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Abstract: The effect of ozone on the performance of a hybrid ozone-ceramic membrane ultrafiltration was investigated using raw water with different
turbidities. Average pore size of ceramic membrane tested was 100 nm. Ozonation with 3 mg-L ™' ozone increased the membrane fluxes by 18.2% ~
104. 9% with raw water turbidities ranging from 14 to 510 NTU. The percentages increased to 21.7% ~116.3% for 5 mg+L ™" ozone. There was no
significant effect on the membrane flux for the ozone dosage of 1 to 2 mg-L~!. Ozonation with 5mg-T.~!' dosage removed 28.7% ~46.9% organics in
terms of CODy,,. While 1 ~3 mg-L~" ozone did not remove COD,,, significantly, its concentrations increased slightly in membrane effluent. Ozonation
converted the organics into smaller molecular weight, which decreased the membrane fouling, and improved the membrane flux. The 2 ~3 wm particle
counts in the effluent of the hybrid process were 10 ~36 cnt-mL~'. Ozonation may result in slight increase of particle count in the membrane effluent.
Exploration of particulate matter breaking through membrane pore in this paper is of practical importance for the improvement of particle removal in
membrane ultrafiltration.

Keywords: ozone; ceramic membrane; drinking water treatment ; turbidity
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D7k, AL FRRR 2 R JRUK . BFR R IR, B T AR
RUE BRI K b i) UKL ) AR DL, ELRE A T
AR BT Ry FHA A 4 1y, Bl i e TR 7K Ak
PP RYRESE S R H )2 (Leiknes, 20095 2009 ;
Van Geluwe et al. , 2011; Song et al. , 2010). {H>4
H BT PRI R 22 S A BILIEE | JEATLR o 3 A Ak~ e e
PERE2E AT AR R ; T HL o 3 s TR B OR | 2B
RN RIREE K Ab IR T 203 A rh B i S8 AR 25
XA B A= . PRt 38 U0 75 BT & — Fh BN
5of 5 e LR 40 A JE LA A2 Tk FH 7K Ak BB 75 5K
Wi e M EL AT DL 32 e | Al R PR A A, g
W 52 B i 15 YL FRBE FINE U6 25/ ( Pendergast et al.
2011) FEARFH K AL P A 1 H s 2. #2010
4, HA METWATER A w2 A i 100 A4 7= FLAR
AT, SR EE S 208 490 x 10° m™d ™', #&
KBTFRE#E 13 45, HE TR g & 4.
(]IS P 2 AR B 1 Ak 2 e MRl AT D) B R4 4%
SR FRNIR T TRk 15 Y W) 25 BR AR 1Y ] 1] i 22 5
15 Y9% (Byun et al. , 2011; Schlichter et al. , 2003;
Sartor et al. , 2008). HHI, A 554 M B R T 2/
oY E 2R e R AN & (Karnik et al. , 2005) |
J57K pH ( Karnik et al. , 2007 ) . i & 5t 2 1 4% 7
(Corneal et al. , 2010; Corneal et al. , 2011 ; Karnik
et al. , 2009; Byun et al. , 2011) 1 T. 251547 7 =
(Kim et al. , 2008 ) 5577 . 38 #1500 T, B R
DB T ZI R K 3 B — T 0.2 NTU, {H — 264
FRM, LB IEEENE, REHLARNT
0.1 pm, 7EAT HLIE AN B % B 1Y K RABFERE 2 ~ 5
wm UKL Y (Li et al. ,2011; Muhammad et al. |
2009 ; Patterson et al. ,2012). AR A [ (4 UK 4
A REAL Bt e O S5 BUW U E W, X T RE S5
TRAR K B A= W 2 4k, e B g D AT E AL M
H, RS, R Y 5 2 8] (9 A B A AL
RAT BEDAL, XWHTH L IRE. B, A5
B4R P Y JE T 20X TR ) 1) 25 B, AN Bl T I
B4 ) Y 6555 O A9 22 ) A A AR P BILBEL 42 ol g
154 [l I RREAL B T2 R R K A 2 e Ve i 42
EA R

AR SRR XoF Hb e 7K b B B 52 68 W 5 0l 1 42,
JH Wi 3 B A 3AS (] 9okt B Dt 7K, e ok %o R o, A
R HLYIFE PR AT IS, WF5E R4 B 2 5k
U8 T A AN [ bt 152 Sk A s B PR e S AL, Ry
B Wl 5 R A R R A Ak P v p ) R R AR AR

