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Influence factors and stability of U(VI) removal by
sulfate reducing bacteria granular sludge
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Abstract: The effect of initial U(VI) concentration, COD, SO,*", Cu*" and Fe’ on U(VI) removal by sulfate reducing
bacteria granular sludge (SRBGS) for U(VI) removal was investigated. The removal stability was analyzed, then the
deposit valence of uranium was studied. The results show that U(VI) reduction prefers a higher COD and SO
concentration at the range of 300—1500 mg/L. U(VI) removal is accelerated with increasing COD concentration and can
be promoted when SO,> concentration is less than 1500 mg/L. The existing of Cu®" do not affect U(VI) removal
appreciably when its concentration is less than 100 mg/L, but U(VI) removal can not be inhibited completely while its
concentration reaches 200 mg/L. Adding iron greatly improves U(VI) removal rate, U(VI) removal rate reaches 100%
within 20 h. The SRBGS sludge can be long-term used, and the optimal hydraulic stay time(HRT) is 12.5 h. U(VI) can be
reoxidized by NO; ™. XPS analysis results indicate that the deposition of U element on SRBGS in main valence of U(IV).
Key words: sulfate reducing granular sludge; U(VI); influencing factor; stability
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B2k 20 mg/LP i AR &S A DY
U(VI)# LVIBE B T (U0 Y IE SR A7 fE, BB i, if
UIV)i L UO, JERAefE, THREA M. i,
K UCVD AL A ULV ) 2 il A2 7K Ak 3 s B e i i
PR OCHE . WFCRW, R &5 i IR 5 (SRB) n] 3l ik il
PEAE PR KV TE UCVDIE R MERS R U(LV), 1k 3 h
el H 1 AR A IR S5 = AN — 5 S R e 1Y
HH(UO,), HANFRAEIREE Y, MR AR PG
BEEAL L UVD RS, atiRf i g UV IR /T
IS VR AR DA R 1 AR BT e A B SR %
Bl 53 2% . RODRIGUEZ 2512 BV = F e Bk
PeAEFE UNVDIRAK, IR 5 e BA FEE 1 UV
WEEEREE S, R U(VD IR R 99.8%:;
NANCHARAIAH %5 " F 4 420 R 15 U8 34 Ji [ 5
U(VI), U(VDZEREZEF] 0.93 mmol/g 4K IHEFY
(VSS), Fikirs e T UNVDR K B3 32 & A,
{H LA SRB ki e A 55 R 78 R LRI
ARSCAEF W P IR BE AT, Jethil 4 LL SRB MR
R R BB e, JFERIT T U(VDAIERK . COD.
SO, . Cu*'. Fe" %%} SRB Mikiysie £ UV
m, SEHUEAEIRE KSR AR
PR HL 2 U(VDIAE e Ik, FIH XPS s R Al 7 Rt
brygie ERURBUER, DRI LB UV IIALE.

1 SRIg

11 EFERFTSME

FEOAA: WEPERRLG Ve R B FE AR R,
BAUE AR AR UsOs R4 GBWO04201 BC il i,
Yk 55 IR FE 4y . 3300 me/L A% B, 4437 mg/L
Na,S0Oy, 230 mg/L NH,4Cl, 65 mg/L KH,PO,, 1250 mg/L
NaHCOs, 500 mg/L B#ERZE, 32 mg/L FeSO44H,0,
38 mg/L CaCl,2H,0, 42 mg/L MgSO,7H,0. _Fikix
FBI AT S pr 4t

FEAES: T BB (FEL Quanta—200, 3
FEI 2w 457): AN WA Ot EETh(Te, dbntiy
Ml A A PR ST A R A7) s KA T oy 6t
JETH(EEE AA—6300, HA): X St 7 Reik (L
(Thermo Scientific ESCALAB 250Xi, 3£ Thermo
Fisher Scientific 7 7] 24£/%).

