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75 RIS R I ZRK A, L PR B 7 AR WA Es e r A PR Fl 5 Smart2purel2 BURB 4K AL, 55
EPEER W R AR BAMME 0L, BRI E= AR T R A R A s UV-8000 %Y 42 ) AT I,
YRR, BT AR A IR s ANERECE R RS T Bl T SN B S AL R BR A
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1, 5 E AR B SO SRS A Fl 5 S-3400N AU T s, HAH A,
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Fig. 1 Linear relationship between the cell density of
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1) P A0 R A A5 VR T B o BB 5000 10 A o fl 3 B, (PR Sk AR BRI 5T, R M ¢
el 10° 40 1%k -mL™", %) OD, M 0.144, ¥#75 pH & 7.5+0.11%, FRHEL 2.78 g FeSO, 7TH,0., 1.52 g
PMS. 2.48 g Na,S,0,'5H,0. 1.419 g Na,HPO, il 0.849 9 g NaNO, 43 Il i T #8 4li /K I & 45 & 100 mL,
B i) B MR FE 441 0.1 mol-L" A AH I it 45 9 o

Microcystis aeruginosa and ODgg,
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2) % %< FeSO, # /it . pH. HPO,” FINOHK & X} FeSO,-PMS [4: 8 SR iU R0 . 43 B 1 L 7 B¢
JFRPEWR T 6 N BEARd, PMS# & 4 0.1 mmol- L™, FeSO, #% fin & 4> 5 4 0. 0.025. 0.05,
0.075. 0.10 #1 0.15 mmol-L™", 300 rmin"" &P it # 2 min J5# &, 7E 10, 20. 30. 40, 50, 60.
90 A1 120 min &b HUAE, If 57 BI A Na,S,04 #E47 ¥ K B ™M, K8 3K (2) 11550 38 41 i 2 B % . pH X
FeSO,-PMS [ #8452 W . 20 BIHL 1 LA B UG M B8 W T 5 SR, I pH 20515k 6.0, 7.0,
8.0. 9.0 11 10.0, FeSO, F1 PMS % fil & ¥ 4 0.1 mmol-L™', J5 £ #:/E[H L . HPO,> F1 NO# & %t
FeSO,-PMS R AR MIFZM . 435I 1 L #G RIS M3 T 9 AR h, BEM4i’s ol 1~9, 15 %)
B8 ORI i1 Na,HPO, 1 NaNO,), 2~5-54r5l#sin 0.5, 1.0, 1.5 1 2.0 mmol-L"' Na,HPO,," 6~9 5435
win2.5, 5.0, 7.5 110 mmol-L™' NaNO,, FeSO, £l PMS #4447 0.1 mmol-L™", Ji&kdi e L.
1.5 S5 E

ODgson UV,g, FIIF 4% 3 a(Chl-a) 2R 430000 BE M 5 W MR Bl (DOC) SR A #LAs I 2 4
W72 5 Zeta LR Zeta HL A AT A A2 o R FH 920 5306 0 BEAT U HA 90 R M %) B R A BL I
(AOMs) #EATRAE, (WA SEE . BB K (Bx) i 220~450 nm, & it i £ (Em) 24 200~500 nm,
T80 2 1) B A S TRT B 2 R 5 nm, FA 3N 2 400 nmemin LU 4l K O as AR, 1E BE AL B b
PIFNBRFr S 8 . AP RS T i i e S s, FEi AL EE % R . L 4 000 rrmin™' 2.0 10 min
WO R S P e AN L s 7E 4 °C R A 2.5% % R 2 B AR 4 hy R pH R 7.0 19 PBS 28 iR
S VERESL 3 A IR 30% . 50%. 70% 90% Fl 1009% H 2. B 1A WA U R RE i R AT I 7K Ak
By FIHAUT B B OB FE-40 C R G T 12 h JEWi 4 FHBR BB 150kV T
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1) FCSO4 ?£j]n - E/J w ﬂ[lﬁ‘l ° EE IZI 2 EI%D ’ $ —A- O.gISmI;)lmol -L’el FeSO, -v-0.075 rIEIr;lzl <Lt F:SO4
AT PMS I, 20 v PTG s A, ~+- 0.1 mmol - FeS0, ' ~-0.15 mmol - L FeSO,
N " 100
A0 25 BR AL 3.49%; i BN FeSO, Ji, bl T
. e N N ¥
6 SURTHEAT | WA 2% R 3 R e ] 9 5 o Pl
faN=MRBH IR, R /
ij 30 min P 2R T+ TG # TP, Y FeSO, X -
=) N 3 ¥ g /t
P B K Y fincky 0,025+ 0,05, 0.075. 0.1 Al g A
0.15 mmol-L™" fif , 34 4 MY 25 Bk 3 73 ] £ v = 20 o I/,/.—/—i
22.64% . 55.81%, 86.82% . 94.66% 1 95.00%, A e . ;
ATV R, UL B 9 AOMSs 7T L e
3T D TV 70 PR L B R A LA 0 20 40 60 80 100 120