2 #RFN 7 % (Materials and methods)

2.1 JRAKEF

TEAKT UK FERSE WK DU, 315 ] K e {4
TGN 110 TR A FC i b FE B . BB 100 H XL
JEASEEARGE 5, K T AT K H P ) R 4 )
14 .52 108 #1510 NTU fJ5K. FrESHl /K A pH
H}7.8~8.2, UV,;, H0.050 ~0.060 em™', COD,,
572.8~4.0 mg-L™".
2.2 ZEHhEE

1k BB B IS 00 R e 7 i R S8 e
(IR NS B N 1= i S 7/ = W= = W <
(SCHUMASIV, Pall Filtersystems GmbH , & [¥ ) | ¢
BILA2R 100 nm. B85 32 #E KB KL 53008 700, Al
a-AL O, , 4K 200 mm, i JEHEIFL 44 em®, PTFE
Bhe. PR IE 4K 5 R TR TR E0h 2% 11
R 10 h. FI 20K I B0 4h i o, 354 07 =
Fesitit € T B R 2550 0. 1 MPa. SR 40 i 7%
FUAR G AR 42 ot 22 A< o LA B0 i T R IS HE
TR ST A 6 S MR T TR T 2 A AN 5 A sl 2R Pl 9L
LI,

Bl RE-BEEIRRGZTEE

Fig. 1 Schematic representation of the ozone-membrane test system

2.3 LHFE

W DK FH G 50 2 i A 2 s [) B i A R
SRR, B2 i b 1 K R A B B A 1. B AR B
TELR B Y ( Model-600, Ebara) Wil {X &%
PR YA T 3 Ao 9] 4 I A ] 42 o B S
L RFIFE SR (1 ~5 mg- L") 5458 (R, R
FAAC S PEAR U8, 1H A B 22 0. 1 MPa. LA
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% 33 %

10 min A [A] fR B HORE | S0 B, JF 00 g PR i
KR COD,,.
2.4 AT %

COD, : FRYE = i B2 15 (TA-88 fiim H 2l 4 A
%, Sinsche ) ; BRI 1B - BO'E BR ST/ 6 i (GR-
1000A HOGRUR Y 43 14X, IBR) 5 MUEE . JGHU %
(2100P MY, HACH) ; UV, : L4 W43 06 B
% (UV-1700, SHIMADZU) ; & HLY 4> 5. o0 4
RH €2 3% 7 ( LC-20A W AH 8 3%, SHIMADZU, TSK-
3000SW B A EAE) . B R HAR F, = Q,/8 it
A, Hp ko RN BGE E (Lem ™ h ") |
QN t BWFZI A KR & (L-h™"), S S i F
(m?).

3 Z5R (Results)

i % R A 8 A A
P 2 Ay g e et A [ ek D 7 s k) 28
PR, phy Pl Al UL R e A A 73 D 1 B BE < I 10

3.1

——5mg-L! B4
—A— I mgL7 B

ROOT kb 14 NTU
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—a—3mg- L R
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=2 eoo
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JEK B - 108 NTU
's
2
i}
)
=
| 1 | 1 | 1 ]
20 30 40 50 60 70
fisf ] /min
&2

min Ay JIE i R U R Y B, Pl T ) 4l R
2045 Lem >h™", PEEHEEAAIGETE 10 min, 4 FRFK
1) R £ 3 1] Ko 22 W0 4R 3 5 1Y) 25. 0% ~28.5% ;1
U8 20 min J5 , R A4 S PR 1R ATk R
B

FAAAL, Ol A GE. B 3 mg- L
B (R Ry 14 52 11108 NTU J5/K 1 5388 2 AF ot
FRA BN R AW 5B E T 104, 9% |
65. 8% F152.2% ;N 5mg - L~ A A HFX 3 Fpik
JE K 58 P B4 & 116, 3% | 95. 1% FI
71.1% ;BN 1 mg-L-"F12 mg- L~ RAXTiX 3 Ff
TR JBUK A AR A N T A S A3 K R R
16. 4% ~ 36. 8% .2. 6% ~ 17. 3% H1 8. 5% -~
16. 6% . Btz DK e ) it v, B SE00T I3 o 19 52
M 28 AT U553 , LA [7) SR S48 M ek 22 ] 19 3 o 2 3
U /. BT 510 NTU JEL K Y R HE 52 i
AN, 1 ~5 mge L™ B AR B s 4 12.5% ~
21.7%.

