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Abstract: Elucidating the re-transport patterns and mechanisms of dense non-aqueous phase liquids (DNAPLSs) in the vadose zone
after spontaneous infiltration and stabilization under freeze-thaw cycles is crucial for the remediation of contaminated sites in
seasonal freeze-thaw zones. Chlorobenzene (CB) was selected as a typical DNAPL, and silty clay from the Sejila Pass in Xizang
was used as the porous medium. A stratified nuclear magnetic resonance (NMR) technology was used to quantitatively test the CB
content at the vertical spatial location of the soil column after different infiltration times and freeze-thaw cycles. Studies have shown
that as infiltration time increases, the concentration of CB decreases in the dimensionless infiltration depth range of 0—0.375, and
increases in the dimensionless infiltration depth range of 0.375—0.750. The freeze-induced pressure generated by freezing drives

the downward transport of CB after it has stabilized , but the driving ability is limited. The smallest change rate of CB concentration
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after different freeze-thaw cycles is 3.51% , and the largest does not exceed 24 % . During spontaneous infiltration and freeze-thaw

cycles, the interaction of capillary force, gravity, and freeze-induced pressure controls the transport and distribution of CB at

different vertical depths.

Key words: chlorobenzene; spontaneous infiltration; freeze-thaw cycle; spatial re-transport; nuclear magnetic resonance;

hydrogeology.

0 5l&H

BT A Al Az 77 s i AV S 2 b oK e R
ik 7K A # {& (dense non-aqueous phase liquids,
DNAPLs) (it I , + €A T 7K 2% 418 I B 45 7™
1% 1 Pk % (Essaid ez al., 2015; Mao et al., 2016;
Cochennec ez al., 2022). 8 # (C6H5CI, CB) j& —
T T AR R R 25 GG RE R R A Y 4
RYEGHIALE Y, 2 MR K T 7K L 4 338 F AR
e UL HLTS Y 2 — (Ren er al., 2022; BR %5
A AE,2025) . K ik SR 23 0k A it B 3 A
FEMA S BRI VR B L T I DA R K R 28 R G R
8 R G 15 (Page et al., 2007 ; Omirbekov er al.,
2023) ARy —F Tl g 7 i, SRR A
T A EARYSIG h B e A LIRS B
HE M, 7K % DNAPLs 2 76 8 1 f & 4046 H
JI W AE I E 1R 38 #% 5 i 4 0 (Luciano er al.,
20103 Jiti/N& 45, 2012 Shi ez al., 2023) ,3X — it B bk
PR B RS, BB R B RS E Z 80T K
B, BT — AT YL IR, R i5 e T K .

15 YY) 0y I3 B B B 52 2% 2 it O R T 45
il , 7 32K L8 3k B X 22 £ A B 4 FL Bt 45 4 K g
e BE R (B A5, 20175 B BB 22 252022 1R A% H
4 ,2022;Yang et al., 2024). FE R | 5 1L ATFE S b
X, A A 4 R A2 2 MR R UK Al E PR Y 52
(Singh ez al., 2011). VR R4 2 38 2o 2474 4 3 GO0 25
K RV TR 25 40 A o 1 — 20 52 A sk 2y
Yis ¥ sh 2, G BEAL ) A0 45 VK 3% B2 E il 7 v AL
B 7K RN 5 2 ) 0 HE L 38 0RE 1 He 4 D) S il Ak it
R k2 4% 19 7= 4= (Camenzuli and Freidman, 2015;
Xuetal., 2021). K I, VR RlAE 5 25 0 25 o048 138819
LB BE AL B 3% 38 Ve B i, B A S Qe
i 8 4% F1 4 4§ (Leuther and Schliiter, 2021 ; Hsieh
et al., 2024) . JS 8 XF KA 2 GE v R B8O 1 BF 9 2
AHYS T3z ABRE T3 T G R 3R B AR AR AR A 1 2
WA ARG B R, CHEEARABG,
A s 43 A 2 8 52 5K I i AR B AP L X

