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W E LWMINER N (Fe’'/H,0,) 75 SE PR K A B A 77 76 pH i 1 36 B2 L T kb 80 a2 Rk U8 7= i v 5 4 AR
H . B £ 1D 1R (EDTA) 466 B8R B 1 (Fe’-EDTA) #5155, pH W NS FI TR 9k, SR i 5l
ATAHV I, IR & 7% e 2B MERE . 78 Fe*'-EDTA/H,0, 1K & h 8nab IR i ¥ e (HA), nlH52%
1 1Y) Fe*-EDTA ¥ 1k il A7 1% P 1) Fe?-EDTA, A i 55 341K 2k £ I &= AIX EDTA #2045 740 T 4 HLI5 4L ) 14 78
B Z5SRFR . DI SCEEE A Je ), HA/EDTA/SS IR R 5 pH JE [ 7T §7 K = 7.0~9.0; £k Ff1 EDTA Y
BAEROB I N 1:1, H0, AR M E 0.5 mmol- L', HA M fE# NN 0.1 mmol-L™'; HA/EDTA/ZS 5 4 £
T RIS VEY B R R AL A B ((OH); A8 BT L R (PMSO) F I fiff 5% 42 43 F WUSIE BR T 38 4K 2 ob i 0 Bk (Fe™) JL
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FEAR T4 A R s Ak B 2SR 1 H 2 7 R S R SR NG 1), ] SRR — 2 R TR Y
N FHIE S

KHEIR PN ; FB; EDTA; pHiE[l; Fe'-EDTA/F¢*-EDTA 1§ #

T BT A A MERE R A I S HEA TS KT o BRI, YT LAA Py Ak B R A% 0 AR
15K JC A A0 I ik 3k S M R A AL, e R H R T 2 B B R S R Y T K T2 R X R AL S
PR, Camh T TAEE RO iz —o @ g ekl 7 4 B s A A RE ) 19 32 ik
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G, BRI, AERPEMRIE SR T, Fe S LA RIE R DTIE , R 0G M, BWOZ BN A R 24
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HA) DI B A&, (1) P 576 ) Fe* n] g 2 i & 3 % AL il 2L T 09 Fe (X (3)~2k (4)), il
AR R AE LR 2 (2 mg- L") FRak 0K 2h 2R s b i R AT 5 -OH By 42 A2 M2 ALY st
T HE20K 3 Fe*'/id — B R AR K & Al Fe'/id — B R AR A R 13141,

Fe** +H,0, — Fe’* + OH™ +-OH (1)

Fe** —EDTA + H,0, — Fe'* ~EDTA + OH™ +-OH ®))
Fe** + NH,OH — Fe** + NH,O - +H* 3)

Fe** + NH,0- — Fe** + NHO + H* 4)

FEJG ST BB, R R N B I I AN 2 A O K (AR 4d A 5 19 NO, FI NO, -, T J2 % 1k i
N,OGR (5)), Bk, HARSH KI5y, I 08 5, F A %] Fe”-EDTA/H,0, & &
WECF A LLSEE Fe®'-EDTA M FAE SR 250 B P /mai 1k 254 35 14 480 A PR 2 ((OH) MY RFZEA: .

2NHO — N,0 + H,0 (5)

BT U MR EER, AU PUE SRR R o S5 EDTA, DL SCEEE N -OH 467K
F, AL S B IR R ERLE AR -OH B RE o D SCIB W VT 5 H,0,. o A7 R 36 45 it Ak i 3t
fE, HIE5 -OH Al Pl i i, B, AHISE i AP SCREUHE ) o A 26 T 2 B 50 4R 2 v -OHL 1Y A2 1l 1%
o ARSCHHT T pH. BB T EE . H,O, W& . EDTA ¥ 5 AP S S Vi B X6 e fie 2o 72 1 52
M, R Ak T A R 0B SRRV R R T R R AR, IR B A M A ESL R (ESR) B2 AR AR JE B3 A
(PMSO) H#EM T 44 28 v A7 SCIEL W (1) 2 BE R S A, DATTTRA 2 32 7 ik AR e v, DA O 2501 s 1o 7
SE N s i RS %

