Contents lists available at ScienceDirect

Engineering

&5

ELSEVIER

journal homepage: www.elsevier.com/locate/eng

Research Environmental Engineering—Article

20 FRERGIARERE LIRS INFIRRE T
SEREME* SRR, SKECRR® , ARG | DRAAR, Paakaide e

2 Key Laboratory of Water and Sediment Sciences of Ministry of Fducation & State Key Laboratory of Water Environment Simulation, School of Environment, Beijing Normal University,
Beijing 100875, China

b Laboratory for Earth Surface Processes, College of Urban and Environmental Sciences, Peking University, Beijing 100871, China

¢ Key Laboratory for City Cluster Environmental Safety and Green Development of the Ministry of Education, Institute of Environmental and Ecological Engineering, Guangdong University
of Technology, Guangzhou 510006, China

ARTICLE INFO HE

Article history:

Received 13 May 2021

Revised 7 November 2021
Accepted 15 November 2021
Available online 26 February 2022

LAk, B e DU A A Tk Ak 1 [RT B, 26 RS589 5 Yy e Jr it 7 ERS3 7. 4RI, IX s 4
P e U B 305 45 40 T ) 6t 398 v 5 e A BB (R S 1 R A BIR AT M Rk . 2 IR55 48 (PAHS) ¥4 Yo fE 4
BRI P 5]k G, H PAHs HECS e IR S5 M4 oo DRI, FRATTHE I [ A 95 45 440 () 81 88 AT i 2 ARG
+IE R PAHS (S & A T IRIFIX %, FeAIT T 2008 4E A1 2019 4E7E JL 5T 544N iAo 5 R 4 7 IRt
Wi, AT T 38 E IR OR 9 B (US EPAD 4 1) 16 P41t 44 PAHs A6 & 1) (3 PAHS) VR FE , IR IR T3l 2%
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JURIE R Y 2R IE, IFTF 2011 SRR IK[14-21], AHR
M, 53k E BCO K2 [a] TEAR 2% 19 B HE AN R Y P il
T 95 151 I\ 1982 4F 1) 9290 (£4300) 1] 4% /> &5 2015 4[] 3500
(£1500)B1[22]. [RIFE BT 2 A0 PR R} R0 ¥ v R e f s ok
PR, AEARRVE B A R IE RS AMBRY) (PM, ) —
SEALBR . RRRRFI R 1Y) B B TR P Y 35 T P [23-24]

TR 2 A O N 21 2 T 10~20 4 [H R
1% 22 A 1 B AT 2 —[25]. BRI I KRB AR Y
[26], [ S RIHb 5 358 1 25 A0 W I B T e A5 271
[E % Bt T 2016 FEEI R (335 YeBhia T shit &) [28], I
GRS V2 R AR, IR A [ M it xo) 3  Hp EE EE
IR FE R 520 1 AR AT BRI 24k

R e A SR R R — AT B, AN RRIR S5 A
R RAEBRR R TR S S, W] LAYE/D PAHS FHE
Ji[22], PAHs il AF7E T2 K. LIEFMGIARD G IR
BEA B H[29-31], A& 4t 5 oy i E sl Je[32-34]
T HABESUR. SRS RAEH[31-37], PAHs #
WK ARS8 (R A BT R4 B (US EPAY N SEi5 4.
T PAHs B A5 m i K, 43582 PAHSs (1) 55 2 [38]. [l
b, FRATTHE D B 5] B8 5 25 44 1 B 1T g 2 PR AIK L PAHS
HafEns == o8

ISR —AR 5, AT SCHR T 2 % 7575 D\ Web
of Science (WoS) A H1[E &1 (CNKID P54 E 48 22 ol 52
HAE 7L 20 IR E % 2 3% PAHs (O I BcdE . DUR
ZRERXRZE LEP 2GRN 200, RACHESIHT
326 A R FL, X 1704 ARAE UG Bk AT T8, 7
M7 R E LI 25 R A AR, AR T XN
Y=ol (GRP) FIN DS AR LS &5
R0 2 TS RIS . BEJR, Z0#r 1 — b iRy [X g
GL7 X SRS iR . PR = i i) A4y
Xt 48 f PAHs W FETE IS 2L HAE AR 4k . b4, i
2008 4 A1 2019 4 - 338 5 R AF A 70 A X b s b X 35
PAHSs [1A84Y,, 43 #7133 PAHS ¥ B FISR U5 28 4k 5 [ 52 R s
CERPHEEOC R, WS R RIS MR A B it
JE7R o

