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Research progress on detection methods of paraquat in plant-derived foods
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ABSTRACT: Paraquat is a kind of herbicide with rapid inactivating action, with poisoning and systemic action, with good
herbicidal effect, coupled with economic availability, it is widely used in the field of agricultural plant protection. However,
the misuse and irrational use of paraquat has occurred from time to time, causing certain harm to food safety and the
environment, and the Ministry of Agriculture and Rural Development has banned the use of this herbicide in the
announcement. In view of its high polarity, poor volatility and instability under ultraviolet light, paraquat is difficult to be
detected by instrumentation. In addition, paraquat has low residue levels in foods of plant origin, and trace detection are
often required. In order to address the above difficulties and key technical problems, this paper summarized the current
research status of paraquat residue detection methods through comprehensive analysis of domestic and international

literature, summarized and prospected the advantages and disadvantages of the existing analytical methods and the
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development trend, and provided references for the development of simple, rapid and accurate new technologies and

methods, so as to provide a technical basis for the safety research of paraquat in food of plant origin.

KEY WORDS: paraquat; plant-derived foods; detection method; pretreatment
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A A (paraquat) & F 5% I 9 11462 Tk A3 BRZA ]
& ARG P PE AR BRI [ 1962 4FELK, B
130 ZAEFE M, KHHAARE | R 405514,
R, BN RERUNRIED MRS R R 2.
SR R T B RGN & B R R L A B i 2 A, S
M A AR T — MR . BT Rk B B R R
2 T R e L BB 005 LA B e M S
PR - FLE A 5% 58 1T A5 1 4 2% AR08 47 R R S0 A7
FE—E W OCIRPY, T B A RS R e, R TR
HLIEH H ARSI 12 #P R, B4 30 20 EZK
FH DX A, L S 5 A8 1 A R R AR A5 1745 45
2445 5 269 SHARESR, H 201447 A 1 Hilg, B A E
FKRFIBE A =R a] | 45 kA, PR R R 2 A P Al Ak
W OEEAME RS, ARt AR, 2016 457 A 1 HS
IE/KFRIZE E PR BRI . B FOR P R IS 2018
4E 9 [ 25 HE, ATHEAES B ICESE, A 2020 4F

=1

9 F 26 HEEE I EEA IR AN E . .
EPRE kI Z 2 B . EE . HAMKEZE
SRR DONERER I VS PN A S A NGB IWA R
A&, EHNIMRERE B ILE 1, GB 2763—2021 (&
WA GARE B PR 2 R RBR B B A ) X EAG Y
R EIRE N 0.05~2.00 mg/kg, HEF AT I E
MZBREL AT, B E T 2B ARFRME, Gl SN/T
2093—2014 { H DA Py 5 PE B b A RS FIRL Ak B
HAME A G35/ BTiE ik ). SN/T 4698—2016¢ 1
PR G B B AR $7 2 56157k ). HI 914—2017 (OK 5
TR R A SR 0 T A A R - v A RS )
T/SQIA 001—2022 B 3K H v i HEA (1 P sl e A
S JEHTE ). DB42/T 1790—2021 {7k A Bk FIf AL
PRAGIE WORH EE ER I BT ) SEbnfl, FUAG R 2.
H RO A AR, MR IR 4, T E
W | RS & LA R T SR AR i g, I LR BB
AR IR RS, R . R Ped A
AT AT R T R R

RISMRAE IR E ELE

Table 1 Comparison of standard limits at home and abroad

B Bt KR B P /(mg/kg)

[l P S i
& LR G Bk, KR [ et

I 0.03~0.50 0.05~2.00 0.05~0.10 0.05 0.2
[ BB it s 1 0.03~0.50 0.10~2.00 0.01~0.02 0.05 0.2

