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Biosynthesis of FeS and its stability column migration study

REN Xia, YAN Ning-zhen and LIU Jing
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Abstract: Metal nano ferrous sulfide (FeS) has broad application prospects in heavy/metalloid remediation. Using
Acidiphilum cryptum iron-reducing bacteria (JF-5) and sulfate-reducing bacteria (SRB) to synthesize biological
nano-FeS, to explore its natural sedimentation law, and to use sodium carboxymethyl cellulose (CMC) as a stabiliz-
er to explore CMC-FeS mobility characteristics in quartz sand columns. The results showed that the nano-FeS could
be formed by mixing SRB and JF-5 bacterial solution with certain proportions, and when the n(Fe):n(S)=0.2 in
the mixed bacterial solution, the amount of FeS was the largest with 2 400 mg/L of the particle concentration; the
natural sedimentation rate of FeS could be effectively slowed down in 0. 1% CMC solution. The convection diffusion
model can well describe the migration behavior of CMC-FeS suspended particles in quartz sand columns. Compared
with the purewater-FeS system (R*=0.20), the model correlation was as high as 0. 85. Under three imput flow
rates (90, 180 and 360 ml./h), the medium flow rate could obtain the best permeability, and the average permea-
bility coefficient was 243.97 cm/h. Therefore, the stability and migration of CMC-FeS have been enhanced com-
pared with the purewater-FeS, which may provide a theoretical reference for soil pollution remediation.
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SR KAR ALK (FeS) J&—Ff DU 7 B Ak
Yy, RERS R M A L T EA Fe(TT) AT S(-T1) . X
Fol e AR E A AR AR B 5] ( Yu et al. , 2020) , 7]
WA A R B 0 S AN A DA T 8 i %
SOE BRI T R E R E SR, B
TR 50 5% 555 Y i 18 5 (Xiong et al.
2009; Tan et al. , 2020) , FeS Al 1% { At i B 25 1~
FALNERACYIE S, BRI (FeAsO, ) FIMEET (As,S;)
EMEVEDS I BLRRAR T A A 52 RS M A B IR BB &R
EERE M, FeS $2 0y S(-11) W] 55 58 R & /K b i1y
As(I) 2 [8] B 3 2 1 As,S, ULIE, 3875 B I i
As( ) EBRZR (Liu e al. , 2016) , fERIREPIH T
192 FLAEAR 2 h & B FeS, LX) it V5 4e i T 7K 1)
As( 1) [EE R IA 83% (Tiwari et al. , 2020)

YK FeS B B — B b TR A ALl (o ) A
FAL K 25 (Butler et al. , 1998) | A Wi 58 i@
AR A R YK FeS , HUX A1)
AT T IREAA L (Zhou et al. , 2018) ., FH i
L HTAXT A ) FeS 1A mi S H 0 A () 18 52 wF 5
XERAEAE 2016 A 13 YR JH g 178 14 42k 50 I T R 1R
RSB ) AR TR FeS L T KA, K
FeS SR ORI S A, be 3 TH FROR O W
T As( V) B RZBRFCR LAl i A4 3 T 28 %
(Wang et al. , 2016; Liu et al., 2017), Zhou 5§
(2017) BIBIFSR R IRA= W05 LA ) 32 B F DU 7 Bt
W (FeS, o ) 4L, 1 2 PR FILT A% H AR HE—2HIE
SLWI I FeS H AWk IR, I & B 40 K UKL 7E
10 h WE A% L, Zhou %5 ( 2021) SF 4k S48 T 78
ARl pH B FHEAL R 50N, XM AEY) FeS L BR As
(V) reWkse e sgm , SR B ATx APk FeS
RGsE Ml e R R R R M F s ik 70
CMC JZELFHER KA A, oA m a2 A
SYEAER, HBUAAR, RS AR A M, R i AR
) Z—(Devi and Dalai, 2019), AR XM, %
CMC F&5E MM 8K (ZV) 40K BUkL e B h ZV1 ks
HARART /N F R TR 43 wlCH: RIS T 4 B v 1
$5 55 ( Devi and Dalai, 2019) , ELA7 ¥ H 7 422 5y 2% 3]
2245 Y DX, DTN 32 75 G 1) = 3R b T oK 47 R
B B 1 (Zhao et al. , 2016) , 1EH] CMC f25E
TR ER I J5 B A= i B A= ) B FeS B A HIRE, CMC 43

