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Research on the natural attenuation of vadose zone polluted by diesel

QU Zhi-hui, ZHAO Yong-sheng, WANG Bing, ZHANG Xin-yue,
ZHANG Zhe, ZHAO Yan, ZHENG Wei, LI Jing-jie

(College of Environment and Resources, Jilin University, 130021 Changchun, China,qzh —19831001@ 163. com)

Abstract; To quantitatively study the adsorption, biodegradation and volatilization of diesel polluted vadose
zone environment during natural attenuation process, adsorption experiments were conducted to determine the
adsorption equilibrium time of fine sand and clay vs saturated solution of diesel, which were 24 h, and the the-
oretical maximum adsorption capacity of the total petroleum hydrocarbons (TPH) of fine sand and clay were
234 and 430 mg + kg ' respectively. The comparative experiments including six columns established the bio-
degradation and volatilization decay kinetic equations of fine sand polluted by diesel, p (TPH) =
25.48¢""™and p (TPH) =25.48¢ """ and the equations of clay, p (TPH) = 25.48e """ and
p (TPH) =25.48e >"°". The results showed that natural attenuation efficiency of clay polluted by diesel

was greater than that of fine sand.

Key words: diesel ;vadose zone ;natural attenuation

S 2 H Az i R A e 2 R 2
TS Y A IR S R ORI
{110 w82 EiopTi B O 187 N w2 b0 7 LA T 178
R e 7K B9 AN Wbk 0 5 ), 2 3 G 2R 75 44 )
[ 3t T K ISR, A7 283 X A K B 452
PP G Y Sl A Y A R R B
W I3 XE N A RR AN ) 98 A AN PR 1 180 HE B
b AT S 32 i ok PR ) e R A i s

Y75 B #g: 2009 - 10 - 12.
E€WE: EREHEAVT R REITRITH (2007AA067343) .
EHE BT B E(1983—) Lo WA

AT I (1961—) | 5, 20082, T4 0.

JeHe IR, ST Sl TS e S BRI S 5 1A
BOARMFTE A [ A IR I8 SR A AR A 22—
HARTEIE TE 0 R B AR BE I B B HOR,
(R ICY AN (ip N7 €U RER AL/ NV E IR 321
Pl 5 R A Wy e i | A 2 A SR AR PR . H
AT, MG AT ZR TS Qe e T 3R A 2%
TEPHIL AN S B B Tl 8 2, AR
5 F AR LGS R P 0 A W M ER AL~ A TR 5T, %)
AT Y bz i R 7K A SR I B AR e
AR MBI Y AEE Py S
Qs T 7K B RFAE AT A3 T K B AR
FEMES TR T RS AE R % S 75
AT A SR TN A A P G 5 BT ok



554 39

ST Y L USRS 1 8 SEWR T

- 137 -

AN A SRR T TR

ASSCLAAHES RO R 1 e O#253h W BIFFE X 42
E FEIFTE ST YA A BRI A AR el e
W RS AR AR AR 0 A 1 PR AL s A i
F RIS AE 7 1R 50 55,y S AE AU A R Y
AL R AL T, I M IR TE S 75 et
TORIREEAT T T AR

1 = B

L1 S#AESMNE

) A7k (60 ~ 90 CHEAr) (BRIR (1A
Fob 10 1) JOKBRIREN S AL NS

AT (TPH) /973 8 % H 5 S0 e e B
0 BRI R T O#5E .

50 BT JE AT 2802UV/ VIS 24130t
FETT WETT B RE R I K O E IR IR 48 |
38 5 RO HL 722 AT W23 11,250 mL
HIEHEIE .

1.2 fak#r s

SEHG I AL A BOS AR ARG £, R B G
FigHE e, oS H 30K 11 ] A THE RS
KOLZE . O#5elR A AP I £ il 7 AR 4 D
ARAE ZELX Tt .

F1 XN RETHER
FKE MG JE B 5
pm opng SOE AL R
4w 7.17 1.08 0. 40 0
T#Et  7.97 1.48 4.90 1.48

SR FPA VR A 1 5 < 18] S00 mL Z& /K 4%
i i O#SEi , 76 (35 = 1) C YR ) fiEF4% B30

SrBEPEIE RN E AR, TRl A2 5 oy
OIS 1 WD, K SRR DL 2.

