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Nano-Fe; O, /Diatomite Catalytic Ozone Treatment of
Leachate Membrane Filtration Concentrate

YUAN Pengfei, LIU Yaqi, ZHANG Hanxu, HE Zhengguang

(College of Hydraulic Science and Engineering, Zhengzhou University, Zhengzhou 450001, China)

Abstract: The effluent from the landfill leachate membrane filtration concentrate was used as the research ob-
ject, and the diatomite-loaded nano-Fe; O, was prepared as a catalyst to catalyze the ozone treatment concen-
trate. The effects of initial pH of solution, volumetric flow rate of ozone, and dosage of catalyst on treatment
efficiency were investigated. The results showed that when the initial pH of the solution was 7, the volumetric

!, and the reaction time was 90

flow rate of ozone was 1.0 L » min~ ', the dosage of catalyst was 0.8 g+ L
min, the chemical oxygen demand (COD) and UV, removal rates were 67. 8% and 86. 3% , respectively. 3D-
EEM and GC-MS analyses of the influent and effluent water showed that after the catalytic ozonation treat-
ment, the refractory substances such as humic acid, fulvic acid and tryptophan in the concentrate were greatly
reduced; the mass fraction of alkanes, phenols and heterocyclics decreased, while alkane deravatives increased.
It is indicated that the diatomite-loaded nano-Fe; O, catalyzed ozone has a good treatment effect on the concen-
trate.

Keywords: nano-Fe; O, /diatomite; catalytic ozone oxidation; membrane filtration concentrate; hydroxyl radi-

cals

BB UE R S B PRI 37 v B A B 1 K 43 VB 6 EE L S5 OK R A K A IR G AR A G R 2

KRB 2019-11-12

BEEE: MAO6A963-) 8 L LA S0, 2K Y st 1 58 R K & R AR L
AR GH LA RH AR &K W WTE ST . E-mail : hezhengguang163@163. com.

E&WE: “T=A"EZRHEEKEHKEL(20172X07602-001-002)



216 P EXE RS D 2020 4

T 2 BT 10— 2 B 105 BLIE K. B2 G 16889 — 20084 A: T B % B b7 75 s i A5 i ) 9 5
iy T S T 0 KA A S L T2 a7 P T 0 0 A VR E A B o {2
T P SLAS SR T D R e A T LT 0 R T e 0 9 b B s 9
ShGE 8K TR R AL AL B ) A i T L 52 BT e W B % B L O R A T v 0 R 05 e
U T e A 20 0 1546 5 ot AR 85 S8 L) T L2 15 0 el B AR B 0T 963 1 3 1 98
AU A 2 2 R R 240900 A R AT AT BL . EL I i 5 3 5% R 6 P9 AR 9 0 T . Zhao
8505 1] F U'V-Feenton 3050 3 08 W43 18 Ve 45 W03 A A0 3 5 P 1 000 580 S T 9L 68 + %5 B S 4L/ 1 0 0
P 3 M55 45 B T S A L T2 A T 375 U A N B 4 V. 11 5 0 S 10 X4 267 L 0 b 7
F 4601 Bl 58 35 AL EC 0 PRS2 A0 00 5 e .

4K Fe, O, i 1] B 2 BEE W AE A 00 A 18 52 460 Ab B — S XE MR R 1 4 BLID . AT F £ 40 0 S A
BEAL A AR Fes O, b ) A (L EUA 42 5 0 B A V6 M T L AT AP 0 F [, (LR L 40K Fe, O, 7 B
FUA PSR AT S T SUR T 3 3 I PR S BR8P, O, R 43 Bk A% S0 ) 46 ik i 91
ALK Fe, O, WLFFR n-Fe, O, /RS A5 HEAE g 5040 M A AL 10 B AL ) . % T4 4 32 46 4 11 1 4 oAb
B AR I T 5B 7 0 VA R B 9 0 0 4 R U Hh K REAT A B OF A A 52
%o P, LUK ELIL HE 9 CODe Rl UV, 2 BR AR

1 K ERsy

1.1 I Ak

S FH K B A T R S 3 2 A A B R AL BE T2 A B B 3B U R LA AR AR K R R R AR Y
I e 4 . K B B R A R, H COD Bl 2 800~3 000 mg « L', pH {2 8 A4y, ZIR BETTIE
WAL P S . COD A Jy 2 100~2 200 mg » L' ,NH;-N JE& K 80~100 mg « L', NO; R F N
30~35 mg e+ L' ,NO, JFmifk &} 10~20 mg + L',
1.2 EAFBEHE