) 0.02~0.05 0.02~0.05 0.02~0.05 0.02 0.05

H A4 0.02~0.50 2 0.01~0.10 0.05 0.2

FH 0.05~0.10 2 0.05~0.25 0.05 —

T —RR T, 3R 2 [7,
x2 EURMERTEERREERENE
Table 2 Inspection standards of paraquat herbicide residues in plant-derived foods
L2 LioRllpR7S I YL A i R
WA (3% - BT/ BT 5 (liquid B
SN/T 0293—2014 chromatography-tanderm mass 1B . FH. ACR, B 0.01 mg/kg
spectrometry, LC-MS/MS)
SN/T 4698—2016 LSBT 27 KA B 0.01 mg/kg
[P A 5 - v A i 1
HJ 914—2017 (solid-phase extraction-high Ik _
performance liquid chromatographhy,
SPE-HPLC)
TR 4 G 2 A 12
T/SQIA 001—2022 (goldimmunochromatographic assay, VI SN -
GICA)
DB42/T 1790—2021 LC-MS/MS K 2~3 ng/L
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FH15E

AR SR G A i DAL BEFIRS: D B AR PS5 T, ZRiR T
H AR R Mk, A R SR B T T A Y
DLk s, SR . RN E R IR %S R B R
LS R E R —E S %

1 ‘IR X

T EAG AR, TEAR IR A AR ROR, RK
PP P AR 1 PR P g S BB 50 o L i 7T e o P P iy 4k 2
T AW ZE IR . SPE | AT AR AR TR FIRR R AR 24 PR 42 B
#:(quick polar pesticides extraction method, QuPPe),
1.1 E-RERE

- ZE OS2 — i I A3 B R, TR TRV 5
ZI 2RI, DOARHRA S M E W, PR
WK B R BRI, S5 At S0 S AR
PE L BRI IS P24 . NEEDHAM 2038 17— Fh 6
IR JBRAE P S RGP HPLC 5. 8] 6 mol/L EhFe/k i
WK FEAS TP Y T REAR SR I R, RS S0 / 5 TR B TR
B AR BR AR AT, AR R 90%~97%.
M TR A IR A AR, HLA FEAGTE L T b R AT,
FICA /e D TR B4 P R R A I S
12 SRR

TR -VBUARZE B3 R /0 B VR AR 1 1 S ZE BRI >k 43 5 H
WG, AR -IRAE R UG, e A LA RIERED, H
J2 A LU b PR 21 23 RO R AL BE R . RASHIDIPOUR
S5 UV g N7 7 B - WA B (salting-out  liquid-liquid
extraction, SALLE) 1 Jz AH 43 8t ¥ - & % # W &
(reversed-phase dispersive liquid-liquid microextraction,
RP-DLLME )l & R 58 FI £ i FE 5 v i B0l 008 0 12, 3d
1l SALLE '/ SN A HE L, $A)5 %A RP-DLLME
W FRA RS, TR IR, N SR
A GE B R ORE W b | BRSO I E
RAHIMI-KAKAVANDI S5Vl i = Z e K i & 1
DG 8 SR KAV R S IBURE A v A 7T R
13 EHREECE

SPE 1] FF 5 % P 0 0 5 5 4 YA €385 43 18
0 DO = VTN i s o SN L A O R A oY e WS ORT B R 1
LACREG R v I, BRAERRT AR, A mEaE g, Tz N
T A AL T EEGU, PSR AS R S A I B A3 53 o
FH Al B B 09 ZE IO AT & 5 1) BH S 38 3t
I Crg b FIAED) SEAKCERRIR AR, BHES T o2 it b i
HORHE F SRR G IR ER | RIRERSE, 1E—E A TR
FEA 53, AR AL IR A e . R ELFY
o Bifaege! Ml PCX 3 BH B 38 o/ IV X5 v 1
FORGHEATEAL, MASE R 0.004 mg/kg, ARXTHRIE 2=

(relative standard deviation, RSD)7E 0.7%~8.0% 2 [a] .