1.2 SRB FfIizeEFk U(VD)RYR2 N0 E HikiE
EUA AR HEAY R 20 mL 5 i K O JIte R 724 10
mL &+ 150 mL MiEH, HEETFKERESE 100

mL, BCIEEFRAE UVDIKEES 20 mg/L. K940 1)
SSURE V5 e Y P e I DRI PRI o e 4 LT
H 1.0 mol/ L NaOH FTHCI# 1 15 pH 4 6.0, 1735 C
PR, VSRR DA R B [ AR (VSS) LT
H0.612 g/L. ERICEE, LA 8000 r/min £.0» 10 min,
W F3E ot UV BE o UV I 9% BE R A
SBr-PADAP 40)EIGREIE o« 86 3 B 58 U(VD)Y)
GERBE ISR (5 104 20+ 30 mg/L). MBI (LA
fh2EdF 4 B COD i, 0. 300. 600, 1500 mg/L). SO,*
WREO. 50, 100 300, 600, 1500 mg/L). Cu*'#¢JiE
(0+ 20+ 50. 100+ 200 mg/L)~ HEhnid Jqek(Fe’)xt UVI)
LBRVERE A o

1.3 sSHERE

75 A s AU N3 TP T sl AR, S5
FEHAE 3 om, 5 40 cm, TR0 200 mL, A& an
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Fig. 1 Schematic diagram of upflow anaerobic sludge blanket
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Fig. 2 Morphologies of sulfate reducing bacteria granular
sludge: (a) Image of SRBGS; (b) ESMS observation of surface
of SRBGS; (c) ESMS observation of inner layer of SRBGS

2.2 U(VD)¥N3&KE 3T U(VI) & RSS20

M2 5 HERE K P Al R B — IBEAE 5 mg/L
LR, 7ERFRIRZ SAFAE BRI, BiiE s i Al
(R B AT I T ik 25mg/Lo #7E UV AU R 5 6 2L
FErEFp g, WEANREE R 5~30 mg/L, %
W pH 4 6.0, V598 VSS Bndh 0.612 g/L i, 1
gE R 3 FrvR. SRB FURLYG YR XA R BE 1) U(VIT)
WA, NEBRE LE, ARy 20,
30 mg/L i, BRI miA ] 98.90% A 47, Miklik &
5. 10 mg/L I}, EBRZFS50 94.63% 97.06%,
I IEARE UL BARIR BE A ) L BRI 22, i TR A

FE 5+ 10, 20 mg/L B, iR aAHY, #BE
0.26 mg/L Zeif7, SRR EIFRAILBIHhsHE. T
U(VD#EA 20 mg/L FISEE 45 R AR Uk R
ZERAIM R PE, WA SR ik E U(VDIKEE N 20
mg/Lo
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Fig. 3 Effect of initial U(VI) concentration on U(VI) removal

rate

2.3 COD iRE U(VI)ERREIS T

FEVIATEE UVDIREE N 20 mg/L. SO KL N
300 mg/L AN, WFFCHEIAREBOIN (L COD th)Xf
UVD)EBRIP5EN, HA RuE 4 Pros. tHE 4 w41,
24 COD ¥4 300, 600, 1500 mg/ L I, Bti# COD
WEETHE, U(VDR 2B dmtk, COD WKL
1500 mg/L I}, JUkIy5 e £E 21 h WHEEA 52 /% 1% U(VI)
MI2Bks 45 h 5, =& U(VD)EBRREER 2, w4
FBRFIIEF] 97%LL b5 1T COD WL 0 mg/L I,
U(VDF LBRE RN, 21 h G, HEARE, &k
BRFAA 80% /iAo SIEHG v ide P AT &R AT Sy el AT F
T, B (CODYKEE I T, BRI HL ¥
fefAze i, SRB MR Ve R I H BRI 22 B, i
JG COD SER 41 U(VI) I 22 B v] B — J7 IO e 46
[ R . Rk MR AR I MR AR A P 2%
BRAVEH, 53— 7 G TRk e A pL e 4
TR, IR 4ERERCAE TR, GRAIE T BRI R
P EHEN, SRB BURLY5 Y8 23 BRI K T UV AT £ 7sh
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Fig. 4 Effect of COD concentration on U(VI) removal rate