52 oy Bsf [] /min
EE . WIETPMSHEHEE, S AOMs M 3
P2 o W N PMS B EE T AOMs K B2 R FesO, & M8 T RABERE

0 M S AL BOR B 2%, TN FeSO, Ji, ¥ 40 Ml -

# . ig. 2 Removal rate of algae cells at
FPRFBRME L. X & Fe i fk PMS 43 different FeSO, dosage
fift 7= A T K R SO, A -OH T S Ak A5 7 L Y
AOMs!™, A0 M A% R e IR (X (3) MK (4)). LAk, Bhlmld fe /™ Az 1 R i Ay JRUAL Fe' X I 11 A,
P P 358 A0 L ELAT 5 ) ZR B AR, i O RS AR A P {0l 38 200 i e A P SR i e K BR U FeSO, 235 42
5 1 PMS K BREEAN A ROCR 124 FeSO, SN 3G N & 0.15 mmol L™ I, AH#Z FeSO, £+
0.1 mmol-L™", &40 g 25 bR AL & T 0.34%. X J&: K it & Fe?*XF SO, F1 -OH (138 4+ J i 380 A
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Fe’* + HSO; — Fe** +S0; - +OH" 3)
SO, - +H,0 — SO +-OH +H* “)
2Fe’* + S0, - +-OH —> 2Fe** + SO + OH™ (5)

S o AT EE A M R PR R A . EBER B DTk, R A B (MeOH) 1 24 SO, il -OHL i) it i
Flo MR AN MeOH FEf#Z 7 1, 7E FeSO, F1 PMS # I+ 0.1 mmol- L' i, iy T 480 1k Al &2 Bt 4
FH, BEAN R RN 94.66%; 443N 10 mmol- L' MeOH #Eik#1 )5 , LEE/EM T, MMM KR %
H 65.79% . EILIFR TR, EEANME A BRI E AL . ZEERY B A TTERE 4 30.50% F1 69.50%

2) W1 4h pH B2 . 24 FeSO, A1 PMS il &34 0.1 mmol-L™' B, ARl pH Z&F T, #E40 %
B B A A AR G 3 TR o f I 3 AT, 4 pH N 6.0~10.0 B, SE4HHE 25 (G R M R R A R KO
Bl pH Fh 7, FEANM 2 PR R R IS8 PR AR B3, 4 pH 4008 6.0, 7.0, 8.0. 9.0 Al 10.0 B, 7£
SN B (8] 30 min B 3 200 i 2 R R G R B R, o3 R 81.12% . 79.46% . 78.37% . 77.52% I 74.32%;
25 NI [E] R 120 minfhf, dEA0 L L BR R E TRE , 0 97.37%. 95.69% . 94.25%. 92.48% F
89.79%. TEBLYEZMET , BEAM LBRBA M XEE A — il Fe™5 O A M T
Fe(OH), ULUE, i 5 WA I i Fe b 75

—J5 i, FeSO,-PMS {4 7 1 [1 iy FE AP 2 5N o e —
SO;-, B% pH T, -OHZWiHIZ . SO; 444k 20 /¢¢%::;:::
75 3 A, ok T -OH % 2601/ T 1 s, N e
3 1 T SO; (4 90, 40 5 S02 4 O 4k £ =
B2 75 LA 35 3w /f

3) THLE T I . KR HPO K T, 20 B
20 2 4 3 U £ 725 1 PR 4 T % i 2 sy ~hio0
PO, V3 B Th 85, 96200 L 55 B 2 L 9 o, i ot L
AR % . 2 HPO W 9 0 mmol L™ i, o 2 4;;;“51?10/ S0 1o

g

AN 22 R AR B T 94.20%; 24 HPO K Yk 34
MZE 05, 1.0, 1.5F1.2.0 mmol-L™", 3 41 ity
K 2 45 B B AR & 90.02% . 85.45% . 80.10% Fl