F2 EMIBTRRETEMR
p(TPH) CoD,, BOD;
H
mg - L7! pH fi mg - L7} mg -« L7!

25.48 + 1.32 7.05 +0.40 64.77 + 4.25 4.79 = 0.05

1.3 XIWAHZE

W RS2 5 7E 250 mL HIEHEIR b 364 T, 43 5]
AT g A AT 100 mL 7 B AN [R] 475 50010 ¢ i 1
TS, P 24 h 5 08, B0 W 0 o 8
20 min( BRI K 3 000 ¢+ min ") JEHE.

WIESEI A B AN 1 R, 73 WA R A1, B
NZRINR 3 DAL, TR B o 3 o 4D i
WAL+ Hrhguabt N R 7.5 em, 5 41,0 m;F
B AENAER 5.0 em, 524 40 em. S AR S
B 3. KA A B L E AT R IEEL2 em i
YD, o R T UE FURFCVE . IR A B rp 4 3%
RAEYIR SR AR 2 3.5 IR 6 HR A ARAD AL ZE 1
FEIRE 2 B 280 v F K B AL B, e IR s
11000 mg « L™" HgCL, il A= fE . k3 ik 6
ToUER A AL =2 B . 7 1R BHOGXT S it
VTR A3 I ), A3 K 2 BRI AT i A0 2 T2
REIPRASE T ORI A CRE O e B e
7K s COD,, Al TPH 4545475

WA 1.2 JkE 4.5 X LRl 20T 4 i
VS WAL AP B b 0 A= W B A A s e A 2
3 JAES (6 HXT BE AT A3 AT H S b AR I R A A
A B B A R A 3.6 BT 3 AT i S i
IV T AE PR A J5T v B WL B A2 46 1 R A A
4.

E1

HEEXRRGRETSE

K3 KBIERRBEELSH

SR BUEAR B FR/kg BUEEEE/em B/ (g emT) HEATRESKE 0 EKERS IR
FE1 it 5 80 1.415 1 PiNe SR TR
FE2 4iwb 5 80 1.415 = T SEmEANE R + HeCly
FE 3 4iep 5 80 1.415 2 B SEIMEFIA R + HeCl,
K4 WE+ 0.5 25 1.019 & ik SN A IR
RS WA+ 0.5 25 1.019 = Fhi SEMR A + HeCl,
6 WEE+ 0.5 25 1.019 & B SRR + HeCly

247 A A L g



- 138 - Mok B L Ok ok ¥ % O

543 5

2 HBREMN

2.1 WRMiERESEI

SR 9 r % I B A A7 AE B R T 22 AL
il , — o> AR, R/ e , S 7E 3
BT 97 BEAE LS e A HILITO S il
P VR T s — B E T, RIOPEAE R AT B 571
w5t SR i ) 3 v R R A P T
A OGS S 1 2 T BT P R A B
1113 ) 75 Ja A= B . 82 RS A A /s 3 2 Bk
IR S5 114 2% i W RS2 R S 3 B HG R 43 1Y
LS C R

22 ST R AT I 28l X S A AN Y
R RSPt ) 240 24 he AR Langmuir 177 5 41
AR BN S 07 TR A B di R o
Langmuir Z77 FE F Tl 1 Y502 el ik 1)
BRL 2 Rl se 2 MBS E S, HARR AN

1 1 A 1

C = E + 0 X p'

X G A RAUR ) 2 0 Bt mg - LT
G R BN T 3 AR R ) A e A R B
mg « L7 5 A SRR RSP 2R 50, LA i B 3k )
G /2 BRI IR B 5 p V- T R
mg LRI/ GXF 1/ p fEEATLATS 3] — & H
g le)

SIS Y P AEAS R 2 A 1 8 v () W B A TR A
TEAR R 22 5% ZEARTR] B BAH B 4 B B vk T,
- XoF ST A ANV VR ) W B R T A RS AR Lang-
muir J7 B LA, W26 09 B8 B K B & GR
430 mg - kg™, 4P A 234 mg - kg ™', W% 4 Fr
TN SEITE K - A R 3R A 55 IR R (B
R W) Ay 43 BC (FF -8 LT ) B 8 B A
ik, H A A LT S B 43 B AR o5 32 S
WG S 7 g8 v g R B R O T
BLBT & &, I B 4 58 G L BT & 5 19 It e i 3
KL Sz B A 8 A HUR R T AN,
HROTE 86 1 BU AR T S0 g IR B B ) 5.