1 MR57F%
1.1 SEWFEEIXF

SR H 30% i A AL R (H,0,) W B B IREVEY AR AR A BiER W Ek (FeSO,). R M2 72 i
(HONH,HCI, HA). Z — & DY Z & — 4l (C,,H,,N,Na,O,, EDTA). 99.7% Z % (C,H,OH)., L T B
(C,H,,0). ¥ B (CH,0H). & JiE (CH,CN), 3¢ i (C,,H,,NNa,0,,S,) . & & AL #1 (NaOH). i i
(H,S0,) &3 A il 22 oA (e b8, BUTEBE . WEE., OISR, BCRiEnEmE AR
afi, HARW R ral.

1.2 LI FEEE

LA UL 3 G T (UV-3000, L oHr s A R W], pH it (FE28, g 4E i) -FE 4] 2 U 4%
(L) BARRATD . WS FERS (MS-H-Pro", RIB X440 SL 8 AU 2% (b)) Befn 2wl . 8 4l K ML (Milli-
Q, HEIH B KA FEARFRA ), ARSI KT IRH (GFL-45, KT BRI L&A RA
Al . R AR 6% A (HPLC-20AD, Shimadzu). JW#% 4R 3% 1 (EMXnano, BRUKER).

1.3 XWHE

Fr A L ¥ T 150 mL #EE R R 64T, SR A TR RO A B TR 1R AR LA 350 rminT Y
HIERRE, Jem A Fe*'. B . EDTA. H3CEEEZY f R MR 5 A A /L8 1 pH, FEImA
H,0, FF A 71 I 2 B BORE , B EURE § 2 mL JITA S mL B0 45 N, JFIIA 1.5 mL 1 mol- L™ Z B ¥
K. A 1 mL 10 mmol-L™" H,KPO,-HK,PO, fif 2 2% /i il 8 15 BE & pH A 7, NS 1900 5 oA B s il
AYRE S 5 B 5 8 T 4 °C UKAE R R IR A7 s SEI e R P R A WD R 48 pH O Je P 47895, RIER
4t pH IR 240 F+0.2 JE R N I 5 .

14 D7k
LK 2, 7RI R 611 nm (9 4544 F I 4 SCREUEE SRR FF i B 28 250 /4 i /EDTA R 40
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b PR FE RE G WO E L AR S AR - LG R E AR SRR S BR Rl T R OB AR 3% (HPLC) A6 T
PMSOCA 3 F LK) 55 PMSO,(4 B HTBEA), 4 AE dhad 0.22 pm P85 38 A 1.5 mL BE85 /MR, 1%
JUF i A HPLC #EAE MR , DL 1% £ TR K AH . 03 91 46 0 A WLAH SE 47 00 5, 1888 i ik 1.0
mL-min', /KAH 80%, F HLA 20%, {584 Bt fa] 15 min, PMSO | %€ I K 230 nm, PMSO, il & 3 &
254 nm [ 7 ¥ EAT I GE , 0 A G SR DA WROSC G 1 TG ARURE OG S BR SR HEAT 3 A1, AL H i 3k (OH) W
R i FH 7 e LR A MR AT M d L DL SR g AL L Y (DMPO) AR ), BURE S LA
10: 1 JTARARA, IRAY 5 B TR AR S A AT e, 5 BR P BB 2k 1:2:2:1 1 4 A~
Welde, SRR KR H A - OH FA1E .
2 #HR5iTiE
2.1 HA/Fe*-EDTA/H,0, %t # A3 B 1K H0 4% 7

WE 1) s, 4 pH K 3.0 B, Bl B HERS , HA/SF A & o O SO 09 B R AN W R
K%, 30 min B 5% 86.5%; K7 pH %% 4.0 57 5.0, FHFEMR LT ZE 93.8% 1 92.8%., CHEN 45!
FITFFE WY, X B R RO BB A 4% o] UG 1F Fe®'1) Fe 54k, IR ff 25 Fe R AR W7 B2 (79 T 2%
A 2R i R R RS R . (B, BEFE pH AYIE— 3 (6.0~9.0), A X (7 SC B A I At
RORBRIR T, (UHEFFAEL) 10%. X 5550 13 H pH 250, 7E P s & ik 4544, Fe's
Fe*' FE DL AR MWL XAETE, B0 A RO 2 e 38 IR 508 % H,0,.