2. 7k

2.1. i 22 20 4= [ 35 PAHs IR FZ Bl U 4E
TEARWF A, K H SCRTH & AR 4= (8 123 PAHs 3k
BEREHE . 7F WoS FII CNKI 38 2% J¢ 4845 “China” “Soil”

T http://www.gpsspg.com/maps.htm.
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A “PAH”, 4% 2000—2020 (1] & % 1) SCik. M SCHR A+
RAFHIH bR S B AFERFERT A SRAERL S0 SRR s 13-
-2 5325, RFERMAAE. REERE (0~30 cm; V41
SR A SRR R EE . RS R,
iR FH SR DA K € [ EPA £25il 1Y) 16 Fh 4% PAHS IS0k B2
MIEFA AR . IRAILIRIGA RS E IR 326 5, X
BT 1704 D KAE SIS B, AR S MG R L
It 3¢ A A7 #) Dataset S1.

JARAE B (A R AN A R, TR R R B SOk
AT . R R e, R EAREM, B
W, N TR —ANHL X 1) SR PAHS W IKSE, RGBT
MV X RT3 B 24 BT P 7 B S et . Lk, Bk
PN T EE HLEE AT RO, PAHS (20 #r 5 22 v 12 2 BURL Y
LA A BIAR AL 77239, ALFE SR 08 iy OB A i
% (HPLC) FISAHEIE-R L (GC/MS).

AW TR A7 VA R AR AR DI S 5t
RHEHCRAE SRR 2 AR R L B AR bR, T B3R )
TiEARAG H R AL R s QI i 44 R S 7 3k 15 Hh R AL BR [40].
TEIXFME DL, GPSspg’ FH T IRIBURFE sS4 A

2.2, 3 10 43R AL B LR FER 2 3875 12 40 Hr

2008 FFH1 2019 FEAEAL HURAE T3, RAFF ST
B Ak, PSSR, R SR AR A
Pel FE B L 20 X PRI AR P R AR A b X ) A FE R sy L ) = o
MR AL, X EERAFE R AT REAEIL I 50 70 A . 2008 4F
JRER LRS54 GREEN0~30 cm; TEILFH SR A,
Hr, RA35A. WX A i 104, REREN RK
(GPS) FH T &A1 iX LR AE s o FRATTT 2019 5545 2008 -1
FUHRFE AT TSR, B TR RAE S S AR
M —E AN, FRATEAA CRFAE 25U BBl 0 LR F 2R R
Ak, FJEHREE T 1084 B FE M .

TIEFERERR (L25°0) FAT, Al 2 mm
i R AR A A . TARE S, IR 2T
(Vario El, Elementar Analysensysteme GmbH, #&[E) 4 #1
HIEFES BN (TOC) FIERE (BC) [41].

N T 4y #r 35 [H EPA L% 11 16 B PAHs tb & W[ %%
(Nap). J& (Acy). J& (Ace). %j (Flu). FE (Phe). M
(Ant). %K H (Fla). B (Pyr). #KIF[a]¥ (BaA). Ef
(Chr). ZEIF[p]HE (BbF). KIf[k]%HE (BKF). I
[a]t (BaP). Bijf[1,2,3-cd]té nd). =2 I [a,h]
(DahA) F# I [g,h,i)E (BghiP) 1, n5eai w78 b frik
HEAT AT AL BE[42-43], ¥4 LI RE S E X RIS R 2 S5 PR,
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ISR AC PAHs (Nap-d8. Ace-d10. Phe-d10. Chr-d12 fil
Pyr-d12) N ESEFR 7R, R F I 77 [ e/ — &
B, L1 (VIR ZEBURCR e 2 kA0SR, Raid
AR/ AR S BOE A 101 S & R ke (7
V) Belte BELE— PR GE B BRAAEF 500 pL, A
PR IA] = IR J5 AT AR AT

16 Fiflt 2 PAHs fif F| Varian 3800 gas chromatography-
4000 ion trap mass spectrometry (GC/MS) & 4t (Varian,
USA) AT E®, 1% R SH % T Varian FactorFour™ /5
P51 VF-5 ms BAIE #[30.00 m x 0.25 mm (ELf5), JEJE
0.25 wm] [43].

