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Bioremediation of combined pollution of petroleum and
heavy metal in the surface sediments of Bohai Sea

LI Yuanwei'” WANG Chuanyuan'™ Z0U Yanmei'’ LYU Shuangyan’
(1. Yantai Institute of Coastal Zone Research Chinese Academy of Sciences, Yantai, 264003, China;
2. University of Chinese Academy of Sciences, Beijing, 100049, China;

3. School of Resources and Environmental Engineering, Ludong University, Yantai, 264025, China)

Abstract; Concentrations of heavy metals and petroleum hydrocarbons in the surface sediments
collected from the offshore oil drilling platform in the Penglai 19-3 oil spill accident area of Bohai sea
were measured to analyze the variation pattern of the heavy metal concentration with petroleum
degradation during the petroleum bioremediation, and the correlation between the two pollutants. The
results showed that theseoncentrations of Cr,Cu,Ni, As and Cd increased first and then decreased
with the degradation of oil. In the early stage, the increase of the heavy metal concentration may be
related to petroleum degradation. And the later decline may be caused by the function of
microorganism and plant, resuspension of sediments or vertical migration of heavy metals. In contrast,
the concentration of Pb declined steadily, which may be due to the interaction between effective Ph
and root of submerged plants or decreasing of pH and organic matter content in the sediments. Except

for As (8.2% ), the extent of Cr, Cu, Ni, Pb and Cd reduction ranged from 48.5% to 69.6%. It
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confirmed that the oil degradation bacteria had a great effect on the remediation of heavy metals.
Keywords: Bohai, oil spill pollution, petroleum degradation, sediment, heavy metal,

bioremediation.

UL L A4E0 X ghifg i) KRS I IF 2 A s E AN TG A EHE & S8 A SRS H T
—EFESE AR Ak 1T A V5 Y MR i X AR S R GBI A — A B OK B R 2R IR S I s
WA, 25 ARG BE S i & A, IF HL T G A2, K I I o A 2R TR, (A I o
e S g & X BF ST R B AR (TPH) AT 15.2x107°—65.3x 107 S K 30. 1%
1070 oA S & e fe i, AL AR TS IR 2, SN T A0 A e i /N LR Bk 0 30 A ot B 85 5 B0 I 1Y)
L RE AT 25, 46 8 4 Yak Yl i PR 6 7 S R 10 1t ey o At R S T R A A | T T A A DA 4%
FifE e s = 8 5, fe 0 o B WA 1R T MR, o AR e Y E S B iR R E R T
4.5 grem”M—FEHICHE , FEALFE Cu Pb Cr Cd Ag Zn Ni FHiBRfb2p o0 R Hd 815 Y HAT LU
TIUAMRRAE R U5 MEREAR A DT B A S8 i AR s TR M DA 2 30, O HLRR VA o , Wl LA B A= )
J2I2 BB IR NS AR K T 1 X i R 4 VS Y AT ORI AN A A RS PR, T DL K B
VRS T 3 A KT 11 DX S A7 e S R R B ) o 4 T e O R e 42 45 R AT AR VB 7E T 4@ Pb i
B B R A X I VS AT AR S KU PN, £ R A B e E AL IR H Cd o F B kR
SR A BIF 5 2 B VS DX Ak v WA KU 25 20, LT T Zn  As Cr \Pb S5 5 4 JR i B T 8 1Y)
TGYL R,

RS EBR FEAEYIBE AR U AEYE R A YHE R ARG 5 A
VRS 2 B R SR S 2 I BB B i i E MU E B . A 2 B NSNS
SR T W N RE R AR IR T 42 S (H ] 3 2o VR L A s R DA T 52 0 4 i 7 2 85
MITE RS S AL H R SE TR W & AT 5 75 1) KRGS 43 LA Bl A 40 W B 4R A 3 T o 4 s A s 0
RESSESEE TN E, FE FE RSP EY B AR, AR S ES B AR FAMNE
SRR NANT Y AN R YT LGl ARS8 B R E A BB E SR~ miiE
Wy AT LA 1 %o 7 4 e A A T T PR T LA B A e A S e AR 0 T 4 B A o, 5y — T
Bl T DA i PR AR SR TR 4 I D AR A HILIR AE K 3R AR Sl s i A 4 kot 7 42 JE AP E DR AR AR PRI
55, DT 25 B AR 4 06 T 4 S AW ISR e aa i H Y IR A SR B R ) e A S IR BRI 5 , i
T g v A B R ARG, R T 0 SR B E £ R AR RIEEE iR ERE RIEE
WAEE R LI SE R T T A h A8 TS Y e RO E 3 BN TR AT A T
WA A 2 2 PV DALY 255 PRI P T | 17 6 it A il D (VA8 2 O IR 9 i T A /.