100
80 |
T 60}
= —m—pH=3.0
& 40 [—@—pH=4.0
—A—pH=5.0
—w—pH=6.0
20 +—€—pH=7.0
—4—pH=8.0
——pH=9.0
ol
0 5 10 15 20 25 30 0 5 10 15 20 25 30 35 40 45 50 55 60
W B} [A] /min 2 Bt ] /min
(a) AN[RIpH FHA/Z R A 22 5o (7 SC B A e gl (b) REpH FHA/EDTAZF i {4 2 X 3 K A sk R
100 100
80 80 H
& 60 f & 60}
& 40 - ¥ 40t —
20 - —m— HA/EDTA/F5i{A 7 20 - —=— 1.0 mmol - L'
—O— HUMITiA R —&— 2.0 mmol - L'
0 1 1 1 1 1 ] 0 1 1 1 1 1 ]
0 5 10 15 20 25 30 0 50 100 150 200 250 300
2 )7 Bsf i) /min 2 7 B i) /min
(c) pH=9.08F AN 7] {7k 72 Xof 7 SCEL i P BER A SR A SR (d) pH=9.00F AR ¥ FE EDTA/ZS 4 {4 22 i 7 SR HE (1 B A7

71 :20 pmol - L' 3¢ ; 1.0 mmol - L' H,0,; 10 umol - L' Fe** 1.0 mmol - L-' HA; 20 pmol - L-' EDTA,

Bl 1 TE pH &4 T HA/ZS iK% HA/EDTA/ZS 8 14 F 3 7 3B I B0 P R LR
Fig. 1 Effect of solution pH on the degradation of Evans Blue by HA/Fenton process and HA/EDTA/Fenton process
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Kl 1(b) A 7E A [6] pH 2% £ T HA/EDTA/ZF {4 22 % 4 SCRUHE 19 B i 2008 o TR M A5 1 1Y
HA/EDTA/Z5 4 1A 2 % O SCH W JL-F- A B /% . Fe’-EDTA/Fe*-EDTA S Ak 4 J5 Xof 1) oL o7 25 IR 4k 8+
Bl 45 4 e B Fe/Fe? (1) AL 3 J5L R 7 1O, 12 W ) 38 JRUPE 37 pH B ), e R M 45 10 T 308 DR bk 4%
55, WM T IRIR R R . M pH HE R, BB 18 Fe-EDTA #: 1L % Fe*-EDTA, it —
HF H,0, BG4k (SR 2). 78 3 e 35 5k 1) 348 T M B UE T 3 L D9 ¥ fie S A R 7R IR - I T4 T
B =W H,0, 1Y 38 4 fff Fe”-EDTA 2B il 17 T 5 H,0, M ARE KA RN . £ pH N 9.0 8, KR
S 60 min AT SE B SCRUE 72.1% WREMRRCR . (A — 3R R0, IR R N BR B U B2 X 10 pmol L7,
PP S EL TR A AR i A BE (144 pumol- L) 3 TR 3R FE o IRk, EDTA 5 ¥ e ) 3 8] 75 I mT 45 4kt
Gl 2 F TR ES T 2 UL VE I I A, 76 $2 35 SR A JRLRE 1 1 [RIB, SE3 Fe®*-EDTA/Fe®*-EDTA {5
MIFFEEIR SN, AR LA B W2k 2 T 3 TS R -