2.4 SO/ REXT U(VI)EBRBIZNE

SO, fEN SRB Fi=AE P& sz ik, Hk&E
KK SRB A — B RIIAE T« {E IR UV E
4 20 mg/L. COD ¥4 300 mg/L 41F K, 5
SO IR EEST UVD) L FRrsgm, e mE s for.
B S AT, B SO IRIERITH i, I h), Mik:
TR UGV 2B 2 2 %4 9 h i, SO~
WREN 1500 mg/L 52504 AR 5E vt UVDIF 2
K&, 1 SO4Z MWLM 0. 50, 100 300 mg/L (K554,
U(VDI LB D50 71.42%. 87.13%- 87.91%-
90.95%. XnlfeEHT SO 1E N SRB HL 132445}
SRB A — 5 RIAE T, L o 39 N ok A= i M 3 i
W UVDIAEYDE R e 8K, B U(VDAER )
% B SO HA BSR4 80,7
WA T 1500 mg/L I, FEAFEH SRB X} U(VI)AEY)
WJEE R VRS SRR, Y SO IR T
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Fig.5 Effect of SO,* concentration on U (VI) removal rate

2000 mg/L, Cu™ bR SO W& 1 i T
K2 1 L A S [ 25 A0

25 CUu™REXT U(VI)ZE R HI 200

s KR S b A R e, ok cu®
Xt SRB A7 H 5 ¥ 3 P A U)o A S 86 26 v
U(VD)#JE 20 mg/L. COD fil SO, ¥ & 444 300 mg/L
SAE R ELE Cu R R UV LERIIsEm. K6 f17
FiR o R ANTH] Cu* W~ SRB ki B U(VI)
Ao s Bl HHIE 6 T, 240 Cu® WREEMR T 100
mg/L I, U(VD)IE R3] 7 2% ih 2 5 7% oot BU2H 75 e
/Ny 70 hJE, U(VDEBRZFN L 98% /4, Uil Cu®
£ 0~100 mg/L JEH NI, 5§ UVI)IE RN, 24
WG Cu® W T 42 200 mg/L N, U(VD)K JEEAE)
(A7 3h) PR G IR FRRRE, A LBRFENCN T71%4 44,
FH UVDik 552 2404H] . JALALT 250055 &% B0,
Cu®" %} SRB [REEHKE H 150 mg/Lo i A2 Cu® I
W ey it M LB 1) FeS B 1S ROl S  BIR
TEAMEER, AT iR R A Tt
RIBEST, T UVD A8 520 o e T
U3 h N, BEAE IOV EE, UV 25BRE X
T s T B AT TR U8 45 W 5 S, SRR Cu
B MM ER, JEIR T Cu*'%F SRB i 5 i L 30
HIVEH] . [N, SRBIEJE SO 7741 HyS 5 Cu®
Jil Cu,S YLHERT UV a2 e sl 7 r g,
Cu B T WAL 4 20, 50, 100, 200 mg/L I, Ab
S5 Cu” B AR S 430 0.071.0.089.0.108.5.419
mg/Lo 4 Cu® WG ML T 50 mg/L I, Cu* ZiprE
E 99.5%Lh b5 4 Cu* WILAHE N 100 mg/L I, Cu®
ZERFRWIER T 97.1%. 1T, £E U(VDFI Cu®' 3EA7
ZAEF, COPHIHIREAE T 100 mg/L I, SRB ki

100
Cu?®" concentration

X 9ot = — Omg/L
3 *— 20mg/L
£ 4 — 50mg/L
El *— 100 mg/L
E 80+ + — 200 mg/L
g
=)
S 70F

60 1 1 1 1 1
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6 Cu* X UVD)LBRirsm
Fig. 6 Effect of Cu®*" on U(VI) removal rate
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TRt Pl < o A1 AT B (K R PR AR I