16 PAHs W R IE 4G (5~2000 pg-L™) AKX R
BOIRT0.99. L3 16 Fh PAHSs 1975V B A 79.8%~
102.0%, 434 7Rl B (LOD) 24 0.12~0.80 ng- g
AN, B0 M FEMIKRIKSITREF T H, KIT AR
(1) PAHSs ¥ JE X T A MR « 16 Fh PAHS 1) SR E R R A
3 «PAHs. AEHRELLFI TOC Bk #E A4 PAHSs W 2 73 il 3 7~ N
ng-g'THE (dw) Fflpg-g' TOC,

2.3. HiEab

K FH BARE AR K-S K236 20 T PAHSs B8 2 75 75 & IE &4y
i, K H Mann-Whitney Ut 5 73 #r A~ [7] 25 [8] PAHs ¥4 & 52
BHRERZEES, BB EEMEKFIEEN005. X
3. PAHs ¥ 5 5 B A b [X G 7 {2 1] (R AH DG P AT JR 264
DM EARWIFH, 13 B Microsoft Office Excel 2016 #:4T
BRI ST, K SPSS 20.0 it #/F (IBM, ZE[E)
HATEE T, R (S B R R ArcGIS 10.2 (Esri
EED LS aAmE, A E TR R 2 BRI
a3 B34 OriginPro 9.1 (OriginLab, JE[E).

2.4. PAHs J5fEHT

PAH ¥i{Kk L3, {045 Fla/(Pyr+Fla) Al Ant/(Phe+Ant),
i F TR 5 L PAHS BSRIE[44]. FR 4 Yunker 5545142
HU ) PAH AR EL 1 JE U, Ant/(Phe+Ant) ELAE/NT-0.10 38
WA AR, T EGE R T 0.10 R B BRBE IR & AR
o A SKUE ) Fla/(Pyr+Fla) b 24K T 0.40,  0.40~0.50 2
() 1) BL 22 R W R VAR A A AR CZER R I AT D AR
MM EEZE KT 0.50 MR BRI EL . AR EURBARE

3. £R 51118

3.1. 1 [E 3% PAHS 1173 [7] 40 A
HF2001—2019 F4= B W UCERM G, B (@

JE/n T -4 PAHs R EIREE . IESKIRAERRY, AFH
K FE 5 A PAHS ¥R B (S, PAHS) Il M K 8 1E 25 9 A
(@=0.05) (FZSIMES2; MxATMESIAMESD, &
A SCHRARIE & FhEREE A 5T R TR TS R R 2 75 G X Fh oy
Hi[46-47]. K, PAHs ¥ 7 B 5 2 1H LA LA 2 A1
JUMAT AR v 2 % . R4 2001—2019 £E W42 1)+ 3 804
> PAHs JL V-3 FE N 336 [95% EAF X[ (CD, 219 ~
454 ng-g' dw (n = 1704)], 3 ,PAHs A VK E N 874
(95% CI, 759~990ng-g' dw).

358 o 16 Ff PAHs AR (R 9R FE 0% DA R B4R 4 36>
S5IA>3>6 FA>2 A PAHs [ 1 (b) ], 2~33F. 43, 5~
6 31 PAHs 73 il 15 PAHs & & 1¥] 28%. 35% F137%, X 5K
[ PAHS HHFBC AN, L HRTBOR S G451 53 7008 70%
19% 1 11% [48]. 5 PAHs HEt i &k /0 L, & 70+ &
(HMW) PAHs7E 13 PAHs 4P 1) A7 ELEE K. I fh 22 57
Je ANE 2 3055 1 2 1) R B AL 2 1 o 22 e BT B e . Sk
Hs ko7& (LMW) 2% 55K, RS+ 5
KA M, My TRZH T RLZ E LT R
W, NG REAR[49]. TR E 3 I 90% [ PAHS £t
i SR RS R 1) TR DU R[50, IR 3R 2 F 4 e
HMW PAHSs JIt i B9 H 43 b i T HAE PAHS HR i 26 1 i i
NE .

DAHA S 2e Xl 4, o B AR SR X i P Ik, N 2
£, MEHMX K KRKE, NOFD. R LHEHm
3 PAHs WK B2 (LR34 1H 9 889 ng-g ' 95% CI, 767~
1011 ng-g™' dw) @ TPUHE LI CGEARFIE 472 ng g '
95% CI, 341~604 ng-g' dw) [ 1 (¢) ]. Lt4h, PAHs &
WREE Soi . RA . 2 DXCRIIR T - [P B 2 R
(p<0.01), FHIIR -0 X ARASBEE T F. s L33
PAHs iR fie 1, N 861 (95% CI, 784~938 ng-g ' dw) ,
HUGE A IX -3 P ) 542 (95% CI, 468~616 ng-g ™' dw),
FAT 33 362 (95% CI, 304~420 ng-g ' dw), T H
M~ 581 (95%CI 4.3~7.3ng-g ' dw) [F1 (D) ].

