550 TR T IR 244R 5 17% 5 61 2023 % 6 A

Eco-Environmental Chinese Journal of Vol. 17, No.6  Jun. 2023
Knowledge Web Environmental Engineering
@ http://www.cjee.ac.cn E-mail: cjee@rcees.ac.cn S (010) 62941074

=H: KiTHEE
10.12030/j.cjee.202302117  HEIp2KS X703 SCEAR IS A

T, SRR, A, S MORBER B BN PR P BRI L BRD). PR TR, 2023, 17(6): 1828-1840. [WANG Yiyang,
SHI Huilin, YUAN Meng, et al. Removal of OTC from water using hydrogel coated nZVI[J]. Chinese Journal of Environmental Engineering,
2023, 17(6): 1828-1840.]

WK G B R AR T BRx ok i R B bR

I, LEMH, ZF, L5
UK SRR b TR BE 5 R S VeI T e T 9005 . i 200082

B OE NIRRT zVD) FE N R 5 R S R AR BRI BR L LA DA A IR A A SR TN U I IR R
(PPAA) R #Eik, DAASZ W Al 5, SRSk a5 mevk il £ W /K BE i A 78 70 40 K 8 4 (PPAA-nZVI), FF¥ HH
Fokh + 8% (OTC) (%%, i@+t SEM. BET. FTIR Fl XPS % &4F T PPAA-nZVI [ O IE 55 Fn ¥ Ak Mk I3, #R3+F
T OTC W14 Bk B . W W W0 I pH AN LA 4 X OTC 2 (R AL 50 m . 45 KW, 252 W 6E 08 18 5 4%
nZVI, HBI# nzvI 25 3 PPAA N . Bl E ¥) I OTC Ji = Wk FE (38 N, OTC Ay = BRRZ i in, 24 PPAA-
nZVI# &R 0.5 gL, OTC #JUh B & vk i 300 mg L7 i, BEREXT OTC B9 15 &35 B 3 K 481 mgrg™'s pH %t
OB 5 OTC B I E /N, PO, FI HA B 17 1E X PPAA-nZVI % B OTC ¥4 Mk /e . A1k 2B OTC 3 %5 it
Fenton & fk. . OTC 55 Fe* () 4% & DL K bh ek e b MR s B W B 3 Fhasc 42 . LA BB SE 45 SR o] S nZVI 1R 4k 75 K
TR B OTC $R A6 —Fh A B 19 5 %

KHEIR HOKRBMME; WOKEER; SOA; EEE

AR, BEA Tk A V5K HE A KA 2y . AR RO, Bi2E 3R T5 L B 2o 45 R 5 A
BT b B AEAE IR AR o PUAE RAEIR GG P 8 B R AR EE e, X AR (g e A AR AR BR B P AR I K
Wy faEN, 18K (oxytetracycline, OTC) j& MU F Ry ARM —M, BREFE S I HE
RRMPUEZR, BRSPS S e A AL 2R 50, &R & i RGP g, BAHER, 5%
B AR EMRMR AP, HATX OTC 1 2 Bk £ 24 W) B = ik U AE Y s, Hh A Ak
B OGMEA T  WR BT SR R WA W B S O, TR 22 T BE i OTC Bk 3 HAE W e A i
K E A Bk (nano zero-valent iron, nZVI) & F5 R AETE 1~100 nm PN (1 Z M 2R WUk: , nZVI E 3% 1A R
AR /N BRI 56 — RO, IR 5 WSO A, X0 AR 3R By IR B 25 R 803 e LSz
FAFRA T AR G )z N o AH nZVIFE SEBRI A — o R, FEA
IR 3 g7 nZVIRLAR/N . Gy ISR, 45 HE L 3R T80 ARURD SO, 3% 1 2RI REAR s nZ VI 7E 28 S iR ) 9t
Ak, R R SN SR AR A s nZVITE BRSNS Bk A AR AR DLTE W) A O
AL AR, A0S N nZVI 3F— 20 JOis, AR A 52 B i rh gt H i sl o Be L &
BT AR RO TR B, S0 T AR BRRA .
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JEUR Fe®, [ st e 21 4 WO AR E A VE A, BHAE nZVI G PR B4R, SR R 3G 1314, B 9% &3
X nZVI ST SCHE R 3 — 2048 | nZVI AR E M . A LA R R R et k2 —, R
HEREY, MWKEER . wRES, 7EnZVIREIEREEZ, 58 nZVI Bt A AL EE J7 19 [R] B o B
1E nZVI B 10 WK BERAE I — U R 9 8UA, 1 nZVI 3 7E PPAA 1Y — 4 25 ) W 4% 4544
AALAT ARG 1k nZVI & AR R, GRReH R W M, e m bR AR, i HoAE B nZVIERL, fE T
nZVI 5 WA BT 5r 8, R FE pH 2% vh A1t 48 A 5 Tl R 300 O R 9 PR RE"), i nZVI 7E RSB
F5 Y b B 7 T LA F R AW 1 A0 R G0 % R i 5