WK 1(c) Fizs, 4 pH A 9.0 BF, %58 25F AR & o AP SO B A B A B i (30 min N2 5% F%
fif)o AEAR ] S5, HA/EDTA/ZF i 44 52 % AP SC L %) B i SR 7€ 30 min B iA 2] 61.0%. WAL 1(d)
%%,EmEMMT§MHAmmﬁ?,W%mm&mgﬁEW%MMmﬁ%mMmﬂ Wk
1.0 mmol- L™ F1 2.0 mmol-L™"), &t HAL L 50%, x £ Z W ot &8 EDTA 5 H s 5 4 ¥ 3%
4r-OH FEUFH R TR, HIk, HA/EDTA/SF AR R AT FEARERE 7 & EDTA A9 =, if ] i
1k At L A LD SCE W . BAN, BT IRRALE pH=9.0 A U F R B, ARBFIE I T 9.0 Ry 4k
N 1) Fe 4 pHL
2.2 F/FRRR/EDTA RGEFEHYIRIRR

S WA R TP A AR TG PR SRR S, DL DMPO SN2k 7, I LR s 48R It 33 SRS 0 45 1k 2= o
M H B, DMEEMEFIW R R S A -OH s s M B e 7E . R 2 o, S Bl 298
1:2:2:1 B W e e P FE I, AR EAK & P DMPO--OH Wy f£ 76, BIiZ A & A -OH A= i %, i &
2(a) AT UL, YOS AR M (pH=3.0) B, FIAGI H-OH MY R4 A7 Fe’'/H,0, &40, BIRRMEFMFTHY
g 25k & i FRRMESME N AR T Fe¥' i Fe 561k, 8 Fe''/H,0, R REME — & FEE Lt fT,
B F] F BN B R AE TR AU 5 Fe¥/HLO/HA R0, B HA (A7 6 5 A7 B FEAE A Ak, i
WA DARFEEHEAT 5 LA AL ) W SR 30 B I8 AR IR A

& 2(b) AT UL, 24 2 S R it (pH=9.0) A, Fe?/H,0, ARG WA LML B, X 5<I5 i

3+
Fe''/H,0 /EDTA/HG Fe3*/HZOZ/EDTA/H:>

FMWWWWW« Fe''/H,0,/EDTA
RN A o

M AR A A A P R st

Fe*'/H,0,/EDTA Fe?/H,0,/EDTA

Fe¥'/H,0,/HA Fe*/H,0,/HA

oo e b A s

Fe**/H,0, Fe**/H,0,

WWWMMWMMWWWWW PRkttt

Fe*/H,0, . . . . FeX/HO,

3380 3400 3420 3440 3460 3480 3 420 3 440 3460 3480 3 500 3 520 3 540

Wi3%/mT W35 /mT
(a) pH=3.0 (b) pH=9.0

#:1.0 mmol - L~ H,0,; 10 pmol - L' Fe*; 1.0 mmol - L-' HA; 20 umol - L-' EDTA,,

El 2 A[FEpH TRZERIEF B e IREE
Fig. 2 ESR spectra under different conditions
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J N TG 5 AE B 45 1 R s AT M AE SN AR AT s B & EDTA B i A (Fe’'/H,0,/EDTA), W] & iy
DMPO--OH It B, X i Fe*-EDTA W] A7 34 7% 1k H,0,; #HILZ T, Fe/H,0,/EDTA & & & A7
O B H O EAE S, X U W] Fe-EDTA IR & 6t = §& ¥ 5 I 7E ¥& B A1 EDTA 2t 77 i 1K &
(Fe’'/H,0,/HA/EDTA), i & H B S (9 1:2:2:1 A9 -OH AU ERAE % . 25 L frik, EDTA 5| ATk
Fe® TEBRUPE Z5 0 B DR B 16 %, 08 i 9 51 AW ] 5 fk Fe*-EDTA/Fe® -EDTA 1§ ¥, MM 5% B Fe®'-
EDTA J5 R AWt F-4E 1T i 46 H,0, 7745 -OH.