1.4 #E5EEBZERCE

WG F A BUE—Fh A HLE) SPE HiAR, i FRE M sk ol
TEPEALATRME R BRI 3L 5, 54548 SPE Ak, HATHE
BT I AL ICRE ) FIZE UK, FE A BRI 43 s R A
B E ok L MR . SHA 25020 Fes0,@SiO, 44K ki
AR Ry il T AR AR BBGR), 5 W B A R SR 1) 7 A
FAL B RIBLIR ML R TR
1.5 fTEE

A1 A Al — PR FH Ak 2% AR 400 Ak G 2 bk JL 240
A G RE, 52 A WAl 2 A0 AR Bk 1
i A vk, JUITE FH PR AR v . 59k ot T
HERMAEY . T EEMTE, Rk rkbs
Y1, RiA AL REE K RO rp (R P SR A B ARk oA M Bl
RN, AR RS TR, LAMET 20
i F NaBH, 385 E FA, R RIS A DI = 2 1
A H RN e BRI FE 0.06~0.13 pg/L il 0.2~0.3 pg/L
TN, FICETE 90.9%~92.4% 2 [0], GAO 4551 5 (i
IXFR A ) (NaBH,-NiCL)IE 5 1 BEAS, SR AT [ AR A
L, FEICRAE 94%~100.34%22 [6]
1.6 HRMERAREREUE

QuPPe 72 i B 2R 7 o S 56 28k 1Y) v e 1k A 24 B
BRI 5%, Z O R ARV 1%ER R P I RS DA A
P UR R PR B SRS Bk R & LR U
HEYDEBRECK!" Vi FIAL i) QuPPe Jy 36 I K & i) B
AR RS, AUALFRM R, Rl 0.008 mg/kg. i
o FH I BE-0.5 mol/L b R I Vi 42 RGHE S /K S v 1)/ B,
[ P fuff P PR 32 R 66 T DC P Y 28 2 1, 36 P T KRB K
SR it e B T 38 A BT RS AR R AE A
DA b REAG X% A Y, A QuPPe ik
KRR Ak B AR IR, DTVE T340 2 S A At 24 i, [
Al QUEChERS ¥ H i) 43 B EI AH A B (dispersive solid
phase extarction, dSPE)it— 5 fb T & 243k it W il 4= i,
SCPRAG R B RE A AR I . KACZYNSKIP R A o | A9
QuPPe ¥ F1 QUEChERS &5 SR/ /NE . 50, VRS
B FAl, MR PP T Cig. florisil, A1 S8 kiR
FERBERAA BRI 5 PP Bk /N | BRI
BT . BRAR T AR S R A T8, B R R TE
64%~97%JLIE N

2 WMEE

2.1 ik
2.1.1 FHagmeE it
HPLC 7EAIN A BAG R B, B HALfbF 451
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N(CpH N, B TR E I AW . Rl HBE a4k
LA, e A A AR IR AR A RRIE SR R s, A
TNAZFEIR, I, BRI, MMl LAR3ETE HPLC A
2 E A JRASHIDIPOUR 704 SALLE 5 RP-DLLME
FASSE, 16 257 nm AN SR BA,, A6 HH BRAE fBR
4351 0.0001 mg/kg F1 0.0005 mg/kg, RSD 4 3.5%~7.5%,
JE BRIV S AMG I ZRTE 259 nm A6 £ 1 b i
A, WAEERRE A 0.001 mg/kg, RSD A 1.23%~3.90%,
HPLC J k4R 5, FIMELr, Ao PR, XA i
AR TR AT — R Y R AR
212 BFé&#x

B F 0% B 5461722 (ion chromatography conductivity,
IC-CD)LTATAE, MAFAS T i [ 8 T3S e At B, A A B
B S REEM F SR A R A EAEH, S
PG A B F Ao s . B AECE 1 A I il H bR s
ASTHTRESEAT A0, R il 2 2 vt Hh A i B R
ARZGHR W R 0.0003 mg/kg, RSD /MT 10.1%.
22 BIE-FEEKAE

AR, FTiEA  eaal, Homeah k. R R
B AL A0 A A I 35 T A2 24 A IR PR i, S SIS,
WREMER M E PE R E L. H RITE B REAR R Iy 1 2 hiy T
By €8 5 - T R R B A R RO 38 - BT Ik (gas
chromatography-mass spectrometry, GC-MS) ., J AH& A (41
- JB % 9 A1 S K A A 8 3% - 5 3% 7% (hydrophilic interaction
chromatogrophy-mass spectrometry, HILIC-MS),
22,1 AAE -k