AHIF ST LA 3B PR M T ) R 5 TR 0 Tk B () AL SR ) (PPAA) 344, RISy ik J5 5], & ik
I A0 78 U K A ik (PPAA-nZVY), SR04 LAY nZVI & 5e 250 E A 25 2 /e MR Hl a7, f#
oty Fe" AN Gy g #E, PRI e e iy, [RIB PR R A4 ml F A o BB Ah, R 5T Tz L LBk
OTC (IPERE SHLER, LIIN nZVI 225 OTC R4t —Fh 5 a7 s B et (4 iy ik
1 MBE5ERE
1.1 RS

VA TR B R SR N M I B 1 AL R W) (PPAA) T TR 2k (h ED) ZRERI A IR A F, 2Bk Kl
BT RARE S R A R AR, oK OB EAKBRER WA, BERRAT . AR . R . A AN
WA E T E 2GR, R SRR A 3% 4 (HPLC-20AD) il % i ¥ 1 OTC s ik .

1.2 MREI&

¥ 2 g PPAA #8113 100 mL ¥ 3 4 0.2 mol- L' (1 Fe* WA, 7ERASM FHE 2h, FFRKM
AU A 100 mL 7 0.8 g 45 2 By by R 0 A5 42 U, ## 8 | h )5 15 2 PPAA 3 78 19 94 K &t 4k
(PPAA-nZVI), H#EHHTC/K CBEGEE S A B2 TEAR N 60 °C T4 6 he
1.3 XBWHE

1) RN 8 12505 o 8% 0.075 g PPAA-nZVI 2 in %) pH 24 5 %9 150 mL T & ¥k B 8 50 mg L™ 1)
OTCIFW T, HIRIEW 10 h, JFAMIAE 0. 5. 15, 30, 60. 120. 240. 360. 480. 600 min HUFf,
D72 B ) 4y OTC B Wk B, I ik 47 3l 1127 53 M o

2) PPAA-nZVI il 1 X OTC X BRACR B 5200 . 430 16 0.015. 0.03. 0.075. 0.15. 0.225. 03 ¢
PPAA-nZVI # %] pH & 5 4 150 mL Jif & ¥ B 4 50 mg-L™' B9 OTC W P, HIRIRY 6 h, FF43 7
TE0. 5. 15, 30, 60, 120. 240. 360 min HUFE, 5 iAW PRI 4 OTC Jii B ik J¥ .

3) ¥ ih OTC i 1t Mk B % OTC 2 IR 2R B 52 . 4 0.075 g PPAA-nZVI 4 B 4% 3] pH K 5 1Y
150 mL #7 4 OTC i & ¥ &4 50, 100, 150, 200, 300 mg-L™' A OTC iFW ', HIRIRY 6 h, [N
45 RIS IURE I 2 VR D R 4y OTC ot ik 3

4) P14 pH X OTC L BRACE IR . 0.025 ¢ PPAA-nZVI 230 %) pH A 2. 3. 4, 5. 6.
7. 8¢ 9. 1044 50 mL %) 4 OTC & ¥k &}y 50 mg- L' (% OTC iAW, 1HIRYE 6 h, IV 45 K5
HUREIN S IR WP OTC Ay Jof vk BF T2 28 45 pHL.