#& 4 Langmuir W Mi&i2 5712

PRI R R B it/
TR Langmuir J5 2 * . R?
(mg-kg™)
b Y =1.592 X +0.085 234 0.999 2
WZEi+ Y =7.398X +0.046 5 430 0.949 7

2.2 ISR

IR FE A5 AL 7K COD, A TPH B2 {653
A ST PR R A AL AT A B B SR A
A PUR B s br o WS (ko 5 B A i

FritZ L), FLBH A S 50 i ) ) S | K R Y
TITTAS BT I, DN AR Ry 25 6 b 1 Jo et ik
2.2.1 &4E COD, 11754k,

K2 & R H 7k COD,, A8 1k #h £k, AT LA
F i, RSB UE R P) iR COD,, Jit & ik
WA vy, 2k FR T A0 A Jo e A AL ST A
JRBEMRIE R A T 38 K, (E X AP 4 Ak
BB f5 COD,, Jit & ¥k B2 K T B, Fifi J5 3 [m]
Tt 5 R R B A T BEL 1k 15 G YA 78 R
FREAE PRI A T, Bl A o B as 30 it
COD,, Jou ik 5 AN Wi b4 O, iE ARG B, Bl Tk D
B A A, A 1 4 PR ARAE 300 T3 P A B, AN I
FIRA AT B R ACHT , 80E P 0% B AV AN
Wi g, #hE 1.4 ik COD,, 5 i ik B TE AR —
BNtz R T aE. 2.5 BT Ay
P FA IR, 3 7k COD, J5 5 vk B 55 31 B KAl
JE HEAIEFRGE. KE 3.6 AAUIMA T AP E A
il 3 45 T 45 A AR B S e, AH L B K
COD, Jii 2 1k i L[] 28 51 LAt 4540 Jo B vk J3E v, 9

— HAL TRUEIRE.
60 T ‘
A - 1:35 1
50 —e—FE2
o A M3
-
0 407
g
=30 ) \
5 " / A/‘\A A
S2r
S8
10 1 %.\:><'\o’10/ :
of
0 0.5 1.0 1.5 2.0
w/S
(a)dHHb
50[ . —a—1F 4
——}ES5
~ 40 ARG
n
30
= . A
8 207 .\. \A/
2 ™~
=10 e
.\ -
\l
2 4 6 8 10 12 14 16

w/s

(b) W%+
B2 H#EPHE COD, B3k

2.2.2  £&H: TPH (1745 4k

FEASHADAE I IE DT, A Tt TPH iy WSz B 1
R PRI LTS ey 1 R st B2 7
W/S 4351 0.34 F1 2.4 WA TPH & Hi{H, X
S 2 PR AR COD,, ik e J8E 45 R 1 I



554 39

JER T A SIS Qe Rl R EREE Y A AR SRR AT - 139 -

FEARA XS I, BERH COD,, J5 ok JE 1) 22 16 52 4 o
PRI, 25 0 Bk 2046 Fst, 18 3 TPH Y
AL 5 2 COD,, it e JEE 1) 22 AR 2 .
FE T4 A M R A AN W i, oK TPH
TERGE — B ) 2 )5 2 PR #E 2.5 i T
B T A=A R A2, e K TPH 3k B B R AR R
FARKEFTREE. A 3.6 R 1 A= Yy 4 A
JAE BRI RZME, RN 7K TPH FUIR] 2 51 HoAth 45
HEFURHL =, 4 3 f TPH 48 &4k FRUE IR A,
H 6 Hh TPH fEIX RIS E Jo i A LTt

35

= HE 1
30 k2
—A—
25 /A\A\A +I:j
S0t 2
o0
£ 15
;I? 10 . =
= =< e
« S / ——
0 | e
-5 L L L L L 1 1 1
02 04 06 08 10 1.2 14 16 1.8
WIS
(a) 4>
B0 e k4
301 —e— fE5
»s | 6
2 /A/
= 201 .
i —
S 157
z 0l " .
b \\.\./
Q5+ "~
——
0 o "
2 4 6 8 10 12 14 16
W/S
(b) %G +