FHEME I FeS F0k7 2 AT A9 RIS, 7= A — 2 671 L, 35X
REME A R I3 AR JURL 1Y) R B LR (He et al. , 2021)
Abia T4 (2011) #E47 I — IO 5E b, I A0 DDA
PR ZFLA T, HF Fe FI4AAL T (N 480) A
HIAFE AR B o R R 4T R A2 BRAR
VIFF & — B 7 9 b R 7K 75 e B B2 AL B (Abia 1T,
2011) ,

PRI, AAIF 9% SR 30 50 I 0 5 1 6k 308 B
BAIANK FeS Il 4 73 BRI A il i s il
FEAd IR TP L 25 4k R 4 (CMC) Ay ki B4 58 71, 45
FEAE CMC YEHIRT)G FeS MUUTIR H% fo g P25 5 M
RO, I ST A DERD A i — B F ST CMC-FeS £ £
FLA B PR AT by, LASBIT 58T Y8 R R A1t B
wE%,

L AR

1.1 FEER 4% & R & Acidiphilum cryptum JF-5
(JF-5) Byt 5%

FREC 0.5 g AR L7 (TSB) T 917 mL i
alizk i, B R K 30 min /52RO ; FREL18.016 ¢
AR T/KIFERZE 100 mL, 28 0.22 wm AYALIE
JEL it 8 K AR B Q5 FREX 19. 995 g Fe,(SO,) ,
HTKIFERZE 100 mL, 4 0. 22 um B EFLIER T
PEKFHGRNEWS : FREL 100 mg 4E4: E B12 .80 mg
p-ZHEIR . 20 mg D-A 4 F 200 mg MH R, 100 mg
Ca-D-{Z 2 200 mg #h R i i R Fl 300 mg Fh iR %
MRS T 1 LAk S8 25 42 0. 22 pm
AIRLFL B RS U8 KA, T AEL T 4°C I B WG A0 15 31 7%
W@ ; FRIL 1.5 g FeCl, + 4 H,0 % f# T 10 mL 25%
HCL W, IF 4k 22 ) iZ 5 W rh s il 70 mg ZnCl, |
100 mg MnCl, - 4 H,0,190 mg CoCl, - 6 H,0.2 mg
CuCl, - 2 H,0 24 g NiCl, - 6 H,0 36 mg Na,MoO, -
2 H,0 1 6 mg H,BO, , JFEA R | L J5mHEKEE
FHEWS; WA 0.5 g NaOH 0. 003 g Na,SeO; +
5 H,0 F1 0.004 g Na,WO, - 2 H,0 & 1 L #2li/k,
SEARRIE FEKEAREEROG, Lk 6 Fhis i
il SE U , 43 B 10 mL %R 70 mL EH G I
@ .5 .©@% 1 mL MABEROF JBABI558 s 57
BRI, B S Y JF-5 BEIR AT F 30°C 1)
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PER 35 FR 48 Th 3G 5%, 55 R WO (028 TG 6 RV B id
1.2 #REREIT R E Desulfovibrio viugaris miyazaki
(SRB) K& 7+

BEFRFEA T (1 L) ; 2.0 g DL-FLAREN 0.5 g
K,HPO, 1.0 g Na,S0,.2.0 g MgSO, - 7 H,0.2.0 g
CaCl, - 2 H,0 1 1.0 g BERHEERY) . $AP 1Y SRB
FERASME R T 30 C IR /AR 5~7 d, B
W B G BRI R $5 77 58 1