5) S 7E W B OTC 22 R B 52 . K 0.075 ¢ PPAA-nZVI % 3 pH 4 5 (%9 150 mL %) & OTC Ji&
R S0mg LT M PO, . HA R /514 10, 50, 100 mg- L™ AIRA AT T, fHIEIRS 6 h,
TE 0. 15, 30, 60, 120, 240. 360 min i HURE, W % W OTC (1 it f ¥k B2 o %F T % PO, Ay K
B, 20 S W PO BT R R B
2 #BR51R
2.1 MRIRME

1) SEM-EDS 43 #7. &l 15 PPAA. PPAA-nZVI ) SEM-EDS %5 5. M & 1(a)~(b) A] 41, PPAA %
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HOGH . WAl 1(c)~(d), 7E PPAA-nZVI YR HIA R Z4i/NEkL, SFERARLE S0nm LIT, BHATEAF
B o H I 1(c)~(d) AT, PPAA il PPAA-nZVI UL E A% C. N, O, KFL.C. N, O,
K. Fe, Hr, PPAAH C. N. O. K i [b530llhy 44.85% . 14.96%. 27.7%. 12.33%., PPAA-nZVI
H1C. N, O. K. Fe i lb7 0l 0 46.24% . 5.52%. 31.37%. 0.66%. 16.21%. T PPAA-nZVI it
b, Fe¥5 5 PPAA F i -COOK ., -CO-NH, b1 K'Hl NH, 5 & 4= 85 T35 e, PR AL T Al
nZVI, B, #EERUI B Fe oLk, M K. NJTE &&= FEME, SEM-EDS 458K W, nZVI i
U283 T PPAA L.

2) BET 43#7. 3 1 4 PPAA. PPAA-nZVI W LRI . FLA . LRSI, mE 1P, 5
PPAA # Lt , PPAA-nZVI Y BET H 3% i BL A BJH S FLARFL 0 S8 i 7 7 510 £5 . Xl gl F

50 um 2 um
=

(a)PPAA SEMJ¥| (b) PPAA SEMIH

(¢)PPAA-nZVI SEM[ (d) PPAA-nZVI SEMIH

o K
Fe
0 2 4 6 8 10 12 6 8 10 12
4 rfiklkeV 45 GrfikkeV
(e) PPAA EDSK (f) PPAA-nZVI EDSK]

E 1 PPAA. PPAA-nZVI #J SEM-EDS
Fig. 1 SEM-EDS of PPAA and PPAA-nZVI



% 6 4] TS WORBER LB BRI R T ERx K rh 8 R B 1831

#F 1 PPAA. PPAA-nZVI K7L R 7
Table 1 Properties of pores in PPAA and PPAA-Nzvi

BATEABRKIEEmMBAN ZVITES., 5
nZVI e, T8 PPAA-nZVI [ BET H £ M

LA BIH B FLAR 4 /N, {H PPAA-nZVI T 7k - BETH. R MY BIHEFLIAERY RS/
RIS . T 0 0 20 g o ) 2 i) £ (g (em’e ) R
i, BRERE LML, Wi T 023 A 1278
B R BRYERE . K12 4 PPAA. PPAA-nZVI Pffé 156 0.005 1 12.77
[ N2 W B -JBE B AT 2R . R P 2 FTRD, PPAA, nZvl 6.25 0.009 57 10.89
PPAA-nZVI 1] N, W B -J5d B il & 35 Sk TV 7 4%
Mgk, HAT H3 BIF S IR TV B4R 28 X6 1 Y .
AL MR BB RIR R, EE LA a0l e PPAA
TEA LR R U H3 BUHE S 3R 0 77 4, Lsl Oy P
HY T JURLIR W BT 7 A RE BB A SR A, A AR %Ll
FLAEA BT B, 7E B AR T X B T
LI AR, 25 A BF 45T, nZ VI &
7 PPAA 1025 45 T K MU 3 PPAA 15T 1 =
A, I B v LR IO 1 W B i 031

3) FTIR 4> #1 . K 34 PPAA. PPAA- 0r
nZVI ) FTIR Jtii% . WKl 3 frsn, 7 PPAA Fi gt ——
PPAA-nZVI 1, 3 160 cm™' Ab i 5 2 Bt i 1Y HIXHFEFI(PIP,)

N—H BRI AD, 2926 e ALEW I gy ppaa, prAAmzvI B0 N, BRH-BLHI S R4

) C—HMPL IR, 1674 cm ' 4k 2B
fi 1Y) C= O By $fd I sl 1 21221 7E PPAA 1,
1555, 1450 F1 1403 cm™" &b A9 5 R h 0—