BT N n-Fe, O, / Rk 3 4 R ILTORE A J7 6 48 8% 10,0 g MRS LM AR &4 750 mL
ZRIB K B HETE R e 8 AR 30 min RABR 25 28 18 7K o 9 3 A S R4 TR O Hh i 4800 A 90 Cok
AT S IMAE 71 FeSO, « TH, O, 3l 2445 £ 5 A AR 2h 52 2L 10 mL « min™ ' (% 3 34 NaOH Al
NaNO; (B 8t 12 DRSS RO A B HIE R FrR G A S 2 J5 4k 2 T 90 CHokin
I h RIGREN R M. TER A AT T S 2 81K A8 8 PR LR Bl 108 W 5 9 T 44 8 T
B A 60 CT 8k 12 ho /35 n-Fe, O, /FEHE L K. LARIFER 75645 T n-Fe, O, k™.
1.3 XWHE

B AL A AL 52 30 7R AR R SO A (N A 50 mm, w2y 1.2 mo) ik A7, O 48 IR BETTvE K 1 L,
A n-Fe; O, /fE 3 AR S S 5 B T O g bl A RA. Al 3SARRAL AR & 2
AR R EUR R Ay B0k 25 01 KT E A7k,
1.4 SWAE

D) =45 603 (3D-EEM) 43 #7. 2R A F-7100 % = 452 5% S 335 0] JF 7K R i K 2R 47 43 Br . S 1% )
) T B R R B K (e / R B (A ew) = (220 ~450 nm) /(250~550 nm), 2K Jy 5 nm, 34 #
J# R 2 400 nm « min~ 'L 2) S EE B A (GC-MS) 43 #7. R GCMS-QP2010 #I A 0, 3% it 3%
A CH AR B s /D b A7 3. 3% 2% 14 - SO B s A i 90 iR i o 60 °C L /4¢3 min, L 15 C -
min ' ZE 220 C L f£EE 2 min; Z 5L 20 C » min ' EETFFE 280 C 4 6 min, #EAE DY
TEE R 220 C.JFi% 4 F - SCAN B, A4 H U 0.2 KV I FIAER B [A] 4 3 min' '),

2 XBEREITR

2.1 fEEFE X SLAT8 (XRD) 5347
K AL ULIE 1 4 n-Fe, O, /fE % L AL FI AT n-Fe, O, , 30847 X HHRATHH (XRD) 4347 . 25 F 4 1
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Fig. 1 XRD pattern of catalyst

Fe, O, [0, 73— 7 1 »n-Fe, O, /Tt 3 4 1k 31 (1 45 4E 477 e TR RS
PHEIARAFAE n-Fe, O, B9 6 M HFIEAT I GEDW] n-Fe, O, IC 00 S 2 oo oA

WL A Zh T3 3 T e+ L
2.2 fEAFBRFEBLE(SEM) M X-5F £ 68 i (EDX) R1E
Xt AL 0 04T T 46l B (SEMD R X - B £k fiE 3%
(EDX) RAE , 45 R a8 2~3 f7s.
8 2 Ca) A 00 45 1Y n-Fe, O, 2 W0RLR LA B 34
e, ORI H AR 2k 30~35 nm, X 5 XRD &K
ZE AR I 2 (b AT ek R B PR B b A (a) nFe; Oy
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(b) fkE#E+ (o) n-Fe,; O, /RE ¥+
K2 A e SEM [&]
Fig. 2 SEM image of catalyst
ZALB. B 2() A AT :n-Fe, O, 0B D) 671 4070 ik 38 1 b L@ b5 3 K iy SEM [, ] DU Hh k3 +
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(b) n-Fe; O, /fik 3 +
K3 A E EDX
Fig.3 EDX image of catalyst
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2.3 REBEKELIZRUER
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60 LT 00 ES 10, n-Fe ) 90 —v—0,—¢— 0,k Hif=—4—0,4Fe 0
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Fig. 4 Effects of different treatment methods on treatment effect of

landfill leachate membrane filtration concentrate

H P14 R s P AR R ORRE A WA B A P R 308 A i YT T H K ) Ak 3 A SR A R L R P e 9
I Ak B SR e i, COD Fl UV, B2 BR R0 5 11, 3% F1 18, 2%, X & A N ik i + 2 fL45 0, B
A — R B AR . R 55 AT BT e IE S A e 0 T R 4 b B A HL A W R R R AR
“Fe; O, J5 , HALBR S i n-Fe, O, JORLIE 7T %5 A AL 19 WK B 68 1 F F%.