JITA A5 FH 1 A2 i 359 R o i 6 S D 5 S50
JK IR A K (18.25 MQ cm)
1.3 £HEM FeS

TERTIABFSE S i 1 L SRB A 25 mL JF-5
FWRIRAIFERE 3 d Frakfs i B @y 5B 2E Y an
K FeS ki ( Zhou et al. , 2019) , AWM FEUH E
WA BT B EF TR AR T ORE n(Fe)/
n(S){EXT FeS ™9 & Wt S UTREAT M I 5T, TtE
BUITR - 7E 50 mL B0 A T A B AR R A X 45
M KA AR SRB BRI JF-5 W (¥R 7 d) , H A
AR T 2 X B n (Fe)/n (S)ME W 1, K Z
n(Fe)/n(S){HIZIE SRB 1 JF-5 BIRIES 5 B 974k
i Fe 1S BRI . BI85 B 1E 30°C 1H
A TS 48 h DLl FeS AR 44 3¢ [H s A
Tt T ORI 77 12364 T, A% Rl Hach DR2500
(EEMGARA) . BRI IR 3 447555,
T UL I B3R A K FeS R4l FeS 574, AT
AR & MR A HLEL 3 ( Zhou et al. |, 2017) ,{HFE
TR o 24 A AE 9K FeS,
FRIGE S R TR 5 I P0AE ol , X S Zeqin 5
(XRD) Zr AT HAT WA XS AT A T A Fa He40k vV,

®1 XKAA JF-55 SRB BRARREESGRRMN
n(Fe)/n(S){&
Table 1 The volume of bacterial solution of JF-5 and SRB
used in each group of experiments and the molar ratio of Fe

and S in the mixed solution

i Vies/ml Vepg/mL n(Fe)/n(S)
41 0.05 20 0.01
42 0.5 20 0.1
43 1.3 20 0.2
44 2 20 0.3
45 4 20 0.4
46 10 20 0.5
47 20 20 0.6

A E H 50 ~80°, i 40 mA , >R FH [ by 5 #ic b
Hul XRD ST Jade SEATH HIAH B 5047 .
1.4 ) FeS Gk BRI B R TIBE

I W FeS WG EE (1 ARk, 4550 HUT i e %
HENT. FeS 77 W Y W' B Bf S (R () A8 AL i 26, X 7
HAH IR SR RAEDAL 48 h JFIS), fEI K H
620 nm F 4 h A& 10 min {0 st—RIWOCRE, [FR,
FTHRIE CMC X FeS JE 15 F g2 RUR , [FIAE 354
1AL 48 h G HE2S), BU 5 ml FeS 2 7 I i 1% 2
20 mL 0. 1% CMC W, IFLL 25 mL 0. 1% CMC
231, S EITE K 620 nm T 4 h N4 10 min B2HL
— RS, R —SCR T R 3 OPAT S5, Geit
A FRBULEER bF iR 2,
1.5 CMC-FeS ¥ 35

TEHIE™ W) A7 e b SE A S0 i TH AL 2 & E 1T 94
K FeS MIZEIBESLE, A9 R HIEABIR Y
SLSR e s A NG A W IR IR IR A /B - A
BN (Sposito, 1984) , TEA S N GV S 4E 44
FERS 5YORIIURL L A= 52 22 O, BEAT R0 W ) AR
PAGPR PR Z AN T B Re )T, MR
mE 1, FEK 40 em, 12 3.4 om, FErPTEHEE S
FIATHERP (2 000~4 000 wm) 3L 340 g, A JEHB T 50
% (Leadfluid BT100L) Z& A [n] b iAW, iREEIH A
YERDITH BB LK B BABUN 11043 mL(n=3,n 8
RUH) LB A 0. 41, AT ALY 535 1%
B, DA IS 8 e I SR A A AN 2 A o

e i A/ R

asavess oo

(R o

BT RESCER R s A

Schematic diagram of the column experimental setup

Fig. 1
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HERRE IR A28 (GE Mult Tp 1) , 3% 28 I8 IR +5
£ 30°C , 7EAEM P H iR EWAKESR ., IFS
K AL 4% ( CR1000, Campbell Scientific 23 &), 3&
(=) RS AL $E, B 10 min 0k — K AL,
TK 3k K 7K 3T ( Control 23 ), Traceable ) A%
HHLUEAR S TEIE, Hok K e (psi) 535 PR )
HATRELIELR (R =0.999) (K2) .
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Fig. 2 The fitting curve of piezometer data and collected

pressure data from on-line sensors

FET LG WP S5 FRATTIEEL FeS 7 i
KU [ n(Fe)/n(S)=0.2] PrATHE 56T #2256, 5
R e A S 4l N, (>99%) 15 min J5 HY
Hal K L4 0. 1% CMC ¥, IF 4k 2238 A N,
5 min; ZRJG, WAEW A B n(Fe)/n(S)=0.2 FIH
FeS 4K 47 Lk 10 000 tpm .5 min 2.0 JF 314 |7
W, ¥ FeS ULIES 0. 1% CMC E W L) m (FeS)/m
(CMC) =2 #HITIR A, HI1H 5] CMC-FeS B IF M, &%
B RSN A 4> 5 K 90,180,360 mL/h, il A FeS-
CMC BV (8% =50 mg/L, pH=7.0)13.5 h; %
30 min WCHE— Rt VRE i, 3 BT AR i SS (AR
ORI EE | mg/L) FLEER & 6 .
1.6 RENEREHETERE