PRV IR I T R A (A A SR SR EN R 2R, A3 #iT
THEZH TR R G SRFR R WM. WE?2
(a) M APES3 fr, LIS PAHs, &0 T &
PAHs (JUZI/NFA) MUK 58 PAHs (3| =) KAL)
B 548 A A BRIEYH e R s w0, SR AR IR
PR IR 2RI R ER R A, REL
BEAZHIR. Sa TREZHTRAMLS TEEZHITRIK
[ 5 AL A X A 7= Bl (GRP) Z R FF&FF L) R
BB (KRB A =05D [KE2 (b) AE S3].
PAHSs % & & S Bt S T B GRP [ 38 I 384 im, (24 5
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Nationwide Eastern Western

Background Rural Subruban Urban

(c) (d)

El1l. (a) 2001—2019 4 [H 3% PAHs 192853 A s (b) % PAH SRR (o) AFMFEXEY | PAHSWREELLH: (D) ASFZEALRAE S
B W A TR AR N VMR R SR KB 73 R AR T P X A 7y 2, B3 SRR S VA5 S L Dataset S1.

AL A GRP IE B — 2 K F I, PAHs i E#a T Fha. Jb
R REAL T TSI, EHER LIS A0, dbst.
T AR R SOR T . LIRS R RES
48 T LA THT AR Tl P A 2 R A AR A BL I 6 R [ 2
() Jo EFE—NIFEA R ZIRERBEE W, BEA5 AL R4S
P B R R AR 4, U A PRI K B — KPR,
PAHs [ HE & A 23 8 25 GRP A1 Tl == A5 (14 38 Jin g 38
HEoW.

UbAh, PAHs IR Bl N CV% FE (1 34 nm 3 m, {5
ENOEFEEE— K PEETFRE2 (D ] X&H
R IESE T EE 4 B N D35 . GRP A DAL 7 {5
B . IR FIE R, IR IRIR R X SR
NIHENF IR . thA — SRR, AEARXH R 5T
X3, N VRT3 A 7 Al b TOC B A fif B 1- 3 PAHS IR
JE I X3 2 5 [51-53]

3.2, 31 20 4F R A [E T3 2 305 R AR AL

N YRR ST 4s E VS A 4% PAHS WK FE AR AL, R SR
FEAFE A SCHRUSCEE (1 5048 20 4 B (2001—2005 4
2006—2010 4%, 2011—20154FF12016—20194F), KILFK
JZ 35 S, PAHSs SRR EE 2 NS, M 2001—2005
£E 11905 ng- g™ dw T[4 £ 2006-2010 4E ] 679 ng- g™ dw-
2011—2015 4F f) 596 ng-g' dw, F 3| 2016—2017 4 K
517 ng-g' dw [ 3 (a) 1. BE4b, X 2001—2005 5 5

2011—2015 FEAII T < 40 X ANAR AT -39 v PAHs 9 FE (1) LE
BORIIEI3 (b) 1, IR TT 438 1) PAHSs “F- 33 2 A 2001—
2005 41 1372 ng- g ' dw FPE#]2011—2015 41 1131 ng-
g ! dw, A X 38 0 2R B A 2001—2005 4 H 7] 1
640 ng-g ' dw FP&F]2011—2015 £ [8] (1) 474 ng-g ' dw,
A HF = 358 1) 7 B9 FE N 2001—2005 4 3 18] (1) 404 ng-g !
dw FF&F]2011—2015 41 345 ng-g ' dw.