3 [EpH TEMAMERE
Fig. 3 Effect of pH on the removal rate of algae cells

74.64%. 3% &N K HPO,” J2& SO; -l -OH ¥ 1 100 .
3|20 HPOf‘i_‘fi%%ffL HilH AR TR R TR “ /.;;:;;:;3
{9 SO; i1 -OHGK (6) FIat (7): LAk, HPO 2 \ i
AR . N ‘§ -

S BOK Y pH LR, R S LM T g o e
SOy HITE M, 3 L) HPOZ /K it 7= A 1y H,PO, N
25 5 VW TPl S 1) Fe? M Fe®' 2 2 465 T I 5 -=- 0 mmol - L' Na,HPO),
7 U B £ 2 ) (X (8)P, WA T FEL - ] 20 10 ol L Neibo!
JORE (1 EAT . & 20 mmal - L NaHPO!

ANFINOR BE R, 35 40 i 25 [ S Bl fisf ] A2 T

. s 0 20 40 60 80 100 120

fRAnTEL S i o BB S WA, A K R 2R B 5 R /min
5 NOGHR B (0 T & I BRI o 2 NOSHE AR IR A B4 R[E HPO RE T EMMERE

0, 2.5, 5.0, 7.5 10.0 mmol-L™" if , 34 2 i Fig. 4 Effect of the concentration of HPO,” on
FBRR R 94.20% . 88.53% . 85.46% . 80.39% the removal rate of algae cells
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15 %

1 76.80%. K. —J7 I NOTE A H b
P, Fe B AALTE I Fe™'s 55— HINOJTHAE T
SO,-, SO, A& AT 1 T 1 M B AL 1 NOy (X
(9, i NOy S AL BE 1 i 559 %), KN /2 LR i
AOMs,
SO; - +HPO;” —s HPO; + SO} (6)
.OH + HPO?” — HPO; + OH" (7)
Fe** +Fe’* +2H,PO; — FeH,PO! + FeH,PO>*  (8)
SO; - +NO; — SO>” +NO;- )
2.2 AMBMANER (DOC) M UV, HEBRME
UV, LT AOMs H £ AN F Bl £ % 55
T LAWY 0 & &Y, B 6 4 7E A [H FeSO,
B A& T &R 120 min J5 DOC F1 UV, 1) 25 B
BOF . WA FeSO, % & i 3 Jm, & &
DOC % & Ml UV, 722K . 24 FeSO, £ i
4 0.025 mmol-L™" i, DOC &} 6.35 mg-L™",
DOC %[5 %K 11.56%, UV,q, H 0.167, UV, 2
R AR 2.01%; 4k Z234 i FeSO, & & 43 5]
£ 0.05. 0.075. 0.1 Al 0.15 mmol-L™' i, DOC
5B 0 N 40.56% ., 47.36%. 58.92% F
61.00%, UV, & Br % 45 5 i5 8] 113.01%.
24.15% . 40.83% F 52.67%
FeSO,-PMS 7= 4 (1 SO, -l “OH, ' %t & 1 it
0 e 55 AL R BEE 9 AOMs ELAT B I Fil I i 5
e, Wik, BEFE FeSO, £ Ay i, DOC
MUV, ZERFBFFZ ™), b, DOC & i
T a2 T A PR R Y 2, TR R

20 Y T R o S BOR B IOMs B# 738 . DOC ¥R i 2] B,

2.3 AOMs BT ¢,

e L B %

I
— bl

/l/- ?2—42

_u
e
/‘/ -a— 0‘mmol : L™! NaNO,

-e- 2.5 mmol - L"" NaNO,
-4- 5.0 mmol - L-' NaNO,
-v-7.5 mmol - L"' NaNO,
=¢- 10 mmol - L~' NaNO,

20040 60 80 100 120
S SR Bt ] fmin

PEINOGIKRE T RMAERE

Fig. 5 Effectof the concentration of NO; on
the removal rate of algae cells
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N
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S

ZzZnoC |
suv,, |
‘\§ 0.15
§ . N g
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A [E FeSO, % N2 T DOC 1 UV, KA BRI R
Fig. 6 DOC and UV,,, removal effects

at different FeSO, dosages

PN TE BE R AT DL SE I 45 5] AOMs 41 i Je B4R P7, B R W . FE M4 S 25 . CHEN
SRRSO A A TGS R R S A KR X T A AR IT B A& A T, X AR R & LR
Y, EUIVAR R B e A A 2 o, XV ARER IS FE IR 2 ) It .