R P L 4R R Ak A B VR 6 B L COD S 28. 1% T 45 ik 5 4 hy i 1 70 4 Ak 52 4 4 380 0k 4
TN 2 B 0 A1 B i B AR B W BT TS L 2 COD R UV s, £ BR 3858 TR /N 106 B A 35+ BE A BA i
fEEPE. R n-Fe, O, 1E by B AU A 7] 48 il R4 AL B, 3 COD 1 R BR R4 TH T 20% . B n-Fe; O,
HA BRI A R # B J). SR n-Fe, O, /1 i 4 4 10 5 00 2R 808 Wk 40 0R Ui H K P COD
UV ZBRF g5, 4300 hy 68. 2001 87.5 00 AHXT F Bl A n-Fe; O, AF N AR B 1 L B A T
RARIETE UL n-Fe, O, /% 8 + B A B0 AL 16 2. 20 A A A » Bb 3% 1 R4 8 1) 7k 3 £ 71 2% n-Fe, O,
JG s FEAR T n-Fe, O, WYFIRAEH 3 KT n-Fe, O, 5 B A A4 i 32 7F T AL AL FEAY R . Xt 55 Ma
SRR s R 5
2.3.2 pHA{E Ml RAMAEBIRER 1.0 L« min ' ARG 1.0 g« L1 435008 15800 46 7%
W) pH=23,5,7,9 F1 11, W B [E] 24 90 min, Wl 2 7K COD Fil UV, LBRFA AL, N 5 FiR.

HY L5 AT R 7 v T A R B SR SRk Ak B D R A R A TR B A5 R Y ) IR
Wy pHAE N 3 W, COD il UV, B EBR AN 33. 5% F1 68. 1% s B pH E AR N, COD 1 UV, 1
ZBRABBIE N 24 pH EN 7 5, COD il UV, 1 L BRF 8 = 20 5k 68. 7201 86. 8%. A HTikhy  FEIR
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Fig. 5 Effect of pH value on treatment effect of landfill leachate membrane filtration concentrate

PERIPREE N » 32 2 RS B A R % 2 AR s A R MR B R B SRS P . T — O R AT R 0
IR S A R 5 3 L, HOR Rk [ R A0 Sl R v T R0 1. I L T 4 SR AV A B R 41
AL TE TSR COD M1 U Vs, 1 25 BR HOR 76 T PSP PR 58 T 47 X i 5 Cortez 51 (Y BF 5T 45 K —
BT AR B9 I8 T E Y S E I B pH ECN 7.

2.2.3 REARRE PNEBROE pHAEN 7RISR 1.0 g o LTl ad il B
TR R A A AR i (Q) L Z5 RN 6 Fis.
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Fig. 6 Effect of ozone volume flow on treatment effect of landfill leachate membrane concentrate

1] 6 AT Bl R SRR R R A I, COD Il UV, 2B B 4 i Y AR B 1.2
L« min ", COD Hl UV, £ bR 3 35 B I KB, 40 5120 69. 3201 88. 0%, 43 ik, B AU BR It o 11 3%
IR T 54853 T YRR H A8 A% JBT ol 74 S 1oy 95 W o R IR ik BE B S B A RRUKORE o i 1 B 4RI
Z AR AL FIVE R 20 = A i 72 0k B el B 1S 22 30 0 T VR 48 W A ML 1 I A 0. 2 R R
HHH 1.0 L e min "B}, COD Fl UV, 2R 9K 68. 7% F1 86. 7%, % 1.2 L » min ' Bf ZFEIR /. 7
BTN A o Ak S35 i SR B R BRI o BRAR B T S AR R B AR R VAR L (H R AR A ORI TR BRI Xl
53 AR T 5 T Ak SL R BG A B 9T 45 R — B0 35 T A0 B AR 1 % B8 L B A S IR A A e S AR IR R B
J9 1.0 L« min .