2.6 SR U(VI)ERREY AT

TR F) AL B A UV IR K B2 Bk BT 57 4
RO RS R4S U(VDIR S 20 mg/L.
COD Al SOZ WL Ky 300 mg/L 414 F, #n1 g/L
Yok, #5¢ Fed Xt UVD) ZBRIFmT, w4 s
8 7R o Ry NI AE A1) ] Bt Bl U(VT, H
HIRLYS Y AE 20 h WX UVD IR EBR R L0 94%; 1
BRBE 9 h WA U(VT) £BrFak 32y 83%)5, U(VI)
EBREZ LT T, 20h G 88%. 0TIk
R SR F R UV R Ao 2 1 1) A A3 i
SN, Hesh i EESRYET Fe(11)/Fe(ID™™, #okyrEK
AR ARG FI@) TR, AR Fe(1), 47KAH
Hh UV R fh 21 2oF 2 1 Il W B I, A2 B 5 Fe(11)
KAL), UNVD#E R K UAV) G DR T8k 3%
i, BEAT T Ekn 5 A 14 DL KA TRl U(VT)
(38 o DRI, Bk i) S5 40 76 s AT, U(VT)
ZBRRIAT s M, AT RRAN G R .

AERE SR B, [ IS 5000 240 0 A P 1 S 6 2
U(VDIEJ5E 2Bt 76 9 h I, UVD)ZEERF ol nl ik 5
98%, 20h PN, JEF] 100%. Z5REH: YRty
TEIE R 2B U(VD I BAGREBEER, RN EL,
KM —x O, BMS 0, KAKRMNQ3), Mg
WIE IR G T IR EE, it T U(VDIER. X5
JE AR PR O SRB R Z Ak bl ) Ak HE 5 1 7K 4
AL
2Fe"+0,+2H,0—>2Fe*"+40H (3)
2Fe’+2H,0—>Fe* +H,+20H" 4)

U(VD)+2Fe* —U(VI)(s)+2Fe*" (5)
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100 , .
_ 80F
=
o
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Fig. 8 Effect of Fe” on U(VI) removal rate
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U(VI) [ 2E 40380 J e 3ol R 75 A R AR 4 1F R 3
17, ARMEAN, wEh=rh, S0 AR
fELE, AR UAV)F B UV, fERmIiG
U(VD# S 20 mg/L COD Fl SO,> # &34 300 mg/L
AR, WL T C4 0k SRB RS Ve 251 UV
priafetsE e, HSm e K 9 s, B 9w Lk
FE i, 20h P, 3 ANSEERZADG UVD I 2B AR —2,
7 21 h SHP AR, 418N Smmol/L
NO; , SATELBEX AL, RASTHAEHRK
Ak, BEIAS S O, 0] UVD) 2 RS2, s
B NO; I, U(VDIRFEER R KT, 22.5 h, UV
FERFIRCH] 80% A, UHIFA I i UV)H
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Fig. 9 Experiment of Uranium resistance reoxidation
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B8 . SHARP ZEPAE RIS A i il 1) A% e s
B, K T B A R AR LA A N AL ER 2 AN
R EA I B v A A, X S ARSI AT,
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IR LLBLASE -
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T #%%% SRB Rk et AL EE UV A e
PE, RERE 6 d B — R RS AR IR, L 4 0K,
SR SR E 10@)Fs. AE 10T &1, SRR
FRAHEE, DUS IR IG5 —RINZEERFN 85%,
BAIRBEIRT 10%A47; B3 dJE, BRI EELT]
95%, SHIRIEARFT: TR, WOk e
5 AR A A O, FRAEAT A BOREARE .
— 5, W&, 3d )5, RiIRmRIEm>, A EY
SR H,S A8, [, BEAg H R —HERoR v YA
WrdhAT UV ZBRSEE, DORRTETS e b iah & AN
B, P RORLY G Y A g A A EIE R, A 20
AR, BRIV R . 5 IRATE MRS e K
BRENARLL, SEA AP SRR T s, Rt
it
273 FESFEAFEAAE R AR E T