2011 4F 6 H¥E3 19:3 il B A .C -5 505 & Az Hi T 68 9 S, 368 R 2 i A JE e A
, Ya S RO PR A S IS ™ E T Y. A, B YA T S A A5 R A R M % A A B A
RS BE TR T E.2015 4 8 A, I-ATx e i A A 7= X A -1 & 8 Bl T AR A il
V5 YT R T B A e 2 H LT i v g S AR A I A R A S T E RS Ao R
A R IR E , AR SCOHE R X R 2 DU B T 4 8 15 Y it AT 17 b, bl Tz E s 2
TR 4 R 5 Y R LA BT T A R AR B B T A RS e i A 18 AR
—E W B RN RL 22 B0

1 #BS 1 ( Materials and methods)

1.1 FRALCREE

T EUTRIRE S B R AR FHAA R HURE 2820501 T 2015 4E 8 H (B TT) (2015 4E 12 H (1B E G HIK
PEAG) 12016 4E 8 A (1BE 5 WRPEAS ) SRS REE S AN 1 ff, Hodb BH21 AR A R4
IX,PL2 PL7 .PL8 il PL17 A IH°F- 5 4N Y 41, PL4 \PL5 I PL6 Al i A i °F- 15 R A s FE SRS
WA =20 C Y VKAE PR IR ARAT | 26 [ 5L 38 % EA T2 AT
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Fig.1 Study area and locations of sampling sites in Bohai

1.2 FESALERS S HT

(1) VIR & 4w S i

FERES KT SIS 2 100 B, FRELZ 0.100 ¢ TR UG IR A EE R IEINA 5 mL 20962, 2 mL i
2,1 mL 5L, AR T A B JERE D 68T 180 °C Ay %5 P B v i VR TSR 2 12 b T BBCH T8 A e i
TEHL PR InAAE] 140—150 °C, R U E SRR S B B IR RIAT B2 mL 82,2 mL 521 /K i,
JFTE 150 C % PR m i 29 12 ho 5 R B e 2528 50 mL . T FRARSE g0 1R 2% |, B
3 AMEESRIN—A~28 FRE T HH R RE SR AR 1 AT R

FE b 4 42 8 19 & 5 FH Perkin Elmer( Hong Kong) Lid. 23 7 i ELAN DRC 1T %Y A JBRl & 45 55 71K
Jo A 7

(2) VTR A T A o i I

R EL AR R TR R VR T B R 3h 2% 0, FH S S OF R i 5 05 100 H 0, SR A SR
QAT B AR R IBGE S A 3 (A & 8T JBARTE P, SRS B R EC A 4R 28 v A 2K S e g
P 24 hERE A R AMAR VAT, B R R4/ R 5 mL, FREE IE O 1 R i R e RO A
FEMRARE] 1 mL SR 2205 1 b Pk AR A 2 T P v P R RN TE /K B R #h e h T 2 B i A F1] 30%
150 mm FEMTAES RS 5103 3.1 e, [HZHTAEE A _LIRWRAE , SR 5 FZAD R IE O bt — S e Fn
1E CUBEVE I 78 43I Dk H R S P BN 3 (T RN G I ke AN 5 0 ), WSO R U S R A T TR R R Rk
N UKFE R 5. 5 S (o T R SOGE I 198 L (R VR A T R0, WA 22 0.5 mL, I LAIE O Ry ¥ 7 v 40 W
5 1.5 mL BT, ARG R AN S A N B4 T e i , v 25 K6 I g 1) A TS R AL Y
B, PR A G/ RS A ( GC-MS) K 43 B R & P (4 7 .