g it — 25 B AIE -OH 76 Bt e M L SR VR K 2 36 ok S5 9 e i AR 2R v vl B A7 A6 1 1 M 4
Y., -OH EﬂTﬁ?%nEﬁ@%B@fiﬂjiﬁmi%ﬁﬁﬁﬂﬁﬁ(3.8x10*L~mol*l~s*‘53.0x103L-mor‘-s*1), BN
g S —FP FE AR A -OH e K 7). 40K 3(a) Tz, HA/EDTA/ZS T A 2 X 4 SC L s Y 5 i R ol 72.1%,
MAER R N5 5140 10 mmol-L™ A AL T B AT 10 mmol L™ H B, AR SCIEL E’JF%’%KF%@ 62.3% Fll
4710%; BEE T S v B 43 )45 55 3 100 mmol-L, FEM it — L RAKZE 43.3% M128.9%., N
7T U M R IR -OH FEOF SCRE R R AAE T, AR A R T — R =G, ﬂT
B ) Jin A 45 5 N Bl 7 22 5 8 (k) H10.050 3 min~' [% £ 0.037 6 min (10 mmol-L™") A1 0.021 5 min™'
(100 mmol-L™"y;  FF B A4 Join A U] i 75 4 S K8 5 £ A it 3 0 2 8 8028 4 0.025 3 min'(10 mmol-L™") Al
0.014 5 min'(100 mmol-L™"). %% & ESR WM 45 5, AT M A1 Fs 6k B S JEL A 17%) A6 fide 390 il 4 FH 8
W], 1€ HA/EDTA/F iR R B i tr SCRUIE R b #2 v, -OH R 2 FZAEH .

100:

0.050 3
80 - 0.05 F
0.04 0.037 6
S 60t _
- &
g E 003¢ 0.025 3
¥ 40 NP < 0.0215
—A— 10 mmol - L~ 1 TE 0.02 0.0145
50 L —@—10 mmol - L™ FH st
—— 100 mmol - L' T i 0.01 |
—w— 100 mmol - L' FfE
0 i i i L L Il 0 ]
0 5 10 15 20 25 30 2XH 10 100 10 100
J52 37 Fisf i) /min BUTHEE BT W FR s
AN 2 3 4 /(mmol - L)
(a) IAAEIGH o SRR O A A 175 2 () AR F A4 — 23 25 A

#:20 pmol - L~ AU 1.0 mmol - L' H,0,; 10 umol « L' Fe*'; 1.0 mmol - L~' HA; 20 pmol - L' EDTA; pH=9.0,,

El 3 % HA/EDTA/FHAZ PR MERFERTDENERBEALEZHTHU—RINWEER

Fig. 3 Effect of quenching agent on the degradation of Evans Blue by HA/EDTA/Fenton process and first-order kinetic
constant of Evans Blue degradation by HA/EDTA/Fenton process

UTAESK , FESFWR /28N R R F A, m Ak (Fe'Y) B A S 2 25 2R 2R AR & R T -OH L Ab

() 5 — R TE A T G o) L HIETERME R T, S o R RS R,

FATE R R R e 2k 4RI, SR JH PMSO & HA/EDTA/ZR i iA 22 B9 ¥R EF W B, PMSO 7E 5 M 84

R 45 %% Ak 5L PMSO,, 1 7E -OH B AE F R W 25 %% 4k Bl 28 W2 3% iR (PhSO,)PY. Uk, i 4 % 5
PMSO, J& R AA7E, BIATAf N S i R A iz 2 TR VR A

H,0, + Fe** — H,0 + Fe" 0* (6)