B3 HEPE TPH L

3 3
3.1 TPH ZESFENRPHEDERENFE

& 3 1 TPH 78 LRI I AR ) A A FHAE
SES YL A SR R EA S T
TPH 1A= IR A E SR TR 5 S 15 L 0 7E
BT B Y B AR IO A RS

XA BRGS0, B i T ) A 45 46 B0
WG R BT FERIA N

p=po-e

Kb p B AE YIRS 2= P o () B A R 32 5 p0 M
IR BT W s A A2 ) o i S 08 FR R, AL
FIF 1) P EE R — 20 o A 15 o ) D AR K
TR 3T 1 o e R B A Bl — 2R T %
Ay B el A 3 2R

t,, =0.693/)\.

FIH E 3R — G 3l g2 5 %, AR 1.2
Kk 3.4 v TPH (1% J5T f v B 22 15 th A ) A A
JHT TPH ByREAGE , FH SR A W b it dh TPH
JoT e U BE VR 25 i A ) i A TR AR % TPHL T &5
W RE RPAS Y & A= 2R W B A AR T B s 7K TPH 1y
BRI E (p {H) - R p (-5 IS ] ¢ (SRt 53
WA TPH 7E 4IRS 12 1 5 A= W K% fidt o
T2 F R A p (TPH) =25, 48e ™™ FiI
p(TPH) =25.48e """ L W /3 5| fy 256. 66
F1135.88 d, W&l 4. WA A =R R ECR T
YHA IR F - P A= YR AR 5 T D

27
V:25 .4Se—(i.1112 Tx

R*=0.903 8

L L L L L J
0 10 20 30 40 50 60
t/d

(a) 41>
28 r

y:25'488<0.(l)5 1x
R*=0.899 7

26
R
o0
S22
E27
UL L
18

16 |

3‘0 46 5‘0 60 7‘0 86
(b>fI/Ed?EEi
E4 AR ERERR TPH L

3.2 TPHZBSFNHRPHERIER

A TG e A S e S MR R R
RT3 B i Vit 28 W o 381 4= g v, T IR AE X 23
Jo IS AR AR TE , #5841 v JF A W 4
A B R A AR 2.3 et 5.6 H TPH [y
Jo VAR 25 T A5 5 A AR X TPH ) B . ]
5 S SRR O S S, R SR U T R
PMAE. &S 1, TPH FEARS R ZE - i A9
Ve h J1 % Jr # 4l A: p (TPH) =
25.48e """ Hip(TPH) =25. 48e "% | 2t 75 1]
435k 31.36 F163.58 d, 4HAbHIHE K BBOR T
L. AT RWT, A S T RN 1 48 E K e
V5 AE 3 i A A R R T 1 2R TR
Y/ B R TR K CRAL IR /N HU & 3ok, W Bk

1 1
140 10 20



- 140 - i

7S N A N S 4

543 5

SR, 45 R R ORI TR b iR R
R SRR R A R T A

30
o 0021«

25 y=25.48¢
— R=0.932 5
3 20
o
£ 15T
Z 10l
=
5

0 10 20 30 40 50 60
t/d
(a) 4w
30 [
}/:25'486—0010 9x

2571
— R=0.888 9
Lo
’U_D
E 15t
T 10t
)
< 5t

30 40 50 60 70 80
t/d
(b) W% +

0 10 20

BS frERPERIEMAER TPHEWL

3.3 TPH FEESHIr T AW b #n E 1 1E A

HE 3.6 il it Ay T ER 1T AP E A K
VeI SEh i R TPH A9 22 BRAE T, B0n] 204
HH I R L AIATURR A5 1 A B AR el e
e o5 A9 B8 MRS A0 B R S 3 MR, 2 I 2R
1S SR AR RN FR S Fie R RS 53] Oy 234
F1430 mg - kg ™", BTLLATE Py SR 408D R Z + 1
ST S F10.5 ke, AT H AR AE
X TPH B P38 = K W B 20 51 O 1 170 F
230 mg. Rl S50 i i o 40 420 M 2 B 0] S 3 A
AR W BAEA FH IR 31 1 PG e R B 2, LA
WENTIE S FpHEAdAE R 2 BRi. — 5, A2
R A FHAS B 1) it R UF, 75 S A0 A0 VR 8 i
R FR AU A JBUAS B 06 35 Y 1) T i) W B4 1
A O S AR AN R T B LR
AFVERT, S BT BR 1 2R W1 A3 A A T B0
SO BE 2% B — s el L B