£ FeSO, 1 PMS I 38 0.1 mmol- L™ M54~ , JKFE £ FeSO,-PMS &b # i J5 (1) = 4k 5 6
JEIE 53 Bl AN 1l 7(a) FEL 7(0) B o SR K LS 5 2 25 W) S50 RV S e A A 2R W o o 32, RT3
AL BT HESMEAB . 4 FeSO,-PMS Wl & AL J5 , & DX 2 Ot 5 B2 1 ) 3 AS [ £ B2 FE AR
P o B 2R A A SIS ) T R R SIS A ) B i B G iR R AR A iR O I R T L DAV 2
R 2RI S L I R, RO B A A 0 A BT B R R A AOMs R B i B, A
Sk R BT 2SR A AR 2 W B LA B R Y SR KPR DL R A 22 TR L A B R AR AR v Y

SO, -fil-OH &k .
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YOS ORI
I300 450 — I300
240 400 240
180 £ 180
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=
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=300

200 250 300 350 400 450 500 200 250 300 350 400 450 500
KGFP K mm S /nm
(a) ZhBHR] (b) 4B

7 BN AOMs B3 S HFIE T 1K
Fig. 7 Changes of fluorescence EEM spectra of extracellular AOMs

24 A [E) FeSO, L MET Zeta B 5E4HAE. 100 35
Chl-a EREMEL LR . 3o
Zeta W37 S W 5 441 i 3 1 T Ay H Ay RS/ los
V(R B R, 35 A0 R ) ) e FL R DR, e ;\1 L s 20 %
UM P ALEL, Sr T T ZEAS [ FeSO, # =T, s
Zeta ML {if ¥+ {5 % W40 L . Chl-a 22 B % 12 2 o
o P 8 AT, JEUHEV A A R A S P AR 0 I
AOMsPY | Zeta HE o7 ¥ {H 30 55 5 O~ 28.44 ' mV., 0 002 004 0.06 0.08 o.ilm.o.lg
24 FeSO, e £}y 0~0.1 mmol-L' B}, B & 1K & FeSO it/ (mmol - L)

1 FeSO, Nt 1 i, Zeta AL 57 {1 F5 25 % B8 ZetaB{IB{E. MM, MHERaERETL
K, FEANBAN Chl-a £BRF B EH & . 24 FeSO,  Fig. 8 Changes of the absolute value of zeta potentials and the
B Y M 0.025 . 0.05. 0.075. 0:10 mmol-L"! removal rate of algae cells and Chl-a
I, Zeta HL {7 i H 585 4 22.01. 10.57. 7.97 #1 0.33 mV, Chl-a % B& 3 4 5 K 29.42%. 60.18% .
89.05% H194.92%; YASEIEHN FeSO, # MK 0.15 mmol- L™ I, Zeta B EHEISA T, A 1.29mV,
X Ry . — i, i TUH faf i) AOMs 94 SO, Fll -OH £ &4 B& ff 5 o5 — 7 i, 4 A Ak I8 B IR Ao
Fe* 0] LLAA 20 H A8 20 e 2 10 19 T FL ey, Zeta FELSZIH(ELRRAIR P2, R0 24 FeSO, ¥k B = T 0.1 mmol-L™
i, A TR 20 S BORR o B A0 M B4 A B AT A TOMs B, AL Zeta HL AL HHH B TE .
FeSO,-PMS B 4 i O ML EE 3= 2O S AL M 2R BE . 5 S AL PERY SO, A1 -OH ] LA A4 figg /K Hh i) Chil-a
FIHR G LA ) AOMS™ (i 45 e 4l I AS E MERRAIR . A, 28 S Ak U2 JE i Fe e 2ok W BT 2847 . 1
B AR SR dni2s &, I HBER | DIRERY,
2.5 FeSO,-PMS fifr[5] & P8 3ot $fa) £% 15 3 3% 4 BB 2 7S B 52 i

6P v A 40 A P X ] S A P A SR TR S 64T T 0. b I&T 9(a) FTIET 9(b) FT L, IER
BRI EROE , TR R BB AL, RSP 2.0~3.5 pm; T4 FeSO,-PMS PRI Zb B S, 20
M EUR ARG TE | ORGSR R A, RIS RKIE SE B (K 9(c). 181 9(d)). P ]
REZ : — 5 THI SO, -F1-OH W] LUA &% % o i 4 28 o4 40 0 200 B L 32 %8 4E 1 T° DNA, BGE EERS |
WENE G AL, 330 DNA B & AR AR R EWT ALY, R S BN R TS s 7, SRR AT
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(a) ZbFHRE7(6.3 mm, 5 0001%)