L 6 M HCL FR1E (1 mL A4 2mL HCI,
RERS5E VA i FeS UKL ) |, >R FH 56 [ I A5 A 1 7 1k
#265 ME Sk & i1, LS FHE RS 5t X TAEERS
S FRATLL FeS-2l7K B IFIRAE N CMC-FeS HXT L
I, ARSI E 3 Wk, BOF I ME, S FE ol
LA TR 1 80HE D Campbell Scientific LoggerNet X
S, R Excel AR IRIAT K R 1ER

2 ZERATHE

2.1 4K FeS By XRD RAEDHT

S ARG YRR O PR TTVE , XRD 3 A
FW, HFEEF Y5 PDF00-024-0073 X i, 1k
FALSN PUTT B (FeS, o) (18 3) , A A LA7 1 —
SE BT RRAT AT 5 06 TR A fR TR TR R R R
SAACFTEL,

2000

M: U5 BT (FeS, o)
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Fig. 3 XRD spetrum of biological-nano FeS sample

2.2 AR n(Fe)/n(S)EZFHTER FeS WMER
mEER

mE 4 s A EE R T S M08
T Fe B9 A GES M FeS, B S @6 20 % 3o &5 24
n(Fe)/n(S)E N0, 1F10. 20} | 7 Wk 4 i) 2 45
K, i FeSHE Wi e 22, W5 W v B 02 UKL W) Wk B2
(SS) 43355 2 166 F1 2 400 mg/L, H¥k A 0.3,
B & Fe 1Y 5 Ak B2 38 22 | 22017 0K 9 19 A B i 38 W
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Fig. 4 Differences in the amount of FeS synthesized from

different n(Fe) /n(S)

SS/(mg- L7
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Uﬁ//l\o r_:;]: C Fe: 5=0.6  Fe: S=0.5

IR X454 n(Fe) /n(S) 1 FEIFR D FeS e e g
. = v H m Fe:5=02 Fe: 5=0.1

KL DIREEATIRUE, S5 S PR BOTIORRE o 4y

Bl I [ S AR BB/ 7E 4 b MEEACIREIRE T ‘%,

WS MIEATTIE TR R n(Fe)/n(S) BTG T xS0 anga0n .,

BEEL R R EIEE AR, S5F 4 MR, % n(Fe)/n(S) 0880 00e333333s83sssssnsss

{24 0. 1~0. 3 i, J0R 4 /8 B e 22, WK BE R 4 9 # 19 1% L

K, TR B HoA /N, Hot n(Fe) /n(S)
{4 0.01 F1 0. 4 B, W BE (B 1 28 fb A R s 2
n(Fe)/n(S){EjﬂO 5 F10.6 B, &L UEEAF
B UK ) B AFAE T A A B R S TR R B
PLUTTEY) , Ho R R v] e LU RR A 5 H At L ) r
AN[], FRIACRE ZEE N, 27 L, n(Fe)/n(S)
fH40.1.0.2 F10.3 0, AEPHK FeS AE i ok,
ik, B 6 N n(Fe)/n(S) N 0.1~0.4
T, FeSTE 4l K A #E CMC I B 0 R85 Ak 1 At 3 %
[, TT LA Y, FeSTECMCIA W H B A 2628 b, da A4

0.10 |
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< 004f
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Kl 6 n(Fe)/n(S){ENO0.1~0.4 FAMHIK FeS FEAI/K 5 CMC %