Fig. 2 N, adsorption-desorption isotherms of PPAA and
PPAA-nZVI

PPAA-nZVI

1416 A 599

C=O XTI FR A X FRPLAR AR B A 2E, SR
£ PPAA-nZVI 1, 13, T nZVI i, 1555 cm™
Ab RIS JC, Ay BIAE 14580 1416, 1384 cm’!
A5 T — AN, WP R, YRR
HE5AFAMERESTIERE S W,

O—C =0 ML fiidig gl Z5 47T AR Fie il 2 7 A2
fb o 7€ PPAA-nZVIH', 599 cm™ & Fe—O [
FEAE I FTIR A FAE 25 5 £ 0 nZVI B3 L
# 3| PPAA I,

4) XPS 7717 |8l 4(a) 4 PPAA-nZVI 1 XPS 255Kl . M &l 4(a) AT A1, PPAA-nZVI 3R [ {7 7F
HEBELHRERN C. N, O, Fe, & 4(b) y PPAA-nZVI 1] XPS Fe2p Zr43% 8 . &l 4(b) 7] 41, Fe2p 4
R 44 I, 45568 709.85 eV Hl 723.37 eV I AU 43 51~ Fe(IT) 1) 2p3/2 Fl 2p1/2 W, 4%
HHEN 711.04 eV F1 724.88 eV Ab 1y 43 51 &y Fe(I1D) (1) 2p3/2 W FI 2p1/2 W42 7F Fe2p 433k v I A7 B
K ) 47 F 706~707 eV Ak nZVI RT3 B F PPAA-nZVI | nZVI Pk 9 — 2 2R e
2, DAk . AR AR . UL =3RS0, R T XPS SR AT AR I R R
22 RREzhHEF

K5 MwIlh OTC i Mk R SO mg- L™, s R 05g L, pH R SHF, RRENMEET, &
W ER B B OTC Fist ik FE A8 Ak, W RIS AT 1, JSOBEHT 30 min AL OTC By L BrEet, LBrRiLia

PPAA Y
160 1674
2926 1450

4000 3 500 3000 25002000 15001000 500 O
W /em™!

3 PPAA. PPAA-nZVI i) FTIR F1EE

Fig.3 FTIR spectra of PPAA and PPAA-nZVI
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LIRVE

Cls
Ols
Fe2p
l Nls
Y
1000 800 600 400 200 0
4iatigleV

(a) PPAA-nZVI XPS4:it[&]

Fe(Il)Fe(III)

Fe(Il)Fe(I1I)

we Fe(Ill
MW%QQ

740 735 730 725 720 715 710 705 700
Hiahe/eV

(b) Fe2psif

4 PPAA-nZVI K XPS £ 30 Fe2p 47 i
Fig. 4 XPS full spectrum and Fe2p spectrum of PPAA-nZVI

50%, B 5 25 BR 3 EE i 92, 120 min 5 A4 R
OTC ) £BRFKH| 70%, 360 min i OTC %[5
RIKF 90%, 480 min J5 OTC A 58 4 £ B,
FHHE— G5 J1 25 FOME — G5 ) 24 1510 ok 4y
Hr#f kX OTC 1 £ BRid 2 , B4 S8k 2
Jis o R 20T, HE 8 )2l LIAR &
M2 B R XE OTC 19 2% B i 2 (R>0.99),  #4
BN OTC 25 Bk 72 LAk 24 W B R 2
2.3 MRHEMEN OTC EBIURAE M

Kl 6 5 OTC BT W S0mg- L™, pH N
5, MR mES B 0.1, 02,705, 1, 1.5,
2.0 gL' I, A[E I ETR, PPAA-nZVI %
OTC ) L BR&CHR o W El 6 Al AT, [ 45 PPAA-
nZVI B B 3K, OTC B 25 Bk =tk .
MR 1. 15, 2 gL A, RV AE
I 60 min R FF 5 55 1Y 2L BR %, 60 min J5 %
A IR B, F bR R IR B 80%; Bl A B[R] Y
o, REREZE TR, 240 min B 2 BR R
I 100%. AEIX 34l &4, OTC B A
] ()25 B SR A A [R] L 308 B L B #E 50 mgL™!
WG OTC i e B2 T, MRty &, 4
BRI M 0.1, 02, 0.5 gL Hf, OTCHY
FRERJ 2R E AR, Hk
N A A TRy 1, 1.5, 2 g L7 BB
W%, 360 min J5 MR N A A 0.5 g L7 B
OTC B2 100%, HRHE IR N 02 gL
Bf OTC 2= bR R 80%, #+RH#& K 0.1
gL'} OTC £ B & R A 50%. 7& [ — ¥ 4
OTC i W FE T, B 25 A4 R & i 385
MR R RGPS £, W OTC 51