GC-MS & 385 F1 ST 25 Gl R i EOoR, JH T 40
RGP A FE G, [RIA B g 4y i 43 Bk R0 BT 1S 1)
FRE R By RS N A AR TR
LSRR B T BEAN ) GC-MS BT 1, KR
43514 0.005, 0.005. 0.008 mg/kg, {HiZH:TFEIITH Iy
WIRTEEAR R R, FERTHS, BORAL, BIALIE e, ATkt
MG 22 BT AR, BB S L.
222 RABE -k

(1) S AHBR 33 - o1 15

LC-MS/MS X & &7 A FR v A, A R B = 04
Mo ENAMAFRH LI 8 FIRIE S T 2R
WA T R A AR S AL R . TR
ROILLE WA IRACVE MR E IR, A A BE AL Y pH S, £
CIEULERE A, R T VR, 7E 22 S5 i e A
TR I AR P K A rh Tl A R AR . M
5~800 ng/mL, RSDs 5 5%~14%., TSAO %"\ Fi & Bikl
FRE L[R2 R AR A0 B 2 LR R AR, N A G A
430 HR 1 BT OLE A DL R R vk, SRS B2 KA
A LC-MS/MS Z %, BAUER 2585 110 JF & 19 77 1 4 3
B . AP . AWk DT, B

77%~120%, RSD K 1%~13%. 1L50 1 S Rk dE LAA
BB BR, 5 0 e R R e R T SR g A
MR ERRE S, (R B xR 2 A=A 5 g, Ho2x %
[NEE Sl T)a

(2)FE KA - o i ik

T MG R TR R 0 BB PR, AR IE
(A SR € R R o LA BE, (EUF HILIC A op 045 31 £ 7Y
VT AE SR [E N AMIF 2T Hr T HILIC-MS 7 2007 T B A% (4
R EFE, HLE PV IR R A RS T T
SN/T 2093—2014, K&, B3, WA 2K H RY
J9 0.01 mg/kg, F4 GB 2763—2021 FRELE ARG I E SR .
KA P CTE AN RE S 4 i sl 1k 0 ) A R Y, [l
—EFEE RO T YR SR . O S I A
7 P E SO AT TR, SR KGR R SR A [E AR AR
FEG Ak, R AR SO R, R i o FH R 28 I b
i BRI e iy 5K, AMEE TR A RE S AR I SRR, 2
SRR FLAE T 45 2R B L ARG I 75 3R . OULKAR %1%
FH 2 /KR A FH 00335 00 E B0 F I 557 P 2 U0 A 0 /K SR v 7
AL, EEFRN 0.01 mg/kg, RSD /NT 20.0%., %7 EH
5§ QuPPe FIALFR T L4, A, LA &£ dh P A0 & BOA ok Y
T, DAPAR YR RO ST DT E 4R e i, 45 SR o R, 1S
TR B R R A A A M A
2.3 Rifk
231 SR EE®

O3 I TR S 3 A W 1 S AT ) 7 A R —
TE WAL RE, SReXHZ AT Ak A W 54 T R E 43
Mro ERTA PRS2 0] F A I Rkl . 55— Rk
RS B 50 A R R VA VRS L P T B L
M3, H—AETECEE . NERSERAEE T, a5
Hel  TE BRI UL TE 2 I i iR e 1P . YANEZ-SEDENO
DN T Bl BT AP e [ Bk A7 B R 0
Mo FESIIA Bil*, X SBIEBAE TA LR L st
WP IMABTRAAR S, BT LABR 1L UT5E, 15808 AR
P AR, R B SR KRR, HORREE T3
WA, HETA S 28
232 A@IEEIE G HiEE

2R A 5E R 2 1% (surface enhanced raman spectra,
SERS)$8 11 2 W [ e MR 4 J8 26 i sl 2 AR R 1 7 7 2
ARSI S . HIEEI T LR B 7450 . %
SEE B SCHR[32]6 M, PSR LISEHL 10"~10" (1%
SRR, EAEER L TGRSR AR, IEB T SERS
A B W = ARG I 2 ST L SERS FEAHE (0 0 i £ 5
T R ) 0 s R R i I s vk T i
TR A2 BRI Y5 SERS KL S A9 A B AE FH S 5%
SERS {5 545t R 7 (109 43 H i o TR i 95 0% S 52 4y
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SR EE ST I O ARG SRR A TR 2 R, LIN ZEDOlf
FH SERS Fl4: 44K A /E F SERS KL JiE Sk A I 2 25 R b T
A RIAC 20 E R, KRy 0.2 mg/ke. B PHEERT
FETFACRBAT A SERS X AN [ 25 26 o 19 | S R 47 2
PEE AT, K PR AR 1.86x107° mg/kg.
2.4 ELZERRN