GC-MS AT A5 R 52 B Agilent 28w (1 AH €0 535 - B 5% BE FH A (GC #%5 . 7890A ; MS #l%5,
5975C) X RERUEA T 0T, BLA AR EL A s R

SAEIESRAT A% DB-5SMS A % B A5 (30 mx0.25 mmx0.25 pm) 2SN AR, il
J9 1.2 mLemin™ RS PERE, HERE S 1 WL BERE TR R 290 °C |, ZEERER IR R 300 C , HEWI 4R IR B Ry
50 °C , %45 8 min, K5 LA 8 °Comin™ Y B THE 2 150 °C |, #2E FHAHS 3 min, A 3 °Ceomin™" A3 Z THE
% 290 C, fizJ5 PAFF 30 min.

S B AL SO EL AR R 70 eV, B FURIRE A 230 °C, UMAFTIRE A 150 C, s
HFHETE N 50—550 amu , 2R FH4 #0730 (SCAN ) il bn i th £k, 3% % 88 7+ H 5 7 X (SIM) 1F
FTRE 3T
1.3 Hdiabre

A ST A AT Excel ,OriginPro8.0 XA AT /3 B AL B AR Al FHER A SPSS 22.0 X & 2T
Hh ) 4 R O T LA TR AR SRR T Pearson AHICHESI T
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2 5 59718 (Results and discussion)

2.1 RZVURYINE S8 & 0 i FRiE

P Pb Cr Ni Cu.,Cd Fll As 5 6 i 4 J& 7641 7 b A A X e e AR S SRR R, WOARIIF IR 1 L E
TWERBFFREXT G236 1 it hilsE 3 19-3 Fahi-F & MBI () 3R)Z DO 8 4 8 5 i 28 b AR 54
PEATHT 3 19-3 W T HUT 8 A RAE A0 T 48 & AN AR 1 IR 5 2 b o — AR AR 2
K H A Ph Cr Ni Cu Fl Cd Y3k B E 5 T AR5 1M As & it s T A8 bntn e, X T8 i 2k
B fEERK.

BEFG , 0L R R E AL B A B R 3R | P E SRR AR LT LLE L BR
Pb DIAMYILAY 5 P 4 Jm vk B AR (b B R U B B 2 TR BEAT R 2 70 d )5 B 4 s v i 2 R 1 T+
B, MEE 210 d Z£478F, Cr Cu Ni As Al Cd 3X 5 FPEE 4 J@ A ORI h i 1 i 3 90 g BH 5 T e 5 LT
DI B R Cr Ni As Fl Cd 55 4 R 48 & B AR IR AR T 2 0 AR B ok T A0 .
SRS UL 7E A B E R VIR WITP E4 8 Cr Cu Ni As A1 Cd AOME B LB —FP e ETHE FRERY
A I He B AR IR BB M S 48 Ph W B 18 52 AT 2 B0 A Wk B AR e i) , 78 A R AT
Fa. 5 1994 AFZR IR0 Y AR AT B I DR PR B S S (AR X LG, B T IK A SR T 4 JE W Ph Cu
Cd & X T HA S AE. P Ph KRR FEA 3—5 %5, Cu FLCr B 2—3 5K 210 d, SR
Pb Cr Cu Ni Cr PV EE B4 T 5o, 8 2 E K —Hhn ik

F1 EFR 193 RZVIRYE SRS BT A

Table 1 Statistics of the surface sediments heavy metal content of Penglail9-3

it 1) S8 it i kil B i ]
Time Parameters Pb Cr Cu Ni As Cd
E5Z i W/ (mg-kg™) 42.8—73.6  89.0—119.1 | 38.1—61.9 41.8—86.9 20.6—253  0.23—0.44
(2015.8) S 54.7 99.9 45.9 54.4 23.3 0.32

b 2% 9.56 1023 8.58 14.16 1.80 0.07

A5 5 R B % 17.48 10.24 18.69 26.03 7.74 22.03
B E W/ (mg-kg™) 29.6—32.9 1 206.7—245.4  36.7—47.7 137.4—154  426.5—510.5 0.408—0.488
HIVCSCRATAL S ME 31.4 221.0 41.98 145.4 463.2 0.449
(2015.12) FrifE 22 1.10 13.87 3.81 5.73 27.05 0.034