PMSO F5 £ Fl PMSO, FrkE i 348 100 pmol- L™ 7 = SR AH (3% B, PMSO [ H I3 & 24
1E 3.6 min, fij PMSO, {1 H} 1§37 & ) &b T 7.0 min, 1 4(b) f 7k, 78 HA/EDTA/ZF A & b, BEE
F B B HERS , PMSO By I3 i T B, 110 26 PMSO, By I T 4R AR FR R A IR A5 I o X R 1
PMSO, J- /R & PMSO 7E BT R R iy £ 22 7=, by B0 e T B2 e b 1 25 10 T, B R 936 1
Yy MR LA -OH Ry
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N PMSO, Frft:
Ah A 60 min
A A 50 min
> A An A 40 min
O§S/ B A A 30 min
Ahe A 20 min
e A 10 min
I\ 5 min
AN -
PMSO *OH An A 2 min
> ++*CH A 0 min
3 A‘ﬂr‘ —
PMSOFRAE:
PhSO, L . 1 . 1 h . )
0 2 4 6 8 10
£ B4 15f 7] /min
(a) PMSORY 4 fL IR A2 (b) PMSO7EHA/EDTA/ZF A 2 Hh i K figg e I 2 ]

#:100 pmol - L' PMSO; 1.0 mmol - L' H O,; 10 pmol - L' Fe*"; 1.0 mmol - L' HA; 20 pmol - L' EDTA; pH=9.0,,

272

4 PMSO HIE LM #R %12 H £ HA/EDTA/ZF K R o BB T E B [8] 10 S &R A & 15 EiE
Fig. 4 Degradation pathway of PMSO by different reactive oxygen species and degradation products analysis of PMSO in
HA/EDTA/Fenton process

2.3 HG/ER/EDTA REGEBEXBRIES INE =
f£} Fe*-EDTA/Fe**-EDTA fF ¥ ¥ i 4>, 28 T5 EDTA St— A0, KNI AR TAELE TE

T 5 EDTA % SCHEE B 5200 . AN &L S(a)~(b) Tz, 4% 4 i EDTA #6450 JE i [ i
100 ——2umol -L' —@—5pumol -L"! 100

—A— 10 umol + L'  —w—20 pmol - L'
80 H —4—50 umol - L' —<4— 100 umol - L' 30

60 60

Wik it 4/ %
ES
ik it 4/ %

40

| 2 pmol - L' —@—5 pumol - L-!
—A— 10 ymol - L-'—¢— 20 pumol - L-!
—Q—SQ umol - IL“—(—I 100 pmol - L'

20 20

0 . . . . . . 0 .
0 10 20 30 40 50 60 0 0 20 30 40 50 60
SR [A]/min SN s ] /min
(a) BRESFHEMIR X FEAR 2R 50 (b) EDTAE i X} B 2R A5 0
0.04 0.0372 0.04 -
0.0327
0.0322
0.03 % 7 0.028 2
03 F 0.03 |
0.0236 0.0247 0.024 3 jr 0.026 6
= 7 £ 00199 P27 7
£ 002 E 002}
o~ o~
0.0126 0.0127
0.0 F 0.019.006 2
0 ! 0 % |
2 5 10 20 50 100 2 5 10 20 50 100
BRI (umol - L) EDTAH 1 (umol - L)
(¢) BRES T H X SN Bl 3 24 5 E s (d) EDTAS X sz i 8l 727 5 B il

:20 pmol - L™ ASCELEE; 1.0 mmol - L'H,0,; 10 pmol - L' Fe*'; 1.0 mmol - L' HA; 20 umol - L' EDTA; pH=9.0,,