FL A 27 A RS A ol PSR T A I 25 oA LA & 0 (an
KLy A YN E T H, Ry R R, Pk,
AR AR, RRARTR SR . R L e R AL AR A
FUNGEOG A AR i Ak 2 AR SRR AN ) 1T 43y 24 11 v
e, GRAURRL TN . YRGS | ST N4
R A EEL A A A 27 A B AR 8T S T VS POV A A
95 R 22 EL 41l 4 T 3R 22 B i34 D SR Ak A A0 B 5
T A WAL AR R T E R A, SR SRR AL A
AR, KBRSy 2.2x107° mol/L . 22451
KK A AL B2y BCN 402K i (Fe,05-BCN),
HEMINF T —FP i B, R4 Y Fe,05-BCN/GCE f£)3
B TR FREE ohE BRE . SANT’ANNA ZEHF % 17—
TR 5 i 4 A 40 e AR S D A A R S 1) T TR L A 2 A R
i, TR T A SRR R E RS ARSI, A H B A
FE 58 FR 4308 0.02 pmol/L 1 0.07 pmol/L. L, FH—
TRt R AIG . SRMEVU IR TE . HARRE S T . AR AR
BRI 5 AT AR ST 5% 77 ) Tl o
2.5 LEEEN

bl BT I R Y — RN R | PRSE Yk TEAS
Dok v B € AR A S B S PR AR 2 — o ZEBRE VA T i
R R R, R R AR W R
b6 SR A T A8 k. STANGPROH 41235y 1 —Fif
fapfE . P, R ZUFM AR E | AR Tk, A
BT R R ER AL B A K AR A A L AL, A ik 1
BT 5 T o SR S S SO 1Y) AgNPs REEAT K,
TEHLA A BORS  PE SR G5, RS S BOE R E
T (R B TR R B (0 A8 SR IR B 3 PRV IR R T A
FEYIRE S RS U BR S 0.10 mg/L, ] I FAE P I 2 i 10
B PE I
2.6 IREAEN

H T 52 AR T B, R A A3 BT P i R
AMEARZ —. B ZHF s i iR 8= . R
M, MO EEARE R TR & SR, R SRS A
PEHTFIR R . B, DA K A I/ BA 5 R T 5T
BNVMEM . SR, HEAG TR, B
HYIEH, I EEREECN 1M, Wik, JFERTAR
5 R (0 ' B B R LA P ik 1 REN 25144
PEH T — R S Ak E R E RSO EAR IR IS, K
BN 1.2 ng/mL. XK H WG 58T —FlEr 2t

TR/ A FA . B TR ML L ks 2P
BRI A, AREICIAHE B 1 E BRI
27 RELESE

GaIZE AT 2 ABU R P4 SR Ry LR 09 434 % o
PR, PR, rLUAFHEWHAL, B A
YR —F/N 2R, A BN B e [k, Joukfi
ROIERFEIPURAE RN . RA Y e 58S, TBK
ARMERIURE, ARG RRENNEET . b,
A EMPEDUR 5 E RS G SR B T i 2B B ik
I R, 33X — 255 5 AL T X B A 1 S A I 2R
FEEERW, Rk, MFEHR ., EATA RS EPURN
HEMEIUR, BAECEEME .
27.1  IRARE R R BT