b T2 2%%¢ SRB FURLY 5 e AL B UV 7K 1)
FaE k., EWECPE 30 CLAA)AMET, A I LR
PRARNZR(E 1 s d) it RS . gt
gy 4 B, 1T BOK )5 B R RI(HRT) A 20 h, TTE K 10 h,
B4y 12.5 h, IVELHRT 2 12.5 ho [ i, A 4 mmol/L
NO; , HARE L FwE 1000)Fm. HE 10(b)aT 4%,
[ Bse NIFaa st A i (1 U(VD 2%, 5 d )5, 3
ANIRE LT UV LB R ik 5] 98%LL F; 1T B HRT H
20 h RARA N 10 h, A ERABMEIRBEAC, HALER
AL 95% /ity THBR AR R LU AR, #A Rk
s WBEYIIA NOy 5, UV LB R BT EN 85%
Fidi o TELRUEAA RA BEsAT IO N, 18> HRT Rede
AR AL BN AT Re ). ARG, R AE
HRT >4 12.5 h, i NO; feff LA IR 1 UV B4,
S UVD A E AR, BRIk, 852 il R K b 34
W SEHEAT NOs [RIALHE,

2.8 U(VI)7E SRB Fhiisife LIMFRN S

N T HE AR LT SRB kG e AL FE, U(VI)
Bk SRk UV ERRLYG e B30, AR50 R A
ESCALAB 250Xi ! X S 't H - RE D ASOR S MV Ji5 (1)
SRB Mkiy5 et XPS 4041, 4R 11 Pios,
HP 11 A5, 7E45 4 RE N 380~382 eV Al 392~393 eV
HMAL B I, 3K Uty Al Udfs, Pl
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Fig. 10 Persistent experiment of U(VI) removal by SRB

granular sludge
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Fig. 11 XPS spectra of uranium in SRB granular sludge

%% XPS T, Uaf,, Puli kb UOL(UIV))E
(380.3+0.4) eV AbIJUIEFT UO5(U(VD))TE(381.6+0.3) eV
AbPRE B T, HAARLILAA 50115 U4fy, $LiEm)
LEARELL U4r, BB 10.8 eV Aidy . Udfs, BB ALY
HY U 1 UsOg 76 392 eV AR I AT UOL(U(VI)) 75
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(392.65+0.15) eV ALy i pl, Ha LAk 5:1, Nonferrous Metals, 2013, 23(4): 1168-1172.

BT, ANFRE A E BRI T R UXIV)s [RIRE,  [31 Wit KW, XU, Mg, Wik o £k
TR B4y UCVD), %349 AT B2 i AR BT PRAUBURLTS I MR A (VD IR S L], o A (R 2

w

Né
v'«
o>

1) COD ¥ & ££ 300~1500 mg/L Y [H P9, B COD
WEETH i, UCVD I 22 BRI Nk, 24 COD Wk 1500
mg/L I, FOkiy5 st 21 h WIEARSER T X UV 2
B o

2) SO, N SRB HLFAZ A%+ SRB A — & Hl ¥ 1k
5 Bt SLO B 38 0, B A= 4 (03 Tk Bt 2 3 3, SO,
WA 1500 mg/L (ISEEG2H 9 h )i, U(VDI 2R B3
ARGER -

3) Cu*'X} SRB WEHATIIHIER, M“blih Cu®
WRE R 200 mg/L 1, U(VD)I & BN 7T7%4 47,
i, SRB kG iext Co® A IR £ BRA1E . B
Fr—J710 A S eI UL, 53— 7 1l gt #e
K HE AR, (2t SRB X U(VI)id it

4) R, Bl R SRR ARG n, U(VI)
(B RA T FB&, [RIF, SRB Fokiis Ve £ it AR i
% . SRR, RREMEHRT B 12.5h, 1
NO; Beff CL it J5 i) UV P44k, 52 UV 2 Ak 3
B, XEPUERE 22, Bk, 7R bRtk
KAEFEF, N AEHEAT NOy AL HE

5) SRB ki 258k UVL) b F rp s B A JiR
VER RIS AFAE, Blde Ry e b EZLRE U(IV)IE
PO, [RIEER R B 2 UV .
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