60
50 |
—a— PPAA-nZVI
~ 40F —e—nZVI
O
30 F
£
£ 20f
(@)
10
0 -
0 100 200 300 400 500 600
i []/min
5 & RNEfEXHREER OTC B0

Fig. 5 Effect of reaction time on the removal of OTC

*2 OTC ERBE—RFIE—_ReN N FHEEMUASH
Table 2 Pseudo-first-order and pseudo-second-order kinetic
model fitting parameters for the removal of OTC

WE—sh i WG sh 1%
ky q/(mgg") R k, q/(mggh) R
0.018 3 89.750  0.945  0.000 224 105.040  0.993
100
80
g 60
& 40t
+
20
0 -
0 60 120 180 240 300 360
[} ] /min

6 MEHZMEN X OTC B
Fig. 6 Effect of material dosage on the removal of OTC
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PR 5 A R 0, SO RN, OTC Y ZLBRFIE I,
24 1% OTC REKRE ST OTC £MM RN

Kl 7 ¥ 4G OTC Jit & ¥k BE 73 51 4 50, 00 r
100, 150, 200, 300 mg-L™", # % &k
05 gL', pHWN 5, PPAA-nZVI Xl OTC A4m'
LB RS . 7 A, BEH OTCH) 2 0l
f I ik o FE 9 FH 7 . OTC Y 3% B it 7% 7 44 £
K, M OTC I I e B Wk JE p 50 mgeL ! B4 ?g 200 |
£] 300 mg- L' BF, H R H 99.7 mg-g™ ¥
#) 481 mg-g™'. X UL W E#E OTC 4t ve J& 1 1or
. BEAH Y 9 PPAA-nZVI 2% I 3 T v A5 1Y
}F[J JEH %} 5 0 SIO 1I00 1I50 2I00 2I50 3I00
2.5 144 pH X OTC £M I REH M RO AR A B g - L7)

%1 8 4 11 it OTC it it 4 i 2 S0 mg'L ™, 7. #1% OTC R &R E X PPAA-nZVI
P& OTC B2

- SR 17 RE
PPAA-NZVIEL I LDy 0.5 gl?, A 2 PH T, Fig. 7  Effect of initial concentration of OTC on
iy & 8 AT T, pH X OTC 2 Bk & 3R 1) 5% i 55
AN, BB AE TR OTC 2 B 2R B AR T 2 1 il

PR A& 0, 4G pH N 2~10 B, OTC %15 _ /\:\;_./-\_\ ]

—_
(=}

100

T KT 00%. Kl IOBFF W, nZVI £ B »

OTC EZM i LIF 2 558648 — & nZVI FE IR § z
X 90 g
MWAESMET RAEM, B K Fe, F e /%4\¥4,k4/4 0

B 72 4 H,0,, JE /& Fenton f& &, /= 4 “OH, %_{/
¥ OTC E AL M /N oy F By R
Fe'' BB 5 OTC % & A it iE ™™ ol . . . .
Pt , 4 pH AR PEMS, Fenton {4 & fJE 2 a6 8 10
MELR Fe™ 5 OTC =, 013 OTC KBl 8 A[E#E pit;;HOTC P~z opA
A 5 pH HBREER, Fenton {5 L Fig. 8 Effect of initial pH on the removall ;)f OTC
B, H Fe A AT e LIS 18 X fFE7E,
Tk OTC R A% G, ABLET OTC A B iy R BRACR . AW R, 24k 1t n] DL fff
OTC, MW7 BN Sy i e, R, HEWTEBME 254 T, PPAA-nZVIFE/K th R AL i, 7
4 Fe,05. Fe,O;, FeOOH 452k ALY, OTC w4 Rk 2 T 1Y) 2k Ak 1y W B 1 75 31 25 B PY . ZEBRUPE 5%
15 OTC L BRZCRIAR TR 45 0F, X PTREZ B Bk 4578 T OTC FbA Rl 3R 1w 44 &2 67 i IR 2,
ARG F R HER . YIS pH AE 4~10 N, SN JE 25 pH E 4.8~5.5 WA RRAI X RS E, X
J& BT PPAA-nZVI (W R B8 28 #8005 404G pH o 2~3 i), W F HVRJE &, BREAY R 0% 2% vh &%
IV T
2.6 HEWEI OTC ERRIER N
DAL PO MY SZ M . 5] 9(a) 7 OTC T & ¥k B 4 50 mg-L™", MBIk 05 gL', pHA
SHF, N[ i PO % PPAA-nZVI 2 % OTC (9 5% mi . 1 & 9(a) 7T 241, PO, 1Y il A XF PPAA-
nZVI 2Bk OTC A RMMMEIEN, HBEEERR D PO M BT BN, OTC £ BR B #iFEAL,
B R 28/ o MR R b PO T & Wk JE 4 Bk 100 50, 100 mg-L™' B, OTC 2% B % th ROk 1