KIS K 620 nm AN n(Fe)/n(S) HAYAN R &
WG (Abs) BERSTE] 948 1k

Fig. 5 Absorbance (Abs) of mixed solution of bacteria

with different n(Fe)/n(S) at 620 nm wavelength changes

with time

HRAK T 27K 551, CMC PRRE ROCRAB LA B, A 32
(E BB ER AR DI AR S? IR T R FeSy™ i
()[R BS, 3G 0 T B E M fEn (Fe) /n(S) {H KO, 2
B, FeS I 28 Ui R 2 % e KO0, 07F% %] 70. 02,

b
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el CMC-FeS
0.04
0.02 ¥
..‘:Is.-ﬂ-._'_ ™
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Fig. 6 Comparison of the slopes (K) of the absorbance values of biological-nano FeS in pure water and CMC solutions when

n(Fe)/n(S) were 0.1~0.4
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DL Fixseii ] CMC A Uik TIR R ke,
2.3 FeS EAEMHEFRHIER

TR WA K FeS BT 1 | 78 R 91 4 9%
WPHE R T FeS 25 5250, HOE A7 Ry ] LA HIXF
Wi WL (He et al. , 2019) F35, 7L (1) .

C./C,=0.5 erfe[ Pe"*(1-V.1/LR)/2(V.t/LR)"*] (1)

A, €, h =0 B AL FeS B 77 WMk %
(mg/L) ;L HHHEFTKE (em) ; €, NIEE L O
H R TE (mg/L) 5 erfe NAFE KRB, Pe M1l 5T
SEEL, FH T s e AN 5OV E 5 v, Rk P T (R
RS (em/s) ; R, MR KT « gt
(s)o HERZIE T H OFA DAL FeS ¥R A9 L], 41
iR R ArS Rl RV S TR U B S M/ W RS M1V €/ TR VRSN
15 ISR T HEAT , RGN T K 3R S
REB B SR 2, XK A A R R it
R K R T IO SY . 3K VY i i i
TR T B EVE (Liv e al. , 2013) , B H]
RIEAF(2) 315

Q=AHC_,(DH/DZ) (2)
Hrp,Q A E (mL/h) ;A A RS B A R T AR
(em®); HC, AT IKZE (em/h) ; DH A mm 7K
HE, i oK psi 05K, 1 psi=703. 07 mm;
DZ FPALIRER T A H M 25 (mm) .
it FH A JURL ) LBV MR B2 X AE A0 K FeS
FEATBERPHE T IR AT N R AT R AR 25 R 1E 7 B
7~ ,CMC-FeS BRI RE S 1E A Je bt b B R 471y
MM, 7590 mL/h 54T, AE Y 9IK FeS TE4EK
T AR (K 7a,7b), 56 4 % 3 B9 i 8] Ky
2.5 h, %) 4% FeS UG5 22535, R 7E4liK
WA AR S BAOR | FeS FEfii % FErh R IH RE DT
T b AR, HLB A 5250 E1 T, B4R 1 JoUkL
BRI AT R, MR, Ak
FeS 7£ CMC %W (K 7e 7d) TR B 2 5 Talik
(Kl 7a.7b) ,CMC-FeS 1 561E 2.5 h A58 %535 , 75
ek —Beint ) 5 4R 22 7F 8 h Ab BRI 52 4 50 1% (B 77
A FILEER) L2 50% (C./C,=0.5) B A CMC-FeS

a

O 4k

0.4 1+ R=020

A A 360 mL/h
iy @ 180mL/h
‘L O 90 mL/h

K 7

b

O ik

1.2F

d A 360 mL/h
@ 180 mL/h
O 90 mL/h

t/h

REFE TR, 4li7K-FeS(a. b) fl CMC-FeS (¢ d) il id A9 5 i i SS(a . c) ALEZIKEE (b d) F7Efk

Fig. 7 Changes of SS (a, ¢) and total iron concentration (b, d) in the effluent of purewater-FeS (a, b) and CMC-FeS

solution (¢, d) after passing through the quartz sand column in different flow rates
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BIF TR AAS  7ECMCIR R LR 9 K FeS
1B FE I BB DUE ik s R 5 5 AT, i AT
FHIFE T, #E AR 2 0 5 8 555, i A
SRR N