(c) 4bFHJ5(6.3 mm, 5 0001%) (d) b3 /5(6.3 mm, 10 0001%) "
E 9 FeSO,-PMS AR FHEFMERMBASTIL
Fig. 9 SEM images of Microcystis aeruginosa before and after treatment by FeSO,-PMS

[ Fe® Xof A V7 1) 38 A A EL A T 4 1) 2RISR O, Al W B A8 . B T IR L 0 3 A4 R SR SR R i
POR SR DITETS DL LB .
3 %ig

1) £5 A 75 18 38 20 B 25 BR B5UR - FeSO, Ml PMS 1 fie A 88 in & #4787 O~ 0.1 mmol' L™ 7 L 45
T, R 120 min B BB . DOC FIUV s, B9 25 BR 2530008 94.66% . 58.92 Fll 41.52%, Zeta HLfif
AR A 0.33 mV; 8 4IAE 25 B Y S AL R EL R 19 BTk R 40 BN 30.50% FlT 69.50%

2) BB . HPO,” FINOKT 2 B e 4t A H A H I /E ] o 24 pH oW 6.0~10.0 B, 3 4 ffg 5 BR 3
M 97.37% K&K 2 89.79%; HPO,” FINOZi o 55 4+ HLH I 46 7 SO;-, 4 HPO, ¥k &y 0~2.0 mmol-L™'
B, 94025 B R 94.20% (% & 74.64%; 4 NOTHK B N 0~10 mmol-L™' B, 3 40 Jifg 2% B R i
94.20% [#% % 76.80%.

3) 24 FeSO, e & 3.0~0.1 mmol-L™' i}, Zeta HL {74 {H M40 ML . Chl-a R EAAHE, B4
FBR B Zeta HL LB 1Y BEARFEZE T 5 -

4) P 20 A s A 25 BR Y R R AOMEs 4 43 K 3 A G 2 T R AT 19 AR Ak o HF T HE faf Y AMOs B
SO, - Hil -OH A & B i, [F] I Ji A2 T B A Fe™ v i1 35 40 if 3% 18 A9 T L Af , 5 30 Zeta HLSE B AR
i W R R, A A R AR TR BRI DL BR

2 % X M
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Removal of Microcystis aeruginosa by synergy of ferrous sulfate and
potassium hydrogen persulfate

WANG Lei, WEI Qun’, MA Xiangmeng, CHEN Jiling, GAN Yuhua, LIU Fan, YAO Jinjie

School of Resources, Environment and Materials, Guangxi University, Nanning 530004, China

*Corresponding author, E-mail: hustweiqun@163.com

Abstract Avoiding the formation of disinfection by-products (DBPs) and the release of intracellular organic
matters (IOMs) are keys to resolve the potential risks of cyanobacterial blooms treated by traditional techniques.
In this study, the advanced oxidation technology based on FeSO, combined with potassium monopersulfate
(PMS) for the treatment of Microcystis aeruginosa cells was investigated. The effects of FeSO, dosage, pH and
inorganic ions on the removal rates of Microcystis aeruginosa were studied. Results showed that when the doses
of FeSO, and PMS were controlled at 0.1 mmol-L™', algal cell count, DOC concentration and UV,s,
measurements were reduced by 94.66%, 58.92% ‘and 41.52%, respectively. The oxidation and flocculation
process contributed to the algae cell removal rates were 30.50% and 69.50%, respectively. The removal rates of
Microcystis aeruginosa could maintained at a’high level when the pH was in the rage of 6.0~10.0, especial with
mild acidic conditions. Due to competitive inhibition of SO;- by extra added HPO,” and NO;, the removal
efficiencies of algae cells began to decrease. FeSO,-PMS could effectively degrade organic matters (AOMs)
with fluorescence characteristics. While the dosage of FeSO, was below 0.1 mmol-L™', the removal rate of algae
cells and Chl-a increased with the'decrease of the absolute Zeta potential. Scanning electron microscopy analysis
also showed that most of algae cells had non-destructive morphology and structure after coordinated oxidation,
which indicated this process effectively avoiding the release of IOMs. The above results can provide theoretical
foundation for FeSO,-PMS treating cyanobacteria blooms in eutrophic water bodies.

Keywords Microcystis aeruginosa; ferrous sulfate; potassium monopersulfate; advanced oxidation; removal

efficiency
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