—k 2 mg-L_1 U
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Fig.2 Influence of ozone dosage on flux of ceramic membrane under different turbidities
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3.2 A A EENT A
3 g BB th 7K i 2 ~ 3 wm UKL B Y
A4k, 14 52 108 F1510 NTU J7KHT, 2 ~3 wm ks
PP 2K 3 x 10° 38 x 10° .66 x 10° H1 110 x
10°4> ~mL ™" (CEIE) |, B &R K BT 0. 15
NTU, 2 ~3 pm k98 fem o 35 4 -mL 'K
T AU K A ORI (100 S emL T A2
£).
FERTER I UEED O min FEIT, FBE S K AS0RE 40 45
o e 5 G 2 B AR AT B K B R ) e A
——5mg L RE
—— Imgl ! R4

40 -

—=—3mg-L! B4
—6— 0mg-L™' R4
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e
ﬁ
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i} (6] /min

AR T4 T 54 5 520 min J5 75 Y 2 E AR &, B L
KB R B RS E AR 10 4 -mL T A A BB REA
ik AN [ ol B K B B g K T 2 ~ 3 um 8
KEYIBCR 10 ~15 4 -mL ™ 1 52 mg- L' R
AR, WIUE K TSR B R AR R R 3 H 3 55
mg L™ SR AL AT (40 0 s 7K v B0k 47 5 3
F22~36 4 -mL". IS Y EIE S, R KA UGk
JEE R R AR AR T X R S K v A 4 i TG B
M), I R 4 B T 20 M6 1 K v R 4 B 4K T 1S
S

—>— 2mg-L7! B4

40 —

JEAK ¥ ¢ 52 NTU

2~3 pm ORI ECEL /(A -mL7h)

5} []/min
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Fig.3  Effect of ozonation on particle count in the permeate

3.3 ER LTI COD,, 1+ B R

Kl 4 B K coD,, Btk ith 4k, % &
F| 510 NTU J5sK it B2 K7 , {1 ] TA-88 T 7 it
A E COD, 2K e 14 L 32 25 52 e ) 5 285 5, BRI, ¢
R % RS coD,, A8tk i<k, kK 4 AT L,
TCR ARG, Bk B B R 8 s, 14 .52 AN
108 NTU Jii/KHr COD,, 73 SIFEAK T 27. 4% \28. 1%
F139. 1% . Bl SL AR A AL X AN [F] ik B2 S 7K COD,,,
B 2B R BE T 10. 0% , #0015 mg- L™ 4R
AALXT CODy, 1 L BRACR = T H B AR N &

ER TS5 mg- L~ RAEIE S T XA
ML 25 BRA% SR, 14 .52 i1 108 NTU JE 7K COD,,
(P-4 2 BR AT 45 5 3 28. 7% (43. 5% 1 46.9% .
Bn 3 mg- L' RAHEAE,3 FilEAKH COD,, BI-F
YIBRR 050N 19. 4% 32.2% F1 38. 4% . KT 3
mg - L~ BN B K 0 A HL ke BE AR X T
ANBNN G ARG 0 S T A i b . 33X U P B S X
AV SR 5 RA SR A G, —Jrm,
B AT WK 4 i 8 B ALY b CO,, = BUR K
COD,, B#AR ; 53— 5 1T, S A AL T A2 2R 38 50 A AL
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Fig.4 Effect of ozone on the CODy;, concentrations in permeate under different turbidities

4 1% (Discussion)

4.1 BEZANHIE

W) 2 R B o 8 R S AR RS L T 28, O
(7]t B2 i 7K 1% B3 ot 6 2ok 8 BT (0 ~ 10 min ) F4R
R B IA R 20.0% ~30.0% . A RE
P I T 2 W58 i A 25U 1B (Kim et al.
2008 ; Byun et al. , 2011). S5 /K B A i
B RIRAEHLY (NOM) FlJC HL UKL #) %5 24 43
Jermann %5 (2007 ; 2008 ) B 5T A Ay, JC AL UKL ) Fi
NOM P 20 43 %o} EL A B[] v e VR AT, S B0
. Hwang 55 (2008 ) TA A S840 3] i fL 3% 2
R DHE S BRI A7, R Ok ) ek 3R 4R R 3R
AT, (75 o 8 3 i DAL 3 8 L B A0 A 8 1 L D8
ARZS. AW ST | FE 8 19 35 5 25 (TMP) AR
BRI EAE R (2045 Lo-m > h ") T, KI5 4L W ok 5
KT 28 W R . i K v (%) UL ) RN i S A LA i
BUBEFLES FE , T AE BRI BTS2, P 1 2 3L
ot Y T R A TR R [ 10 min J5 G T R 8 U

. 2 0L, AES 20 min &2, 5 AR A B B
] A T R i SRR A, i 15 B s el L 3% 26
W CHEATE.