—MREAREXREE, BN HEABEL T 7 Hdh
N7 Tt U A I 0 T R R B AT e 23 R S ) 48
TR EORTE B R AB TS R R RGBT
T V5 g iz % VAR B 5 SR g DL RO R AR A
A ESS S

H T DNAPLs g% A% 21K F KR &K 2 B
I X I 3z B8 43 A 0 WF 5T 3 B AR AR MR R 2 AL A
i (E B4 2019;Shi ez al., 2023) M HLZ T,
XF B Fats H DNAPLS (9328 5 f o A i b 3k
T FIAT BE 4% #K B8 %8> DNAPLSs, & 2 K 4R i b (10 /5
H . b7 1k DNAPLs §" # £ 1 1 47 (Winter ez al.,
2015; Silva et al., 2019) , Bt 4k, 24 DNAPLs M AE{f
FHT 15 # 22 M0 R I, A Y — 38 43 23 76 R 1 A -
JZ K B L OB R 975 YL UR (Shi ez al., 2023).
B e AR AN i DNAPLSs L% B8 P He f i %
BT A7 AR, I HA AT DL 33 35 & 25 58 0 i 72 )\ M
TR (Qietal., 2020; Xie et al., 2025), H it , 1
i DNAPL [a] F 98y 0 28 2 8%, #F 5 A6 40 ety o
DNAPLs iz £ il oA, % T i B # R K35 e firgg
RS 3 E e

1 55 1) SR B I P A5 Ak BB R 7 A TGk 1 ff
W5 e W AE AN [ 245 (8] 7 B 1) A4 43 A B e o, X
I, Y) AR B AR B RAE S )2 LIRS P )
Bia % B AR = AVE R 7 v AR g S ik
(LF-NMR) J& — ff 8 I8 1 P H A 3 00 4%
ATz T e A A A 2 LA
R AR B B i R 43 A 47 AE (Dillinger and Esteban,
2014; Tian and Wei, 2020; Chen et al., 2024; Z& &
FEAE,2024) , Ok B 2 1 2 2 R NMR $ R 3F 58
I AE 30 J5 Z2 FL A 0T A A8 B RN A AL 25 R R
Y, 3 F NMR S0 , T LAz & 45 A A E 550 % il G 24
o i rh O AR Y i 3 A (Liu ez al., 20215 Weng
etal., 2021; % %4 ,2025). 43 )2 NMR J7 B GE 8 LA
1o 245 8] 43 B R - B R TR U B I O AR o
1758 M % LB A WA AR E A B G I
WG 43 A, IF 68 18 W 0 JH: 7E B YR VR @il A9 B b Y s 22
B .



2068 HiBR B 27

http://www.earth-science.net

51 %

AW 5T B TE R 5 U 4G 2R Sl R 4 48 b
HHEANB G 5258 5 A R R R R
FH E BE 18] 3% Bk i 4% (SE-SPI) FE 41, 5 & W i A [A]
B I [ R R PR BT R [ ) R N
S o1 73 T | NI % o TRV . B2 PO I
A H kA JG W 2 bz oA 05 m B AR
WEIEHR T 4 b K T5 e N A R A B B4 D TR
il 0 2432 F% B A S AL A% B, O R JE X MR K TS
Y ppis B B AL SRR T H N E S %