5 $BEF/EDTA N E X HA/EDTA/FF 14k 2 b4 7 7 30 B A0 20
Fig. 5 Effect of iron concentration/EDTA concentration on the degradation of Evans Blue by HA/EDTA/Fenton process
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AEMIERMEEER . W EL AR RN 25 R 52, T AS R 2R in & 1 EDTA #%
T £ 0 B SCJEL S A (R A — R 3h J1 22 W 5. QT8 S(e) BT, EARVR I 25 14F F (Fe*™ <20 umol-L ™),
BRSBTS R AR Y — B 1SRG R R VR R T EDTA(20 pmol-L™)
WER, —RBh 1 FE BN X FEERE ke 7 A R EDTA %6 B A T LUk #/EH
Ht, 4 Fe*'<20 umol-L™' ff, Fe’-EDTA/Fe*-EDTA ¥ 7 W] LUK 5 H,0, 2 i -OH; 4 Fe? ¥k & &
I, RO AR T WK DL A A AR e AR e, ok — R R R4, U, 24 EDTA
IR AR F 10 pmol- L™ B}, EDTA X SC 8L il W4 fiit A3 W W AU 2R M2 05, B % EDTA B =
10 pmol'L™" DA 1, A 5 R A o B Wk LA i — 2D R T . 5B &0 . AR SRR Z R, "I+
1 EDTA (e FEBOMEE IR Feom 101, (B — 02, 10 pmol- L™ A4 25 7 = ¥ AU R 0.56 mg-L™,
T A T5 K B HE ORI AL B 75 K AT LR HE L, I TR O B R AR )
YRR 2 ) B PR (HA) F1-OH RTSRIR (H,0,), i R A 22 4 B e 4R FHE T (8 6(a)~
(). AT, X H,O, M5, MHkEXF 0.5 mmol-L' LA F I, [ o 2 19 42 T i 3 1 B 5 )i 2%
60 min AL FSCRABMRL . B, FE—Edu B, B8 25 /A2 i /EDTA R 48 H,0, Wk B A B T [ i
BOPRHE & A, R E AL ERRL AR, TS U B i, B Ak 4R T MR B, H 2 B A R K Y R
i, ARG G b PR A T Ak SR B T . (RO Bl 2 AT BLA Bl HL0, MR R B T
RGN B 1258 Bk WBEZ 3 T (B 6(c)), MEE K I H,0, H S 0~0.5 mmol L™ B, 53) J)4 % %k

10 10
80 |- 80 F
& 60¢r & 60
& 400 = 40f
—&— 0 mmol - L'
20 | - 0.1 mmol - L' 20 + —#—0 mmol - L! —¥—0.05 mmol - L!
—A—0.3 mmol - L' - 1.0 mmol - L' —0—0.005 mmol - L' ——0.1 mmol - L'
0 —w— 0.5 mmol - L! —4-1.5mmol - L"! 0 —4A—0.01 mmol - L' —<4~1.0mmol - L"!
0 10 20 30 40 50 60 0 10 20 30 40 50 60
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Fig. 6 Effect of H,0,/HA concentration on the degradation of Evans Blue by HA/EDTA/Fenton process
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Enhanced Fenton process by a synergistic effect of EDTA and hydroxylamine:
Mechanism and Kinetics
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Abstract Traditional Fenton processes (Fe*/H,0,) have long suffered from the impractically narrow pH range
(around pH 3.0), the addition of ferrous salt and production of a large mass of iron precipitates after
neutralization. The employment of ethylene diamine tetraacetic acid (EDTA) for chelating Fe’* as an initiator
(Fe*-EDTA) of Fenton process can extend the pH range, but it also causes secondary contamination and
increases the difficulty on the subsequent removal of dissolved iron. In this study, hydroxylamine was employed
for accelerating regeneration of Fe*-EDTA from Fe*'-EDTA, resulting in continuous degradation of organic
contaminants with low dosage of iron salt and EDTA. Using Evans Blue as radical probe, HA/EDTA/Fenton
system could output oxidation ability at the pH range of 7.0-9.0; the optimal ratio of iron ions and EDTA was
1:1; taking the cost and efficiency into consideration, the optimal dosages of H,0, and HA were 0.5 mmol-L™'
and 0.1 mmol-L™", respectively. Quenching experiments, electron spin resonance analysis revealed hydroxyl
radical (-OH) as main reactive oxygen species, while degradation analysis of Phenyl methyl sulfoxide (PMSO)
excluded the role of iron-oxo (Fe') in the system. The simultaneous addition of EDTA and HA could reduce the
dosage of iron salt and chelating agents, further avoiding the subsequent problem such as larger doses of
reagents and the downstream treatment of Fe>-EDTA. The research can provide a reference for the extension of
Fenton process application range.

Keywords Fenton process; hydroxylamine; EDTA; pH range; Fe’*-EDTA/Fe*-EDTA cycle
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