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Determination of 53 pesticide residues in different category of Fritillaria by
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Abstract: Objective To establish a method for simultaneous determination of 53 kinds of pesticides residual in different category
of Fritillaria by using QUEChERS and gas chromatography tandem mass spectrometry, and applying to 193 batches sample
screening. Methods The forbidden, restricted and commonly used pesticides were selected as detecting indexes according to the
result of this investigation. The samples were prepared by QUEChERS, and quantitative analysis was carried out by GC-MS/MS
multiple-reaction monitoring (MRM) model. There were three supplemental levels for determining recoveries and RSD. Results
The results showed that all the 53 pesticides had good linearity in certain ranges with the correlation coefficients (R) higher than
0.997 8. The recoveries of more than 86.8% pesticides were ranged from 60% to 140% at three supplemental levels (1 X LOD, 2 X
LOD, and 10X LOD), with the RSDs less than 15%. The LOD ranged of all pesticides were below 0.01 mg/kg. The result of 193
batches sample screening showed that 91 batches sample were detected 14 pesticides, and the detection rate was 47.2%. Conclusion
The detecting indexes is meaningful and the developed method is simple, rapid, sensitive, and reliable for screening multiple
pesticide residues in different category of Fritillaria. The result has certain reference value for the cultivation and circulation
supervision of different category of Fritillaria.
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Don. Ik UIE}F F unibracteata P. K. Hsiao & K. C.
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JE A b IR AT AL FE . ASHIE S 3 sk S 1R P AN SRR
AR, HEGEFZERMBRAKRA AR, ik
53 PR 25 /E Nk lFEFR, R QUEChERS £
1T FE fh HT A B A5 S RO B - i g/ BT T
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212 s S BRI, o 3
S, 29 3.0 g, MEFRE, EH 50 mL ERKLN
HIEEBLEF, A 1%IKESRRE 15 mL, JnjiE
EZR 785020, TCE 30 min, FEEIMALEE 15
mL, ERiEdRy 4 ERIZIRY (500 X/min) 5
min, VK@ H A E 30 min, J1 A WondaPak
QUEChERS FESFRENFR AL (/KRR EE S ToK 18
Bl ELL 4 1 PIREMRIL 759, STEIRERL 5
BHiniERE e LRI Z1PR% (500 X/min) 3 min,
TUKIBE A 10 min, 250> (4000 r/min) 5min, HX
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Table 1 Information of reference substance

TR 34 FIR #te w5 PXB Feii 5
1 W AccuStandard Inc 215101177 | 33 p,p-EER RV FEAGORIFEHIT  —