LR

1.1 HmEH

FH T 2 w2 9% 03K 1) 22 LA A BE Sy 55 R
J 8 =R R R BT A 4, 4R O 4 300 m, i T HK
B X 1 SRR BURE TR B D 3 3R BLR 50 mm, X
) T 7 = 1 Ry 359 0, oM I A ) B AR R DL
e 1, DCBE AR R 1 R HURE 3 s 1 nT DL b o A A
i o (Sl R A il = I - QU O =
105 “CHEAE T4 12 h s SR 47 IR A%, SR 5 K 4 B
2 mm i J5 85 A A WE S0 il A SR 3k A B
BT T AR W H ARG R A (46 =>99.5% , oK),
AR O R 4 B Rk 1.107 g/mL M
0.799 mPass(20 °C) , & K 1 1% G FL 4R A5 5 7 38 2ok 4%
il Fe R 53 BT AU A HE B AS I, HL SR LA TK .
S T U b 5% SR 1Y 38 RS Lo A AR AR AR SR
FH AL 4 7 OB 23 K15 %) VR K A 7E AN & 4
A0 B RE AR R e A R SO 1) R SRR R K
W) A G LR A5 5, TR X A E R K55,
Mn®" 7] DL BR oK A o SR 0 G R R 1 S
(Chen et al., 2024) , X B R T 4% g 2L 48 53 7 AT
M5 HOok A AR LA, Mn® 58 HLE & 9 A A
7, IR 23 5% A LR A 4 v S 1 st B )
(Hu ez al., 2020). Je ok, 76 Uk Al G 2R 2 F2 b, SR VR 45
JKHYIE e S R Mn® kAR 0 A, A2 xf G
% AR 5 0 HE R B 3 B2 i, PR A Min® " I 7E K
e, A R AT AR A K R B R AR S R AT I
M FR G A S R AR .

R Tl AR AR A AT A R S SR B T
— AN BIRE T AR S AR S R R DU SR 20
CRPAE G ) | R B T2 A i 2= 1 R 4% 25 mm,
o B 44 mm (18] 1a) , REHUEAS B AS 7= A B G L AR 15
SR THRARNEMRRA (I8 HTHZ —H
FREFRE, ISR E W (3.5 mL) TR A A
HE 12 h REKIRA YRR D R E %
BB R IEAT R A B 1R A B 5 W) 4R - R
i, EAEE KR 19.4%.
1.2 KBERE5TE

TS RS % A A SR T B TS A
1+ ERE S R, UL EUR I AR A B SR,
AGEAR (2.5 mL)JG , 5r RFy I 36 7 2% B R 5
TR R A SR I R A R i SRR AR S
B A . 7E R B JE] 18] BR (0. 20,40, 60,90, 120,
180240 F1 300 min) Wi M 58 2K 19 43 )2 % g 2 IR
5, MK 300 min J5 R AR LR LR SUOR GRS B 4R
A, 1200 minJ& , BRI AR &, 508 25 Rl skl
FWH MG (FT 0) 5 Mk &5 1 . HZEE W
B i B R A B I [A) 24 2y 20 min, AN A2 5 AE T
i s B] (8] B P, ELAS B9 rh R i RS B AR
YRR/, BRI 300 min (49 A ¥ I JR] 2 A R
FaE A B BRI 2250 45 B IE i T X — A
B o N A T AR G 0 A b AT R AT A
K (B 1o) , AR B BE (4 h) R &2 o —20 °CL @ik
B B (4 h) il B Sy 2 (29 20 °C) . AR5 X B
AT T TR RAAE I AE H AR R RGP B
1.3.5. 7 %) Ja , i 23 A% ff 3 4 I3 B L LA 0 R
TG UK Bl T AN ] 23 )67 1 14 S8 B dk R0 A

A% G 2 B D 3 el ) 0% 15 45 0 95 M A 03 43 T AX
AT BR A WA 7 AR 3 A% R e R AR A AT A (L
MacroMR12-150H-1) , % i% % 0 4F NMR & 4t 5
KA 5 00T R G0 VL B AR B R 58 (] 1b) NMR %
e AL FE R Sk 2 Bl R AR T RSB R 58 NMR R 48
W) FE TS ECR W (0.304+0.05) T, 4 3k £ 1
B A2 60 mm, $F 44 R 13 MHz, # 1A 80 I8
(3240.01) “CCRA= A Fa € Wt 7). Bl R 5 5y
BT 22 G2 2R S 8 1 ot 742 15F i) 174 D o 0 A5 0, O