BN, AR TR BT TR T Dol B A Bk
AW AN X, B “2001—2005 4F 7 &
“2011—2015 4" MFIR T ZBXARAFS K )= L5 PAHS
WAL 3 (©) ~ (&) 1o IX=ANIX KA S AEIX
PRSI (] B B ARSI T M EE B E AR (SR A
IS4 ZBIX (Htsk AFHHIEISS) FIRMFEAR (st A
HES6) 1. g R, FEFIRTHRE LER T
3 PAHs ¥ £ )\ 2001—2005 4F /1) 1527 ng-g ™' dw | [% F
2011—20154E ) 1206 ng-g ' dw, 3L T Tk I A
X AL EE 2] T A F AR, Fi, 2001—2005 4 Bk =
FAITTRERR X AR A L3R S, PAHS 199 5 ] &2 = 1 2011
—20154 (p<0.01). ZRMMI, M 2001—2005 4% 2011—
20154, 307 T J i A0 DXRI R = A 38 T 3 X 1) PAHEs
WEERSH 7t

3.3. 120 5K 4 [ 4 3% PAHs < B AR A0 H Ji K]
2 I J (K N ANl P R R R 2T R
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(c)

(d)

B 2. 3 PAHs K 5 A B A BRI FERE (@) AL AR XA S fH (GRP) (b LA Tk ™ (o) M () Z RIRIAR SR
AR BB ISR, R 2001—2019 4FUARA0 1% S | PAHS RSP (20 FIRifELR (SEs; error bars) BEAT /T ALARFRALA LR,

WRE . WA TGy, RAUTRE 2 L33 PAHSs (1 3
B ONR12[43]. LIEPAHs KM iR A IR K . %
fift . HE B RO RAR A ZE FE [54-55], X EEIR R SRR
. UL, SRR LI PAHs & & . 5k
A — IO 7R B, R AR RE GRE 2.5 °C) Al LA
Ik %8 PAHSs 1) % ok B, I R RE A 5 [ b 2 v g B
AN PAHs K J5 P 2 B A 6% [56]. i 2 20 43 B <R
TE2)0.40 °C [57]; [RIL, AZHE XS 1 3% PAHS (1 5% 0 7] g
ANE6%. M 2001—2005 4 (905 ng-g ' dw) F|2016—
20174 (517 ng-g ' dw), FR[E +458 PAHs B BT %
2)43% (K 3), SAFAZHEXT PAHs IR R, ZREVH
S5 14 520 1Y) PAHs KT P A2 Ak, A2 1 £ 138 PAHSs A2 K1)
FEERA .

E4AEVEE N, Ant/(Ant + Phe) EL AR A 2001—2005 4E
HATE] 19 0.173  (95% CI, 0.147~0.199) ¥ jin ] 2011—2015
SEIATAI10.252 (95% CI, 0.219~0.285), i Fla/(Fla + Pyr)
Eb {8 M 0.556 (95% CI, 0.542~0.570) W& {38 fin %1 0.570

(95% CI, 0.543~0.596) (s AFHIEIST) . X —& L%
W, A AR — R 13 PAHs (¥ 2 Bk JR . REFFAN
RS ARV RSB I HE SR TR TR, Bln, R
B 16 Bl PAHs B9 HETCE 7 (BF) YU A 6.25~
253 mg-kg " [58], i A FF A SERABE (1 2 HE i B 43 il
N 23.6~142 mg-kg ' Fl 12.7~86.7 mg-kg ™' [59]. WIFf =% A
T EIS8 FiaR, LR, EAEEEN, BRAA
TR Be R REVRTH AR LU B B3 R R, i RAR A — Ik L 5%
TEIEBEVR I LB — BEAE B TE. AR HL, PAHS fHERCE K
KR/, 2007 4E f [ PAHs & HEBCR Al 124 106 000 t
[16], 1HF]2016 EyE /b E£4132 720 t [60]. R, FEF
JZ 458 PAHSs (13 BE £ Ik 25 L4 v i o AR AN A il A
0% RS FE LLAT 1 T B AN Vil R Ut L A8 1 88 o vy 52 B o
BEH (E . R X, W b SCHER L 7 Tk SR
A DCRIER = 3 BEI X, 13 PAHSs BS A5 3 vl 68t 5
(X 358 28 5 DR B VR 25 1 TR R R AR AL BT 5 35
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3.4, 3 10 5t TR 2 5 Rk AR AL

e — P RGIEIT 20 45K Ax [V [ P 13 PAHSs < FE [
] K e Yt 225 A TR B 1) T Bk s, 3 I AE 2008 412019 4
X 54 AE B R A AT EE R E S (@ ] db
S PAHs T #41 &E M 2008 4111 22.7 pg-g™ TOC (95% CI,
15.1~30.3) & 3% T & £ 2019 4117 10.0 pg-g™' TOC (95%
Cl, 6.5~13.5) [p < 0.01, K5 (b) ], BFIKZ56%. LL4b,
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