R EE % 3.5 6.27 9.09 3.94 5.84 7.53
BEE TR/ (mg-kg™) 17.1—22.2 34.4—45.2 12.4—13.7 14.8—19.7 15.2—32.5  0.158—0.213
ZRBCRATAL V-4 18.5 39.6 13.5 16.4 21.2 0.18
(2016.8) PifE 2 1.6 4.09 1.25 1.97 5.26 0.0194

AR S 2H % 8.66 10.33 9.26 12.07 24.82 10.81
R e 18] 14.38 - 21.82 - - 0.117
R — b 35 90 35 40 15 0.2
E R —ghrie ") 350 350 100 60 20 1

2.2 AEYMER G E AR E S AR R R

Kl 2(a) AER T 70 d JFUURY H &R 5 Qe ik BE AR 4L 3 &1 2(b) RIBER #1770 d ] 210 d
Z RIS G ik FE AR AR B T 70 d R TS G AR AR SR LA AR TTORR A v (0 ¥ e il 1 o B ofe | IR I 71
AL RAR R UTR %05 Yk BE A T T, S (B vy b i A sk X 70 d A K 210 d 5 AT
IR A it 2R 145 o B 4 J R B (R AR AR SR A T4 AT , AT AR BB E AT 70 d I, A R RF R R IR Y,
IXF I AR P AR ) B R S AR B R T — & R R FRATTIEE Ni \Cd, Cr 5 5 48 ik
JEASALR R 2R LSBT 2 H B, 33X 3¢ B A A 3 B A 1) [ R 3k TU A 3 4 i AS sl 2 384 T 7E 48 2 30047
70—210 d (A3l A e B 2 XA T A A RS, T 4 VR B R T A T v 3 B R VAR R AR R R el i 1 7
EAFIE X UL T Ni (Cr Cd | As 555 4 J Vi B Bt A7 i B4 A 20 B0 0 SE T s s B AR A 3 R ATT T LA DU 9
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Fig.2 Oil degradation rate and concentration rate of heavy metal during restoration of 70(a) and 70==210(bh) days

2 34 HIFRIR 70 d A1 70—210 d 4R R AR AL 5 A TR B R A AHSC SR T LU D A
AT 70 d ZEA7 B, Ph Cr Ni 1 Cd 1149 B 55 A Vi o ik 23 St Y 38 TE AR O 1T e 75 o i el AR X R A 7 I 3 2
[ () P S S R BRI AR, 102 R TR0 A i vp A — 6 ) ik 2, R fippa B B, R Tt A VLR 11
4 T R R v T I SO Tl AR e T e, A i v 4 R R R R DR | S BT R R S R /N X A
A DATE B 3R 56 1 5 4 i VR B 5 A T AR B A 2 X (R A 15T

270 d iR R o U AR RO

Table 2 Correlation between hydrocarbon degradation rate and concentration of heavy metals in the 70 days

Pb Cr Ni Cu As Cd
Pearson AH3GHME: 0.866 0.823" 0.910" 0.730 0.782 0.987 **
M (UR) 0.026 0.044 0.012 0.100 0.066 0.000
n 6 6 6 6 6 6

*.P<0.005, * *.P<0.001.

R3 70210 d A MR 5 T 48 W AR AR S

Table 3 Correlation between hydrocarbon degradation rate and concentration of heavy metals in the 70—210 days

Pb Cr Ni Cu As Cd
Pearson HHCHE 0.336 0.789 0.663 0.323 0.440 0.721
M CWUR) 0.516 0.062 0.152 0.533 0.383 0.106

n 6 6 6 6 6 6

#.P<0.005, * * .P<0.001.