®1 AHRAABRFLHELER
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% 6 M

Wk 5 < T O 5 X S 1 R AR FHE BT 0 2071

(M) A% T AR ABWE TR RKEREA B
R 18] B9 28 PR % 0, F P 4 T, A8 B 0~0.375 78
FEL P S TR T A 95 I5F ] 1) 380 522 R e 34 T A
BRI 0.375~0.750 35 Bl P9 G 25 vk 2 i A 98 s i) 114
B S B TR SR AE R ] 40 min J5 , SOE
e B AR Ak e AR /DN 28 B A R R RS L R A
T BB A S AR o AR KA B S AR B S K AR
AR R Z LA T, e g m N s R E ik
FRE, MASGBED P REAIBRERE.A
B AR A T, 0.125~0.250 1 0.250~0.375 1K i (14
W JBE AT, 0.375~0.500 1 0.500~0.750 3 JBE 1) k¢ JiE
T, X ERWEARABGE - EREN ST
Byopqb . ge Ak SRR B Ik B AR R e I L TEA B IR
JE 0~0.375 N £ 4 0.65, 7 0.375~0.750 N 44 K
0.35, 7E B4 J1 i BRI, 500K K 2 B0 /i AE v 8 07
LI E AT LUA R RS TR SR R 3 1 A% Ak
2R W
22 FRBRFTABEARESESHTL
5 25 T AS [R) 5 Rl A9 P A FH I 0 78 AN [ 3
R BE 0 T, A8 Ak, IATEL 5 0T LA Y 5 il A 314
Jei AN TR) 3 1] R B R T 1Y) U T R R U A3 8 R
A AR AR BRI 2 ) o A R A T ks 2L
A TR T RS B K AR K S AR YR ES S S R
(Singh et al., 2011; Yao et al., 2024) , N1 $T 8% T
HREABRERERNZ I, R EE R R K

AAE . n] B A B A R RIS PR 8RR 1S
0~0.125 % B2 & 28 1Y U T AL /)N | 17 0.625~0.750
TR BE 11 0 T BRI o, DXL Ik, AT A A5 T I O 9 B K
SE R TiEE .

OB L) Dl = U o v N e T A e 0 71
JE 27 R UG S 1 52, 25 4 TS [ S ) IR B MU/ M
Wi 5l B B0 A B AR T AL 6 1T LU Y B
& R BTG PR OB 3G N, T IR B 0~0.375 N 1 51
TR FE SR B 3 ) IR BE 0.375~0.750 P 1 51
IRV B S b TR A A S R ARG PR K Bl TR
1932 %% (Fu et al., 2023) , 32 % 3 30k 1 10 3R & 0~
0.375 ek /)N , 3 1) & B 0.375~0.750 4 A, {5 J& A [A]
TR PR 0/ N BEHE I 0 W A — 22 5, HLIXORP 22 S ik
AR R R 3G T AN [ ) R B R Rk
TE N [ VR Rl ARG 8 R B0 ARG T R R il (FT0) B 1) 74
28 0T LLE A [ 3 ] YR R SRR VR B A b R T R
5 AT B U KR %) 1 T 3G 0, AR ] VR Rl PR R BT
SRR AL A AN [A) 2 ) IR E AR I 2
S i LA [ V4 il 4R A S R B A A R AR N
3.51 %, e KA i 24 %6, 33 15t BH 125 fal 0 B %ok G 4
FEAE B ERm HIKS6E )1 AR .