2.2.4 MEAK FmE ETEBRAPIE pHAESN 708 5 B TR R R 1.0 L -
min” " SIS [R50 S8 0 A AR L BRIE W 4 W i) COD Fil UV, ZERFCR . WKl 7 R,

m & 7 AT BEE AR E N 0.2 g« LM AE 0.8 g« L', H COD LBrR MM 35. 3%
F67.8%0. S HTIA Ry o AL A3 AL 2 5 v L T BB A 4 I R 22 ) 5 v ARURI AR 1 8 M 07 L DT 5 5L 4R
5 n-Fe, O, Z B[ B i A2 #F 5 55 B by JE 09 A8 B (R B & AL A B L 0.8 g« L' 3= 1. 2
g+ L1, COD Ml UV,s, ZERFNG K IF A HE 0 B 8. 43 Bk s 78 R A5 & 18 € i 3 & 940 n-
Fe; O, /T 3 A 4k 770 0T 8 23 B ARG S0 180 AR P 5 4801 W 3 B AL IR B AIG L 3X B 55 Chien 281 1 BF 58
45 R — 3. BE T b Ak B AR RN AR AR R B BLAS L B TR E A R B RO & S 0.8 g+ LT, i COD
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2 sl S 60F
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3 & 501
N >
=~ 30 3 40}
=
20} 30
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10F 10k
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(a) COD (b) UV,

P 7 A TR 5 T X 57 38 95 I TR 0 o 4 ¥ Ak FR AR B4 R TR

Fig. 7 Effect of catalyst dosage on treatment effect of landf
UV, EBRFR 510 67. 8% F1 86. 3%.
2.4 REHAFEXKEVNYEGTEZMIIES R
2.4.1 MEAeAnzodr TAN U RWER R BT BERE
s VY BT K B A BLTS e W i HL BRI 5. 8 A ) SR I TR
A S #1110 mmol « LT ARCT B A5 K 19 COD 2
B, an i 8 iR,

& 8 Al AEANA 5 mmol « L' AU T BT . W45 T 1Y
COD EBRFFEALT 16. 3% 51 24 M A 10 mmol « L~ )L
TR A AL R B 4R COD K BR AN 35. 6%,
BRI T BE Z BB T 32, 3%, ULHA B3 [ i R 7E n-
Fey O, /i 3 A 1 540401k A 2 0 e 246 YR 110 3 et v & 4
HEEAEM. 2HAR 90K Fe, O, ko Z AL M ik
WAL & =ik, RAE AR n-Fe, O, /fik ¥ + AL F £ H &
Az AR BT A= R R e R TR I A Bk B AR A AR
MG S S R AR AR R e R R AR R R TR R )
SR T A B A s DT S5 B M g i 4. X 55 Zhu

ill leachate membrane filtration concentrate

T R B2 O P8 TR B 2 3 )l B LR B
707 —a—0,4n-Fe,0 /fEH 1, 5 mol'L" TBA
—v—0,+n-Fe,0 /i 1, 10 mol-L"!

0T —e— 0 +n-Fe, 0 /REME +
sol- —e—0,

& 4of

£ 30f
20
10

0 1 1 1 1 I J
15 30 45 60 75 90
t/min

B8 HTHEX n-Fe3O4/ kv +
A B BSR4 FT SR 1 5 T
Fig. 8 Effect of tert-butanol on catalytic ozone

oxidation effect of n-Fe; O, /diatomite

ST YK noFe O, MALHLBLM TR 25 R — B0 th TRk B iy B0 S AL R 0 Lo SRR B 1 %Lk

5% » A IR A S S50 T8 U WM A A 3 B ) AR BRASCR.
2.4.2 Z i kkig

20 b Al B A AL BRI T B 7 38 D8 VRORR D8 TR 48 T = 4k O e % (3SD-EEM) 1y

M 55 AN 9 7. RO HRY s A » A 23 01 R 980 R DRI A B3 K

800.0 450 800.0
600.0 400 600.0
E 350
400.0 <. 400.0
i
300
200.0 200.0
250
—47 0 = 0
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Apy/nm Apy/nm
(a) AbFEH] (b) 4b¥ )5

B9 fiEfl R AL BEHT IS 9 SD-EEM 6%

Fig. 9 3D-EEM spectra before and after catalytic ozone treatment
H P19 R R « 57 3 92 U0 VRIS e A 9 v X R A B A BL DG b E AR T 3 A OB I X
NG IX B B LR 26 6 X I (Aex /Aew = 250 nm/450 nm) | /5 i & B 19 68 20152 26 6 X 38 (Aex /Asw = 270
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nm/445 nm) , DL B J5 58 18 ¢ 6 R IR (Aex /Aew = 335 nm/425 nm) .