—_ [\S] w BN W =)} 2 [ee] el
245
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100 100 Agg 5 4 .
- L3 —&
80 80 F ——10mg- L' PO}
& ——50mg <L PO}
< 60fF 7 vy
§ i 60 F —4—100 mg - L' PO;
# £
% sl —4—0mg-L" PO = %55 s 5
—e—10mg L' PO} ® 40 -
20l —&—50 mg - L' PO}- é‘*
—v—100mg - L' PO}~ 20 F
0f - §
1 1 1 1 1 1 1 0 1 1 1 1 1 1 1
0 60 120 180 240 300 360 0 60 120 180 240 300 360
[} ] /min [} 8] /min
(a) PO XPPAA-nZVIZFROTCHY M (b) SRz F PO ik B A2 L

9 AP ERE PO I PPAA-NZVI X[k OTC KIE M F1 PPAA-nZVI R Rtk R PO RERE AT
Fig. 9 Effect of co-existing PO,> in solution on the removal of OTC by PPAA-nZ V1 and the change in PO,* concentration

93.0% 43 7l B %8 85.0% . 83.0% F1 80.7%. [Kl 9(b) A Jil A PPAA-nZVI J5 , A& F v PO, [t £ ¥k B Fifi Fif
] AR P Ol o IR 9(b) TN, AE R i B b PO, Y B U R R AT S AL, 24 PO I O R
e FE x4 10, 50, 100 mg-L ' BF, il A PPAA-nZVI B S iR 2 2 5 PO, Ay T 12 Wk B2 20 9 Ky
9.04, 452, 94.5mg' L', LA, MR PO, 5 OTCHEAE P LR, —HWSESMEIRTNER
A G, B OTC SR & /E ok, HA D)5z Hfh 55 1 1y 52 e

2) I fF HA B2 . & 10(a) 7 OTC Jilt it ¥ ik S0 mg L™, MR A 05 gL, pH A
5, AT HA X PPAA-nZVI £ OTC AY5%0 .t & 10(a) Al 1, HA #950A % PPAA-
nZVI £ B OTC A Ml fEH , K& K 0 HA B B at ik B, sl /EHZ @i em . ik R
HA Ji &2 4% B 4091 10, 50, 100 mg-L7" B, OTC 2 bk R M JFUK (1 93.0% 43 il [ 25 88.8% . 85.5% HlI
79.5%. & 10(b)~(d) 4> 31 K 1 A HA,HA FI' OTC,HA . OTC Fl PPAA-nZVI () = 4E % Y6 &% . 7 UL i
ISR A 3 986, A OTCJ5 . 1§ 1(Ex/Em=275 nm/495 nm, 9¢ G 3R B 840.3) 1417 E W& 15 It
% & Ex/Em=320 nm/490 nm, %G #8 B 4 739.2; W 2(Ex/Em=440nm/515 nm, Z¢ YG5R BER 1 274) B &
W& 13 7% 2= Ex/Em=435 nm/510 nm, 7¢ Y650 J& Ky 1289, H. 2 YeIgsm JE %A I B8k . Mk & v A
T PPAA-nZVI J2 )i} 360 min f& , DCUEAIRAFTE, FURIE 1 107 B IR 2 Ex/Em=285 nm/485 nm,
PENCHRE M 1 131, W 2 A7 B WS 13 I 7% 2 Ex/Em=395 nm/495 nm, ¢ G538 JF 1 213, HA fig 5 Fe &
T AW S, B, HA S5 OTC Z IS4 K FR, HA B AE 2 T A B X OTC Y 25
R, (HR WSS HE R R AL HA, H HA (92 G558 BE BRI AR i IR B A BRAK, Uil AR /D
) HA 13 2224, OTC 5 PPAA-nZVI (4% &/ B 58 .
27 EBRNEMR