K FeS #E CMC ¥ AT RS 13 1 2 0
B (] 7e 7d) . FEERARTE T FeS ZiE 12 H
SPBT BT, 5 Z AR L, i 180 mL/h B, FeS
U 58 A G a1 4645 (1.5 h) |, 20 70% ) FeS BT
TS X UL FeS 76372 255 0] , 1/
AL 30%FFELAR B THED , TR K AR R
T AEMIYK FeS 2R P HUE H 2 XY BB
R RCR B (0. 85>0.82) , fEUL N 360 mL/h
KR T, FeS 7E 1 h B RVHUIS 58 4 283, 2B T 29
90% ARG AE SN, TR IF BARIN S T 130% , P& 4B
FE4.5 h AP FBE, BISEIEE A (13,5 h) 24 90% .,

3N T CMC-FeS 277 FUhr 1 1) 25 175 R4 S8 an
2, ME 7c.7d f1ZE 2 ATLLE Y, 7F CMC SE50 2%
P, B 360 mL/h ARV R RN 22 R ERIN, FeS
PIAEIERSAT Ry S AR I M A G X i 9 BB B 5 7 5
TS, R, M, 28 5 28 B BRI 11 90 mlv/h
T R AR, U FeS Bk Hk B A8, 7 AR 4
KHT1 22 MRB @A (& 8) o 71 180 mL/h T
R AEE /N AR FZ R R 22 437 0.1 ~0. 5 Z[H]
(MR ER), 28 72408 F ST 90 mL/h
360 mL/h(p<0. 05), =& B % R BCF M 5 0 h
15.73 .243. 97 1 34. 02 cm/h, M EEE 5 ML 15
1,90 mL/h F, FeS 4 W1 78 ¥ 58 #F F ¥, 1Mij 7
180 mL/h F W51 534 FAEAS A IR R i
FeS JRAABURLTE 2 | 1) B4 A7 5 /0, DI A 75 44 e 22 748
/No DT IEES ML RRTT Bl A 40 K Uk Y LR T
AL HON T LR 7) WA D)1 W3 o FIE= 3 1) 1B o D S 1
WELF7E T 360 mL/h I A BB PEAT E T
90 mL/h, 4ERFFE 25~50 Z [A], {H AL T 180 ml/h,
XAl T K # N CMC-FeS i B MEfe s, i
AR PR 2 (LRI A B 2 e AR AR R

*2 AERET C/C, MABH R, HILE
Table 2 Comparison of R, values after C./C, fitting at

different flow rates

P (mL/h) v, BTERURY) R, AR R,
90 24.79 11.01 + 8.61 5.32 + 4.70
180 49.59 2.54 £ 2.27 2.52 % 2.25
360 99. 18 0.60 = 0.20 1.57 = 1. 18

400 =

v
® B oomum
. . . 180 mL/h
300 A\ 360 mL/h
"é' 200+
100+
nn_

(]
=
1]
=
-
oo
=)
i~
=

K8 ARIHET CMC-FeS B Wik #m i 4 i i
Bl
Fig. 8 Variation of osmotic pressure of CMC-FeS suspended
particulates passing through the column at different flow

rates

W2 NS T RN 28K BEER 2Ny
S, AR SE R N i B A B PR, SRR
FR = T n] BB AR AR T CMC-FeS 7 J7 v PR 45
B R, B, 3k A 180 mL/h AT AR A fe il
VPR, ML BRI RS

3 4k

ARHIFGY T BRIV G TR KA B R (JF-5) FBL R
AR IE B (SRB) AN[A] L B % T AE W) FeS A it Y
25 LUK CMC XFEEW) FeS FasE R B 520 KT B A7
g, B EEEUT .

(1) JF-5 F1 SRB 7E n(Fe)/n(S)= 0.2 W, 4= i
W% ik 2 400 mg/L,

(2) 7E n(Fe)/n(S)=0.2 BIEM T ,51A0.1%
CMC B AWK FeS Bk 1A R, BEA BRILIK R
FasE b IRIE TR R K (H A, H 1 SR DR R d
KM 0.07 FEEE] 0. 02,

(3) XY R e AR AT HuFf i CMC-FeS 1Y
ERAT N, HASTRUAH DG B B Ik 0. 85, T ER41 FeS i
BACH AR B AR M AHCHE (R? = 0. 20) , i — 20 Ul W
CMC bR EPEIE SRR . 76 3 PP sl B8 T (90,
180 F1360 mL/h) , " 45 Ui o GE % AR 15 e fE 1B & 1k
HB i RECEYIME R 243.97 em/h,
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