H1 B9 3 RN - I35 i R D i A YRR T HE KRR HLR Y o B 2 L FLIE(E O 823, 85 (A
R 1) 30 3 B 2 LR DAy 619 5 5 85 B IR 1) Jo ik 23 JBORH X B 20 L JLIEE L Dy 546. 5. 285 i Ak R 4 A P
J5 s ZRTOCHERGR B A NG B T ARG R w R | (0 S R M B R Y W 43 0 [ D 172, 2,20, 05
22,07, HFBRF 5K 5] 79.1%,96. 8% 1 96. 0%6. IEWA n-Fe, O, /fif # + fi fk 5 40 19 kb HH 5 2 % T
B3R5 R e A YA e e LR AR BRI 5 DA B 00 B R X M R A A DL IS T A AL BRAOCR L T
ARSI AT S B AU AL AL AR B TR] 90 min DL o 55 008 Vi 47 V0 P 1 5 A IO AN L R % 0 R R 2 X
S A [ i 1) A ML) A LT R it Sy B AT M ) Wy o
2.4.3 AAMAE 5 R EIERBTIEH] (GC-MS) X K B KR 2E 4T A B 53 o347
HE5 Rk 1 R, L I A B S AT HL L4 4 B

B2 1 AT, by 05 R R I TR 4 TR T M UK Tab.1 Analysis of organic components before and
i Ze R WL 5 G AR LT s 2 e after membrane filtration concentrate treatment

N-(ZHREZBEH)-N.O, OO -1 CZHIEWRERE 4wk /A4 /%

) A2, 2 W HEL6- (1, 1-— 1 JE 2 J-4- Ff _ Hok ik koK
EVE BN LR RARE oo . e e
% sk A B e 28 1k SR AL ik X 0 o1 o

AR S KA A HL AL R A T AR KA ek L e TR % 7 3 40,78  12.31
FEIEA P o i o E B A, A R 2 ML i [FEIES 5 5 15.13  20.10
KN L 11 W T 428 2 297 24 0 00 5% k43 KR L 91 UES 2 2 12.93  3.79
WO 22 AR HTFA N o 2 M AL 5L SR A i B o s A L gﬁ (1) 1 0.18 ; i;

YA B A B BB VE R L i AR CO. A HL O,
TR IR IA ML Y 5 o> B A TR I L R 2 B el SR R 5 28 IR A WL B (AR AT B T 38
PE U Kt AT A ) R 2SR ) 26 A

3 &g

Xt H T 7 3% 92 U0 VR0 B 00 A 4 Y M Ak B TR R R O R R R - B AN K Fes O, AR AL ) L i
b 5L A AR A R R R A R DT K IR B LLE 4 s AR,

D #92K Fes O, R 4 B 6k 3+ b HH BB R B 4K Fe, O, A B 3 53, 4 4057 3 1l
A RELRE 5 38 0 s AH X T B U 900K Fes Oy fEBE 1 AZRAIK Fey O B M40 15 PE 0T 5 L 4 b 5L 40 4k 381 i
B VR A48 VTR U L K ) B8R B

2) n-Fes O, /i 3 1 A B4 40T Ak 3 08 ke A4 T T 1 7K 380 R 0 o i B A A A R I 2 T
S AE S S5 NS R b pH=7, RAARR N 1.0 L« min ' AL NN 0.8 g« L1, i B
[a] 4 90 min. IHF, H 7K COD Fl UV, 8505 4 67. 8 % H1 86. 3%.

3) n-Fe; O, /i 8 1 i Ak 5 4804k P RE 0 45 JEE 08 R 240 VR0 TRE T 1 /K o 1 e FEL TR R 9 5 DA B 8 3 PR 3X
R MERE figt (1) A6 DL G il A DGRV 8 /NG5 (8 v ] 77 ).

4) BUAR AL A A0 0T T IR o A TR B K B A L AT LUK B A R AR R H Y. S bR E L H
K B AL 2 BN BTt 53 BIORR e AT AR K ORIt G IR X A 1 2 IR 2 AL B A5 T B8 4 % A A e
YR AT A W) 4 By B ik 1 )

S % Uk
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