L5 LI AE IR, SR AN R A L
15 0P 0 TR 35 52 W A FH A S M. 2 W f
AN , BEE WA PSR R R L AR 25 B
15 YW RCRA W 5 , B S R v, 5 R A
M—HHBR, R AR XS TPH LB 5t
MR BRI DA S5 AR 5 W LIE I 1Eanid
AINE 2R R A AR I LB 7 B AR 0 &
BREE Y 4. 17 A5 2. 08 . AEIVE T I 25 BR 34X

BRSNS A A B ol A AL R B A —
[EPS e
R®5 AR TPH ARRBREHEANERE mg

o B RN RN U
4 1 2 019.59 158. 31 660. 15 1 201.13
D& 1 703. 65 207.24 431.79 1 064. 62

3.4 FEBSEHENFXLEHBARBHZIE

MIEL 6.7 T LA, MEZG XA LTS G
BELTREAE FH L 2R XA HL TS Ge ) i BEL i o, EL A BIL
IEE SR &R SER U REF(S =31 ¥y & i el UL i)
FURTEICR . R E RN A 1) WA ki fe
W/ NTARRD, B5 A HILTS G 00 A 5 fd i
TUNRD , BEA R i H XA LTS S i W R ARCR 5
2) M - P AT LA S R T AN XA LTS T
LI T N R ISR T X7/ e SEIIE -8
3) M2 A (475 37 2R L A ARG, 5 S R 7
TEVZ8 4 P AR A% R B8 S A R T A Y
FAE AT USSR R W R X
Wy I ik 30 73 2 5 e R ST A 3 e AR KA
Wi

W/S(T % 1)
2 4 6 8 10 12 14 16
60 T T T T T T T
" 4w
0 —— Lt
= 40
&0
< 307
=
20+
S g
s 1oy ./‘\:\.R.
ol \0—‘0'\\:
~10 , , \ )
0 0.5 1.0 15 2.0
WIS(H )

6 ZHRSFILF L5 COD,, KRR M L%

W/S(T 5 1)
2 4 6 8 10 12 14 16
14 T T T T T T T T
i —u— Zf7b
12 . —e— WHiE
; 10 1
R
g 6 .
= -—
S 4l \ —_—
QU . . '\.
2 L AN
Lt .
0 L% R

0204 06 08 1.0 12 14 16 1.8
WIS(4HHD)

7 @RFINER+ B TPH B3R # 2k



554 39 JER T A SIS Qe Rl R EREE Y A AR SRR AT - 141 -

4 & b

1) D 01 I7. 255 - X 5 T 60 760 VR W
A1 2 24 b, 8 3 Langmuir 0 f 45 36 7 #2401
75 D I 5 b o S b i A b TPHL (1
HIE f R B 234 71430 mg - kg™

2) FESEMTS Y40 H B0 1 SR FE DAL AR o b
TERI , S A WP A LTS e TR R
2 REFE R RS0 24 B SR E A, (o e
FEET N3, , - 16 36k 8 5 399 S B0 A ) 0 ) 2 B
e HR R A TIOR8 1R AR R B
P B R B A T BB 4. 17 £
F12.08 £,

3) BE T Y 40D 14 A 0 e A RN R AR
Fl— 9 W 3h J1 2% B4 3k p (TPH) =
25.48e‘°'°°27'“‘%[lp (TPH) = 25.48e """ I} &k
451 p (TPH) =25.48e ™% "1 p (TPH)
=25.48¢ "0,

4) ST E Y TE W b Y 1 AR SR
FCTEARRD i B SR AR

5% W

[1] KAO C M, CHIEM H Y, SURAMPALLI R Y, et al
Assessing of natural attenuation and intrinsic bioremedi-
ation rates at a petroleum — hydrocarbon spill site: labo-
ratory and field studies[J]. Journal of Environmental
Engineering, 2010, 136 (1) 54 -67.

