ik 1) 5] (b) EPRjE[E]
1,03 05-
E=—05V
08r 04F n=2.83
o R*=0.963
0.6f 5 o3}
S —=— 10 mmol - L' H,0, P .
041 —e— 20 mmol - L' H,0, £ o2f
—a— 30 mmol - L' H,0, ~
o k=321
02k —v— 40 mmol - L' H,0, 0.1k
0 L L L L L L ) () L L 1 1 ]
230 0 10 20 30 40 50 60 0.06 0.08 0.10 0.12 0.14 0.16
Hﬂ‘l‘ﬂj/min w12 /(rad—l/z,sl 2)
(c) KIS M SMZAY P Ak (d) RDEZHH7

8 WIS
Fig. 8 Mechanism analysis
firik, 15 5P B REfE S DL -OH S 5, 'O, F1-0, L [AS 51l # .

UeAh, BHEET N-CNT@FeCo 76 2 35 1 1A & v B33 1k H,0, M9 BE 1, & Bl N-CNT@FeCo([4]
8(c)) JC LA # b 3% Ak H,0, A 1 -OH [ f 7K i) SMZ. X J2& K R i A1 BE B & 3% 1k H,0, B fig 11 &
%o [ G S w AR RE (K 2(a) 2, TERZZBUIR (>3 2) B LT HL X DL 24k
A4 TP AL B BN AR A R I, R N-CNT@FeCo U AE XA SR iyG M 22, DL Bg5 RUESL T g A nT
s B AE

N-CNT & & # ik 55 52 — F A 20 2¢” ORR
AR, b AR R AR R HL0, 1Y B M
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Highly efficient removal of sulfamethoxazole by encapsulated bimetallic
cathode catalyst enhanced electro-Fenton technology

ZHENG Hao, LIU Yutao, LI Aimin, CHENG Song, LIU Fuqiang’

School of the Environment, Nanjing University, Nanjing 210023, China

*Corresponding author, E-mail: Ifq@nju.edu.cn

Abstract The conventional non-homogeneous electro-Fenton (EF) technology mainly faces the deficiencies of
slow generation rate of active oxygen species and poor catalyst stability. A nitrogen-doped carbon nanotube-
encapsulated iron-cobalt alloy cathode catalyst (N-CNT@FeCo) was successfully prepared by calcination of
FeCo-ZIF and melamine (MA) in a co-blend with mass ratio of 1:100, which could enhance EF to efficiently
remove sulfamethoxazole (SMZ, initial concentration set as 20 mg-L™') from water, and SMZ could be
completely removed within 50 min under near-neutral conditions with degradation. The degradation rate
constant was up to 0.057 min', which was two times higher than that of the bare bimetallic catalyst FeCo-N
prepared by calcination of FeCo-ZIF alone, and the total metal leaching from the former (0.27 mg-L™") was only
15.1% of that from the latter (1.79 mg-L™"). 96.0% of SMZ removal was still achieved at 60 min when N-
CNT@FeCo was recycled after five times. Scanning electron microscopy analysis and electrochemical
impedance test results showed that the N-CNT induced by MA not only effectively limited the corrosion damage
of the internal iron-cobalt alloy by the strong oxidizing environment through the encapsulation structure, but also
significantly accelerated the electron transfer rate of the internal iron-cobalt alloy, and the unique encapsulation
structure of N-CNT@FeCo made it both highly catalytic activity and highly stable. This study provides a stable,
tunable and easy to enlarge encapsulation strategy for the preparation of efficient and stable cathode catalysts.

Keywords electro-Fenton; encapsulate; bimetallic; iron-cobalt alloy; sulfamethoxazole
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