GICA 2D 4 bric Wy, AR 4§00 4 8,
LS . TS XY T ENE . BRI,
AREA RS BERE. FREME . Ke g%
RS, AR Z YO 9 TE 22 YR bR s 2
BT A DR £ TP A B o S S AR IR = I TR o %
et 4, BSR4 S PR R A E AR, Bt e
FRig 1.0 mL IR 4T 8~10 pg HRE A, MFicik R
3 pH 2y 8.5, LA FRHTIA N 70 BT #%F, PQ-h-OVA 38 4
BUR, F£PiR 1gG AEGIBUIA, WHEEE RS RIKESR
GREIZ TR R o A S R Tl T A AR A
WO T A AN BRI A e E AT AR A, TR AT
B RN AL EAGI
272 BEERS R AT E

it B B 5 43 #7725 (enzyme  linked immunosorbent assy,
ELISA)JR 25 i G028 43 A7 5 i b el P R — i, 38 3 g g i
e AR LA BT R SRR BAE R AE I E S,
B, BRI A B (™4, sl R (28 4k, 18
FURHI A H AU, BRBH RO T B S LA S T A
B EA RGN Ay ) Bz 5 4 IR e, Rr i PR 0.015 pg/Le
2.8 EMEBRIKE

F41%45 Hi Ik (capillary electrophoresis, CE)f&—FliK
FES S Ao Z M A AR L2 S, #d s EE
WS RIREN T BTk . ORIz, ATRAA T
BTRALEY), HARERR . Sl Y. EFA
AR, R AT AR ES: . LT IR

ST RN . VU PRl AT L AR A AR A X

HL SR I (D) A9 % FH B 4NAS Fi DS ARG A
A 10 mmol/L 2H 2 A& 20 it i i i 5 i . BR VA5 2 pH 4
SR e B FA, IIASAS R 0.5 mg/L. Iy ik s B4
Grmsi, HEMATL R A2 K a2 bR R b,

WAk, FEPIRE S E B R B A B O
FEEBLESE I 3.
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Table 3 Summary of the methods of paraquat residue analysis

Hf RPARFE ARy K BR SCiHk
Zent SPE IC-CD 0.0003 mg/kg [9]
KR, AL, - Er
LC-MS 0.00015 mg/k 10
KK SPE meke [10]
st W'MSQI?EH% LC-MS 0.004 mg/kg [
IR &7, % 3
K. R ot GC-FID 0.20 pg/L F10.06 pg/L [14]
NG QuPP LC-MS 0.002 mg/k [18]
NS c - .| m g
S, BT !
. . QuEChERS+
KA. N QuPPe LC-MS 0.006 mg/kg [19]
wimbrsy QUECRERS® e Ms 001 mgke [22]
QuPPe
MR
o W-RZERL GC-MS 0.005 mg/kg [25]
ENEE N
e QuPPe  HILIC-MS 0.01 mg/kg [29]
S AR SN &3
- SERS 0.0186 37
B SPE mg/kg 37]
UNEEE T-RAE GICA 4.4 ymol/L [47]
TR, KE W-WER GICA 0.51/1.52 mgkg  [48]

T S - G TR (gas chromatography-flame ionization
detection, GC-FID),

3 Z5RIiE

B RAS RE BRI, FEIR T O A — 8 R HERE,
HIUA (R Sobn fE RN RN IR A A — 2 R R =2 AL,
Sk £ P O BR B R W AR, RS E T
TR e DU ) VRS R R B B OC

PRI, SPE TAVE A, (HAb LM AL/
PRAERIB, LA A IR R B A4 A 555 SR QuPPe
M QUEChERS k454, AbERF A, AbEE |k, HAEH
Z AR B B 2R BT bR . ARSZAER . X
AR L0, YL 5 EM R A QuEChERS % QuPPe
T, AT LA 5 v A 0 10 A 288 5 s o

WEAESR, k- BTk R B R T AR L B 2l
M RRRELR, SRR HILIC B9, B4 58 I Tiks
Y43, TR TFRE B RE I o Xof bR S b 19
AT AR e 3 ik, X T A R I e = e, 7T ik
PROTE-FTREICH , PR EARNTE . BRIEIE A N
Bk R WIS R SRR L R, ATl RE A
A EEARTR AR S UE TG BRI, R PR R R
A E R, 2 SE BB B v E RAR ( F R B
PR R AR A . AR TR ST A S A B A BR B FR
AR R RA R AT Ee R, [FIR 5 2o e 2 22 7R
BR MBS SRR AR, MR E SRR S, R
[ NETEf 77 95 g
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