[2] ABU G O, DIKE P O. A study of natural attenuation
processes involved in a microcosm model of a crude oil
— impacted wetland sediment in the Niger Delta[] ].
Bioresource Technology, 2008, 99 (11); 4761 —4767.

[3] SERRANO A, GALLEGO M, GONZALEZ J L, et al.
Natural attenuation of diesel aliphatic hydrocarbons in
contaminated agricultural soil[ J]. Environmental Pollu-
tion, 2008 ,151 (3): 494 -502.

[4] NEUHAUSER E F, RIPP J A, AZZOLINA N A, et al.
Monitor natural attenuation of manufactured gas plant tar
mono — and polycyclic aromatic hydrocarbons in ground-
water: a 14 — year field study[ J]. Ground Water Moni-
toring and Remediation, 2009, 29 (3): 66 —76.

[S] AARH. bt SeiE R L AL S 5 RO AL 25 1F T
FEY AR SBR[ D] b st R BT
2,2000.

[6] LEVINE A D, LIBELO E L, BUGNA G, et al. Biogeo-
chemical assessment of natural attenuation of JP — 4 —

contaminated ground water in the presence of fluorinated

surfactants[ J ]. The Science of the Total Environment,
1997, 208 (3): 179 —195.

[7] BARKER G W, RATERMAN K T, FISHER J B, et al.
A case study of the natural attenuation of gas condensate
hydrocarbons in soil and groundwater[ J]. Applied Bio-
chemistry and Biotechnology, 1996, 57/58 (1) 791 —
801.

[8] COZZARELLI I M, BEKINS B A, BAEDECKER M ],
et al. Progression of natural attenuation processes at a
crude — oil spill site: 1. gecochemical evolution of the
plume[ J]. Journal of Contaminant Hydrology, 2001, 53
(3/4) : 369 - 385.

(9] sk, ki, A ke deTs P WIre st K b B SR 220
P[], EPKRHEERIE,2002, 24 (5): 35 -37.

[10] FE/NFF, ESCBF, Bedd , 5. b LNAPL i [ S5
IRSLERRT L], TAR#EE 2008 (12) : 17 -20.

(IT] R BRI, ok, i 4 8L, 2. Seilis e D2
M E AR IR [T ], 5 AROR 27 2 i U BR B 2 B,
2010, 40 (2) . 389 —393.

CI12] 77m, o , BR) . S 1 i 78 1 R 4L
e [)]. Zea 5 3REER 2008, 8 (3):1 -6.

(13 ] EZAEEARY SR AR A I A 07 ik I M . 4
R AU A E PR EERL A At 2002 : 489 - 497.
[14] EFIEARRE R2xif 8 LA HEkok SCH B

AAEL M. JEnt A Tl i, 1979 ¢ 66.

[15] SR FR. b gt DX 4 358 X 5% diht 1) W B AT 58
[D]. dtat: HE ks, 2006 : 4.

[16] Wbk FREEfea [ M. Jbat. @ S5 07 Rk,
1997 :150 - 155.

[17] WANG B, ZHAO Y S, QU Z H. Natural attenuation of
diesel pollution in sand layer of vadose zone[J]. Ad-
vanced Materials Research, Materials Science and Engi-
neering, 2011, 179/180. 174 —178.

[18] QUZH, ZHAO Y S, JIAO L N, et al. Natural attenu-
ation of diesel fuels contaminated medium sand with dif-
ferent water content in vadose zone[ J|. Advanced Mate-
rials Research, Materials Science and Engineering,
2011, 179/180: 619 - 624.

[19] KEDZIOREK A L, BOURQ M A M, HAESELER A C
M, et al. A novel experimental procedure to investigate
the biodegradation of NAPL under unsaturated conditions
[J]. Journal of Hydrology, 2009, 370 (1/4): 1 -8.

[20] STELZER N, BUNING C, PFEIFER F, et al. In situ
microcosms to evaluate natural attenuation potentials in

contaminated aquifers [ J ]. Organic Geochemistry,

2006, 37 (10) : 1394 - 1410.
(g x #)