1) ZBRMLEE . PPAA-nZVI £ BR/KH OTC ik #2 A LA R 3 4c: — J& Fenton 1K & 7= /£ (1) -OH ¥
OTC S ALFEfA; —ZWW P F' 5 OTC K446, LYRA; — RBMOBHRIE PEAL s X OTC
B o B THRFEIX 3 R fe Xt OTC ZBR A TTRR, 43 501 17 35 Y HH A -OH ¥ LT I (TBA) K 417 il
WAL AR 4 8 45 A 77 Na,EDTA KA 42 1 12, Wi 525 e s, %% 0TC £k
RS

K 11(a) MWL OTC i A 50 mg-L™', PPAA-nZVI & N 05gL™", pH A SE, 43-51h0
A 0.5mol'L”"' TBA. 0.05mol-L™" EDTA J&, OTC ABRZRIAAILIEN . MK 11(a) 7T, A TBA J5
RS OTC A 25 B3 R 5 45 FIAH FL B 2 R AIK, #E 360 min A, T A TBA AYSE 56 41 OTC 2= Bk R AN
65%, AN TBA 11 OTC Z Bk N 93%, 7= 28%, W Fenton %8 Ak /& OTC [ firk 1) — 4> 5 i AL
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550
100
500
g0 L 162 (515, 440, 1 274) /
450 //
< E /]
& 60Ff £ 400
% o
& =
Hoa0f & 350
——(0mg-L'HA =
—e—10mg-L'HA 300
20 - —=—50mg-L' HA
—v— 100 mg - L' HA 250
O -
1 1 1 1 1 1 ] 200
0 60 120 180 240 300 360 200 300 400 . 500 600 700
A5} ] /min P K /mm
(a) HAXPPAA-nZVIZERBROTCHI 5 (b) HAR =4E5 G R
DR
550 550 1 500
i 1 400
500 41300
200 > , 41200
rm e 2
450 250 e (495,395, 1 213) 7 41100
41000
g =
£ El 4900
g 400 g 400 4800
= = 4700
& 350 4 350 4600
= i1 (490, 320 = 1300
300 72‘(”' [ 300 1400
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Fig. 10 Effect of co-existing HA on OTC removal by PPAA-nZVI and three-dimensional fluorescence spectra after reaction
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Removal of OTC from water using hydrogel coated nZVI1
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Abstract In order to solve the limitation of nanoscale zero-valent iron (nZVI) which is easy to agglomerate
and oxidize in application, hydrogel coated nanoscale zero-valent iron (PPAA-nZVI) was synthesized using
copolymer of polyacrylate sodium and polyacrylamide (PPAA) as the carrier and tea polyphenol as the reducing
agent, and it was used to remove oxytetracycline (OTC) in water. The microscopic morphology and
physicochemical properties of PPAA-nZVI composites were investigated by SEM, BET, FTIR and XPS, and the
effects of initial concentration of OTC, initial pH of solution and coexisting substances on OTC removal were
studied. Results showed that nZVI could be prepared by tea polyphenol reduction, and it could be successfully
embedded in PPAA. The removal capacity of OTC increased gradually with the increase of initial concentration
of OTC. At PPAA-nZVI dosage of 0.5 g-L”' and OTC initial concentration of 200 mg-L™', the maximum
removal capacity of OTC reached 481 mg-g'. pH had slight effect on the removal of OTC. The presence of
PO, and HA inhibited the removal of OTC. There were three main ways to remove OTC: Fenton oxidation,
complexation of OTC with Fe’" and adsorption of OTC on the active sites of PPAA-nZ VI surface. This study
presents a promising solution to remove OTC from the contaminated waterbody by nZVI.

Keywords nZVI; hydrogel; green synthesis; OTC
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