F2 BREEREMEHNEEELXR

Table 2 Linear relationship between membrane flux and time

I A
SR NI
KRR ?
P " R
0 y= —-3.003x +401.4 7 0.921°
1 y=-2.930x +441.5 7 0.919"
2 y=—-3.482x +522.5 7 0.945"
3 y=-5.035x+771.7 6 0.978 "
5 y=—-11.179x + 1144.5 5 0.931°

T x p<0.01; 5K 14 NTU, y HE#EE (L-m~>h™") &
Sy i PERFE] (min) .

LSS P A A TR) okt 32 DK 1) B3 . DAY
R 14 NTU 1Y 7K A 4], 5L A 4R AL I BES i o AH X
TRA R E ARG LS T 36.8% ~116.3%.
WEIE B, KRR A PP (NOM) s
Y e S B TE g 2N K (Karik et al.
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2005 ; Lee et al. , 2004 ; Schifer et al. , 2000). L5
e 1Y) $2 5 1 I R AR AL BURUK M i AR
TR PR R E . R 3 T, Eie R
T LA e X T 4B B R K v 4 SRR A R A
JEH K H 2 ~ 3 pum KLY 8L & YK T 40
A emL ™ HENN 3 AT S mg- L RE S, i IE R
S HE 7 R R RO TR ORI 0 3 A R T
SR TS G AR 2 Y R R AR . i1l 5 mT
Bt B BN RS0, R R T2 K UV, 1 K BR
R . HAR R BAABOM AL T, COD,, A 2BR A
IR AL T UV,,,. COD,, Fl UV, IR A DL 6 5 5
FRACRAN R, BB R P Ak ek T A ALY By B e
258 BB R % B CO,. B 6 sy A
ML o it A A2 A B4 R B A A s SRk b oy
i 1000 Da BA ML, 1051 B i 390
Da AP IN. RAEEAS, AL 5 F B %
1%, R K PR RGBT 25 5 355 1o B e B 3 AT DA AT

0.08 —
MOmgL™! 01 mgL™! B2 mgL!
0.07 — B3 mgL! B 5mgL!

R
AL ER R

E5 REAIMERIEX UV, MR (FUKME 14 NTU)
Fig.5 Effect of ozone on the removal of UV,s, (raw water turbidity

14 NTU)
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24001 ameee K + 5240
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Fig. 6 Effect of ozone on the molecular weight distribution of NOM
(raw water turbidity 14NTU)

A BRI TS YRR B G ik R 1 1) R %
4.2 R EE T ARAHLE AT

FEARBIFEH B A 14 52 108 F1 510 NTU JFK
W, RARKT 2 wm AOEUR P ECE 2 51 20 x 107 ~
25 x10° 4> +mL™" 156 x 10° ~ 173 x 10° 4> +mL ™",
220 x10° ~290 x 10° 4~ +mL ™" Fll 560 x 10° ~ 660 x
10°4> ~mL ™" ([A]—7KFE S HERSZERVE FIE) . K 3
AL, SRJHFLAR K 100 nm (1 P 2 B8 i 8 DL, i ik
99% LA I (W URL ) W # FE , AEL HR K TS B A A 24 5
HVRAR R T 2 wm B9 BURLY), B0 e 15 3 36
A emL L AHR M, RO Y BTk R R Pk
TV F I S G T AR R D853 BRI, B ol 3 T vy, SR
BRXT B3 8 P 352 M 32 34T ik 559