AR AR NBIWIE R Z 0k EE A 5 1) g
FE U IR T FR AT SR L AT o0 1 B A X A
Tob R e SRR A 8 Ak TR R A AR B 2% S X L R
SFNE S FATA AW B F I, AR A R A B T, 3%

s [ 0~0.125

0.47

0 20 40 60

TR 0. 125~0.250 BN0.250~0.375 [ 10.375~0.500
ANERE I 0.500~0.625 [ 0.625~0.750 [Mo0.750-0.875 [ 10.875~1.000

90 120 180 240 300

INT (min)

B4 AR B TR IE SRR B A S I (8] 9 22 4k

Fig.4 Changes of CB concentration at different infiltration depths with infiltration time
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Table 3 Response of the rate of change of CB concentration at different vertical depths to the number of freeze-thaw cycles

ANGETTEIRIN 5
0~0.125(%) 0.125~0.250(%)  0.250~0.375(%)  0.375~0.500(%6)  0.500~0.625(%)  0.625~0.750(%)
FT1 6.36 9.90 3.51 8.79 17.75 4.01
FT3 7.18 11.19 4.40 9.43 18.78 10.26
FT5 7.86 12.67 5.24 10.47 18.16 19.23
FT7 10.06 14.21 6.38 14.73 19.19 23.08

J1 5 R AH R T 25 0E
P.=P, —P., (1)

K (D), P AR I8 A — TR AR A B4, P,
2 A VI VA A R T, P R R AR R T A
WAL NN S - {5 S N 1 BT o 2N ]
5K Ty e 3 WA 1 R RS A DG AE AR B AR o, S e
4 3 1 T LR R Sy 1 A A N

1EK-DNAPL-S =AM F v, 7K 25 P 2 W B 7
Z LA BT UKL 3R T, R )R B L ORL B il — i R
JE T K B (U BR 25 5 7KD) . AT i 9E R BL, Z LA I K
AR, K FEAS b 43 A 7 e /N 9 AL B AR L
by RF L B A ) 43 A % DNAPL il %5 X, (Schroth
et al., 1998) AHXF T 25 1M & , DNAPL I 2 i % Ui
A 43 A 2E BN R LB H T A A A0 AR AR
LB o (Molnar ez al., 2020). R I AE & 7K R 8K 1Y
Z AL B, o 1 R AR S A, K -DNAPL-R =
AR 2 AT DLW A M DNAPL - M MK &, < -
DNAPL 5t [ /Y & 4 77 & 48 5 Hi i (Yao et al.,
2026) . FEARMFF T B B RS 0 &K E R 19.4% ,9F
HEK AR ABZA0k LR E 24 h, R ILARAF 5T
7K -DNAPL- = A& & 7] LI L  DNAPL-
SO R R R T RL b WA 2 T
DNAPL B 1 FE .
231 SEFXHENSTBEERZBTAANG
AAEXARANBEBRP AFRABHRENEREZR D
F AR FL B G5 A8 S A A ], 5 B AE R TR A B TR
J3E 0 A A TR R /N FLBR . BRI, S T A AT B b
163 7~ SR 3 ) 4 () AR FR AL L AR B 0RL B AR A
], B 22 LA T 55 A4k Bkobr HE R AL, fn & 7. G 2R
R ABR RN FZ2E A B E (o Ve) FME
4171 (P WIAE M, Bond BUE — T =W S5, AT
WA Jy 2 v FAE F g R AR g 22 1] R T A
’)va’:mf]‘ , (2)
K (2) i, Ap J2 FOR 5 MY % B 2 (kg/m’) , g /2
(25 9.81m/s”) , L Z4FAF K ORIF 52 35

B():

LB P SR E R EHR) ot XM 5K S (N/m). 7£
AT Y, WAH 1 A EE BD i DNAPL B A6 F0 BE |, 24
DNAPL M % 25 A1 A8 % JE % 22 M )5, th F H e
DNAPL A £ (152 J7 V- , Bond FA7538 ] .