UEAER AW FER W], At 2 — P2 i 2 2R IR S 1, Herp (06 b TRl SO [ i fk 2 o,
Hh S T A A 2 S 4 SR W A i AT P R 4 T 3R Rk S6 i Sk 4y J ]
ABE A AT Yo A 138, R EAT s Je T R 2> A A 13 T 43 R s e 2 23 19-3 b SOk AR
Ja , KA JEGHE AR | 3 48 J— 0 73 LR SRS B 35 7 DA e 1T, — ¥ 70 LI Ak i sl L o A4 72
BHEATEK. B TAMAAXT AT 0.75—1 Z 18], 24 —&8 0 LT+ 2K, I SEm . 41l
GBI X T 2R S A PUTOE IR S, B 1B A A i R R i A S5 — 284 ML
DARAR IR 2R 43 S R i 2 o S 8Os rh S5 HLBT ™ A 2 sl S A VR 1 T 42 R SR B K 1
B SR A P BOUE M R TR S R A TUR 2 i s E — B RS TR Th
A R R kT B T R S B £ U T 2 A A B R B i I AR AT A A
AR R A AT PT LT I, 7 RS X i R o, B PR A I R SRR 1 A PR R B < 2 TR L
VERT, AT 4 J e B i A% R e A DTURRAY). 3 5T T 4 J e JBE 0 e s A R ) e e B I
Uy i B S 5 A A A 2 B A7 — T A S
2.3 HERESBEICRIAL T

xR 1 B ER RZDORY P R GRS E T, R Cr NI As BT Cd 1935 e AE B
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Af ] PN & A T KR B AR Ak, 4 0 NI R As. B ANMB &2 R Ni AR VT L2 41.8—86.9 mg kg™, 1B &
70 dJFULEWIH Ni B AR 137.4—154 mg-kg™" , KHER BRI 2—3 5. M E 48 As B LE
SN, BRI 20.6—25.3 mg- kg™ B HIE R 5 70 d ZE47 1 426.5—510.5 mg kg™, ZRfb I B2
20—25 f 2 1852 210 d )5 XK F] 15.2—32.5 mg-kg ' (& 3 AN [RI SR AE i 74 e 2 e ] A4 22 4k
P, As 275 YL 85 R ™ B 3 H B M O i — P 4 Ja 75 Yo W B A e T i B 2 As MR E AR S P
— TR BRI MR B AR AL I B IR R T5 Y TR T ) As i, —IRIBE 5 TR As & i
K JEH 20—25 £ X FPFERE AUk AL R R Z BIAMNA R Z B T3, A R 5e 4 HARFNZ 5 R,
MUY HE 48 Cr Ni Cu Cd LRI AL AR AR I, Rl AR U R WA As R4 3, Cr ik
RIS NI i BT R = A
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Fig.3 Different sample sites of heavy metal concentration change over time

[T A% 7 e Sl SRl ey -t/ o 1 S 2V A 52 P o I (B B 2 g v ol W 57201 B s i SN
DN HEAS HT DA 5 R ol B <5 Jo 72 P 8 Dt DR 2% 2y S0 PR E A28 A0 5 LR 1Y, T AN 2 S 4 ol I AR 2% A
G AR S R (R 1), BB ILRR G R AR S R R 10—20 7oA AR R AN K UE B A iy
MG BRI IMERE 70 d )5, DU P G Jm A0 & & BT (AR R REOF A KR BEWE,
HEFFAE 10—20 Z [a], 4 )i AR IR SR BAT [R) Pk B i ok 2 AR A AR 0K, IR AN I 3 19 AR 1T
Fo- S B0 HED T RS A1 i A i e b St AS B BT 35 R O R K.

HITE 3 Hhal IR AR BT A B G R AR AT & X — UL Ph 7 A1 il i AR b st S B —
TREM S IEH P R & R 2 A E TR SR T ST HT R IR P i B S T
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FUIA LS LA SR AR pH 5 8 8 TE AR G o i 2 DA DT AR o A A LR 5 12 T v B Aok FE B
pH T iE SR B I T A T R A R b DORR W v AT AL B R AN s AR AR SR A5 R U
Py SV T R AN BT ARG O ELAR 8 25 22 28 S (B 5T, A 3T G 14 - S A A 3ol A it T ) R Aot R
o, 3 pH FRSE TR, 45 G BT ST pH G R DU b 0 RV N e Bk T B R 35X 5 S b
DUAS A TR A P B 1) A8 Al B AT — B0, 30 T ASE 24 it R A 5 L b B 45 T A () 7 Wk B AR A
P OYTUB FUK AR B T & AR B B, B AR S R T DL S DK A A HLE B SE LR
SRR TE G A A AR R AT AR ) AT 5 B ORR A r ) 4 i A e B R T o, 3kl T
A1 BT MR R TR S R 2 —.