B RENS i R ORI AR E T, (G TR

JEE A SRR URL Y Y RS e ME B AT IR WA

& ( Chandrakanth et al. , 1996; Becker et al.
2001). AWFsEr, SR A UK 2 ~3 pm B
REEEE RGN, KR Y B > (R 3), HBEE
FEBOME A, 2 ~3 wm PORYECE G 0. 1t
A5 Yan 55 (2007) (IBFFEZE RIS, X 7T & R
AT S, — 5 T, Ak AT 2 A ORE L i B
KoFA VA, n] Ge {8 K oA LY R ELE
— I KU W 15 B i, BRI, ARAR R /N BORE )
. EAL G JE K A ORE ) R A R o A & A AR AL,
ARy 114 253 TR A7 BELASON Bl 22 BRAIG, (i L TR 45 5 i 1k
B R, 53—y i, SRR SR A ALY oy i AR,
A B K3 5 Bt T T B A 2 R A
KT FIA , FIALFR T 25 1F 2 o AR V5 Y ) ) 14
PR PR T e 2 ) BT G ) 55 M 22 () 1 23 R v 2
S R A 1 8 PERE (Huang e al. | 2009). HiL, R
SAEAL T RERRAIG 1 AB0RE 4 119 225 [8) o7 BN, 38 i 1
AR, 30 A 5 ok DRV RE S B0 R
BIRE K 2 ~3pm PURY) BRI N (& 3) . 52
NTU JF/KZ 3 mg-L™"F15 mg- L' REAG, K
IFUERI I K P 2 ~3um PRI YRR S T HE 3
UK, X ] B 5 H R KR I B R A R
R AR A R T R A S RN, BT RLR
ST MR RE R 2 e SE N Sk 3 8 20min J5 3%
FEJ5 0 L AN T IR B A 8 X U 4 35 A7 AR A 1Y
A VE R, LU B LR 7k AR 4 550 A A AN B .

S5 v i FH A B S 5P 14 FL A 23 A A 100 nm,
R A AT AT AN )R T 2 pom B B0RLAY). )
RIFTREANT . — 5 T, 7T g2 X A B & R AEFE KT
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33 %

SR ALAR S A B AR TE R AL o — T i, AR A
PUBTBURL e 5 A T Al BE & AR IR - i i i
S R I, SR 5 SOPR A JROIR DT 5 SR i 7K
TS A R T IEALAR B BORLY. I — D R T M R
240 M B8 2 AR X TR A e L R
BHA A RVERT, FWOULE R A fr Tt — 0 RO
®3 RESUIFRKFRYB AN
Table 3  Effect of ozone on the particulate matter in raw water

WE REABONE BRI B AR LR (A - )

/NTU /(mg:L™") 2~3pm 3 ~5pm 5 ~7um 7 ~10 um
14 1 794 1753 79 - 1348
2 880 1710 50 - 1046

3 1416 2807 -17 -1921

5 1547 3083 484 - 1051

52 1 940 -2620  -1990 ~2630
2 2140 1920 -9630 -3750

3 1870 -2290  -4410 - 5080

5 2800 -3140  -3490 -3790

108 1 - 100 -380 500 260
2 5320 1300 100 -840

3 9600 -5260  -2440 - 4040

5 9680 13220 640 -3020

TE IEEFRRHN, SUEFRIRI/ 510 NTU J5K B w 0 5 it
B B AR R R UL RSB S K K S T Y
IKEE) , RBUBRAI 22 , I, 35 3 R4 Hh AR,

5 58 (Conclusions)

1) RAAE AU ALY 285 #4215 o 12 5 1)
FEJMA. 3 ~5 mg- L REHMET, 14.52.,108
FI510 NTU Ji 7K By P 25 5538 2t AH X5 T 3% A7 B =
AR AN T 104. 9% ~ 116.3% .65. 8% ~
65.1% 52.2% ~71.1% M 21.7% ~23.6% ;1 ~2
mg - L~ BLAEADRG RS R S 2. 6% ~36.8% . BEE
DK ok B R s, R AR Ko A e ) 5 T R U 5.

2) I3 ~5 mg- L~ 55T 250 58 0 HA B
K2 ~3 o FORLE LG . FE R T AT R BR R
IKH199% LA 1 (9 FIURL Y, A [] ol 32 K 19 5 s 7K
B2 ~3 pm FUREE AR T 40 4> -mL 7.

3) RAEAAL T U K TR ALY o T A5
INFTFRANYN Z | B LR DR, 1 ~
3 mg -+ L' BLA Ml B K o coDy, g T S
mg- L~ BLAAXT 14 52 1108 NTU JE/K 1 COD,,, HY
FBRR i AR BN R AT 27. 4% 28. 1% F139. 1%
S3 e 2 28. 7% \43.5% F146.9% .

RIEEERN: K%, F, 4R, HEAFH LA R,
FENERA KL 2 &AM ARTIFES G TR 3 f
FHA# K, E-mail: xihuizh@ mail. tsinghua. edu. cn.
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