A BT, BV [ AB T B SR v s 78 A W] b
BB BE, 7E A B IR E 0~0.125. 0.125~0.250 K&
0.250~0.375 3t Bl P, G 28 119 Ve B8 4 vy (AN Il 7a) , A
N7 SR T VR AL o A b SR A X S TR B T
Z W B 55, H R, B Bond 80K T 1,
FIR SR ) T iz B, i O B 3 T LA H R
TR B, SRR A I M R R R, 3 AT R T AR
JT 3% R H B ) 0N B A SRR R (A A
JE ) R W8/ SR T 32 0 B A T3S0 (Fu er al.,
2023) , B S1 08/, P BT, AR I ) A2 7K
S FH XS L PR A K B E) 60 min J& L AN R ACB
TR BE 1 SR W B AR ARV AR /N FE A B TR 0.375~
0.500,0.500~0.625 & 0.625~0.750 3 [l N , & 2K 1Y
W FE AR (& 7b) X A AEIE T AR 46 R0 RE SR BT
Z MBS 5, G, B Bond U0 T 1, &S
BEAER L BRI FE R, H Ik 0.375~0.750 A
B R B U R G SR TR R R T, R AR B 2 SR
W CHRL R EE ) AN TR 38 o, S0 BT 32 149 6 4l 7 k)
I, W B O, SR ] 32 ) 3K B AR X

-1
232 ERMERHTEEXTERESBTANSH K

A B LB A RE RS G X T 2 M IR E 0~0.125,
0.125~0.250 & 0.250~0.375 19 & + 52 B K 18 7 45
B, fE 5 o /0N L BORD 2 = 0k 3 T A 2K A 2B AR
A5 S BFL B KN /N (B 8) |, DT {6 75 L B o S
B4 A0 T RE 88, B A% B9 B 41 1 ik /s (Wang ez al.,
2021;Fu et al., 2023). WL A, 18 VR 45 i 72 h &R
Z BN TR S (P BYAE T, 8 51 2 2 ) IR
0~0.375 My @AM &, Z B TRE55 5 R i@
K, IR AZ T g T, @R AW T is %
X F # A W O 0.375~0.500. 0.500~0.625 K&

0.625~0.750 14 Zh £ = Jr & &R (19 19 A0 B, i
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Fig.7 Force model diagram of CB at different concentra-

tions during infiltration
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Fig.8 Force model diagram of CB at different concentra-

tions during freezing process
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0~0.375 A SR MR BE U /1N, 0.375~0.750 By & 78 W i
Baohn, Rk ml A T @R B TR IiEE

3 258

(DS REMFEZMT BB A A A
BWEDEARKEN AR ELZES ARAR
1) 5 7RO 1 A 10 R0 G 2 7E B R Y B TE] PN A
FasE R A, AB A T 0~0.125 T Ji i 502K Wk ¥ fit
K. HE AB BB, AB IR 0~0.375 5 [l
P R TR B R R R A B IR 0.375~0.750
RN RN A R S oA <K S N EIAN 27 )
TR JEE 11 AR A I 2 S TR R

(D) FEE LR P TR ESE N4, B
+ 0~0.375 2 ] ¥R BE R & AR FRIRGE RS L Bl TR

Tl PR U 3G 0, 1 1) R BE 0~0.375 N (1 SR ik
LR R 3 ) R B 0.375~0.750 P Y 582K e
BE S b T B VR R A OK B SR 1 T s B8 A
AR LT E RN AR s A & L FH
M), {E 5K 55 6l 3 A7 B, AS [] V4 ml 0 B I R ik B AR
bR B /I R 3.51 %, B R Rt 24 %0

(B ARABMGMIER TR T, EHM ) H )
FUR S5 75 5 R 71 19 HH B4R 45 1 3 50K 76 K [R) 1
R A3 B8 . A B I 0~0.375 8 B ) Bond Bk
FTIRFEARM TiEH  HEAR T ZEMNHEE
135 B . R4k A A v 2 ) TR B 0~0.375 N B4
T3 /N DA B 5 45 % 5 R 0 0 7 A A SR gk 2
] N2 8%, % T AR A EE 19 0.375~0.750 TR BE , M
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