4 JE TG A I RS AR e, DURR Y T 4 8 B B AN B ) i B A A A i A0 PR A%
FIRFR R, 48 Pb A BGRM M RERERE S, M E 4R Cr.Cu MY\ RER AN E , TR Cd W3z
IKARTTRRA S 0 LA TR 3t T DA 1 A A8 o A1 A M S B rh R rh A v 5 i — 1 R I i A R
G @ I T T R B A MR A 0 VE L AT LB R R i 5 2 4 A 0 A e Bl R B R D
AT N ] BB R 7 3, 350 (A5 I 2 SR I I A ok B R 82 T e T HC 4 5 0, DU Pl < ATl P )
e85, RN AT i R E BUE E 2 BT R TR,

HIE 2(a) (b)) WTLAE BRI UG, ATl B A 1R 32 2R T A, A Ik [ A s R e ] Bsf
W E AL T A i P R A T B B [R] (R R T, A T v 5 e AR A 100 20 R i s 2, A T R e o R AR 22 3
G TR A R T 6 R 3 S 4 R kR ) AR TR Ry R Ry SRZ DUARM , TR B R AR Sem, 42 @
TR I B s (8] = A 0 O 1 B A% 2 B 4 VR B2 AR A SR R 22— A, i v sh VB ik R
B, DU 27 A PR IR B G X R B 2 S OB ) v (14 T 4 J T BT A K IR ERBE v 3 Al Tl B 2
DURRY) P 4 s A A B R 2 —

{E 343 M T USSR IR — E KA Ph GBS S TR J5 AR AY Cr Cu Ni As Cd %5 5 FPEE
&g, R A S K B R AU T 4 8 R S E mif thE:, Ph IR B YRR T 65.1%, Cr
B9 BE SRR T 59.7% ,Ni B9 BE SR FRAE 1 68.4% , Cu FHE FE -4 P 69.6% , As B 5 - 2 [AI%
8.2% ,Cd [k BEF- I RRAIR 48.5% .45 LT ik, A1 H AT , A T B At o 6 T v iR v &R )
1 YHE R B RIAFIRCR.

3 %518 ( Conclusion)

(1) FF 55 2% W it -t S 19-3 345 9 - 65 BRFT UURR 4 Hh A T 4 s Y 2 Bt o ¥l 110 I fe 2 B
PR DU B 428 Cr (G Ni \As Rl Cd AW EE 230 58 B THIG T R 35, I FLV B A8 b e 2 5
W11 k9 i o W L B R B 8 Wb 5 DE R A s WA N S R V) i o <

(2) B A B A LA R BB 4 8 Ni L Cr . Cd ., As 78 70 d B30y vk B T |, i is &5 kA7 3]
210 d BRI A v BERRAR. AT AV B T 50 nT R85 A T B A o 2 b JRL I AR B T 1 B 4 TR IR 6, JF AL
Ni Cr.Cd ., As % B R 90 1) 2 6 58 1455 , 23 3 A TR 4 a8 14 J 3001 SR 1T i 3000 ok 38 PR A1 T 2 Fh Tt
Yy AEPIAE T DURR W A B TR I DA R 4R O ) i

(3) BT 4 20, Pb R B 5 HoAth 7 4 8 R[] (0 R B AR AL LA | Lo 8 5 IR e PRI i i PR T
ey . — SRR T U A LT & R AR L B pH (B ER I S BT URR Y h S AT & i F [ =k Ph
HA BRI TR RE 1 (A R 2 DU TR Y P YRR, R P o] DIl i S5 0T i B A S
G AR R PEA TR & TR Ph R 1) 22 A

(4) 3 1 4B A2 AT S OB v 1 T 4 T vk B R AT X0 b AT, B A5 H OB vh LR R 4 Uk B
R FE AR 5 As(8.2% ) #M, F4:J® Cr Cu Ni Pb Hl Cd Y[ I8 BE Ky 48.5%—69.6% , iX & W A3
R it B TR B A TR B L R v DO A 4 B A R I IE R RUR.
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