2 BORATE AccuStandard Inc 216051033 | 34 FKIGH! RV FEAG AR —

3 ZEANAK Dr. Ehrenstorfer GmbH 40614 35 FIKEH RN SRR AT —

4 HREEE Dr. Ehrenstorfer GmbH 40528 36 p,p-i G R RIF AT —

5 K&k Dr. Ehrenstorfer GmbH 93707 37 o,p-ii PSRRI AT —

6 HFTREE Dr. Ehrenstorfer GmbH 40603 38 p-HiSt R ERRIF AT —

7 24 THE Dr. Ehrenstorfer GmbH 40614 39 p,p-iiE RSB AT —

8 FEXHRRE Dr. Ehrenstorfer GmbH 111550 40 TPHRERTE RN SRR AT —

9  #HIm Dr. Ehrenstorfer GmbH 91441 41 W RN SRR AT —

10 R Dr. Ehrenstorfer GmbH 122356 42 FAER RV FAE R RIFT
11 XERRE Dr. Ehrenstorfer GmbH 50326 43 WEERL RVFAE R RIFE —
12 =& Dr. Ehrenstorfer GmbH 93305 44 SRR RGBT —
13 FERI Dr. Ehrenstorfer GmbH 107493 45 FEIEIE R SZ R ET —
14 BRERE Dr. Ehrenstorfer GmbH 20109 46 LIHEA RSB ET —
15 =M Dr. Ehrenstorfer GmbH 104417 47 LEE RSB ET —
16 IR Dr. Ehrenstorfer GmbH 92054 48 HHEHE RV FAF R RIT —
17 FURETE Dr. Ehrenstorfer GmbH 93734 49 HER RV FAE R RIF T —
18 HRE b SR AR AR 160303 50 TEf PN RS RIT R MET —
19 FEGRIAHE LR S EREARAR 150812 51 JEER RSB ET —
20 NEE TNV FARA R 0 By — 52 EpRR RSB ET —
21 aANAAN MBI FARA R s By - 53 M RN SRR AT —
22 HEmMEE MBI FARA R b By - 54 SLETT RN SRR AT —
23 YAAAN BRI S A R I BT - 55 KiEST RAEA SRR EAT —
24 BN BRI S A R I BT - 56 FEM R PSRRI AT —
25 AN BRI S A R I BT — 57 PIEAmE RAEA SR EAT —
26 JLIRH| BRI S A R I BT - 58 SEFEAR PN RS RIT R MET —
21 HAEST MBI FARA R b By - 59 FURE R SZ R R ET —
28 HEALE(exo) MBI FARA R 0 By - 60 FAAME RN SRR AT —
29 %L F (endo) MBI FARA R b By - 61 %l RN SRR AT —
0 &EFES TNV FARA R s By - 62 A%l RN SRR AT —
31 JE-EST BRI S A R I BT - 63 R E G PSRRI R —
32 o-BiS] BRI S A R I B — 64 R4l PSRRI R —

& 8 mL, ® WondaPak QUEChERS 15 mL
C1s/PSAIGC-e/fif: JI2 3 B [E AH A B & [To /KB
%% 900 mg, N-PiFEZ — % (PSA) 300 mg, +/\
b rEe s A RER 300 mg, ik 300 mg, f754k
K% 90 mg] . IWEEMARS], FHEIREIRY
% FRIZIRE (500 Y/min) 5 min kg4, &
L (4000 r/min) 5 min, FHZ & FIEH 3mL, &
WEILTT, INEEREAFIFESE 2 mL, %5,
i 0.22 um FASLIENRE, BRI

213 rirRAIRHIE  BUZHERR Al 05 g,
i 25 mL fHvAf#E (AW, 20 mg/mL) ; FHEUL AR
0.259, HN7K 125 mL #fiE, MONEE 25 mL (B ¥,
10mg/mbL) . iR AL BIEWRAIE #5, WS

22 DHEH
221 SARERESAS;  SREATEELIERE (30 mX0.25
mmX0.25 um) DB-17 ms, #HA NE4iR S, FAR
EONSE IR, YIGARRESN 1.3 mUmin;
HFECHREEA 240 °C, SEASRERE; MR 1
ulo THEFEF: WIEAIRE 60 'C, f££F 1min, LL30 C
/min J+% 120 °C, LA 10 “C/min 1% 160 ‘C, kL2 C
/min F+£ 230 ‘C, PL 15 ‘C/min F+4 300 C, f£FF 6
min, LAL20 “C/min 7% 320 ‘C, f&4%F 3 min.
222 El Bl &4 70 eV, BRI
200 ‘C, IR 250 C. HdiRE N LR
MW (MRMD 5 REZGIRAXTHRS S B FRE (TIC) W
K1, SUEYMAMAREX A CEHI* 3.
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Table 2 Detailed information of samples

Gis A RERCORIE | S s FERORIR | 5 s FEMKRIE w5 R RERCRE
1 BEREEOUBE PU)HRTL | 50 KRENIEE BRFERE 99 JII UIRER & DY)l 148 fHAELIIRE  HriE

2 WEEULRE PUNPESE | 51 RADRE BEPERE | 100 NI UERERE S PO 149 fHELIIRE  HriE

3 MEEUIRE UML) | 52 OKREUIRE EERARE | 101 NIDURRREG D) 150 fHAELILRE  BraEiR AL
4 WEE UK PORE 53  KREDBE PRFERE | 102 JIDLEER S DY) 151 fHAELILRE  BraEiR AL
5 IEEIEE FHifg 54  KEDEE FERARE | 103 JIIUEER S DY) 152 HELILEE HiEE

6 BREIRE i 55  KEDRE BRPGKE | 104 I DUEERE S PO 153 AL EE  FraER
7 OWEERIEE HilgAW | 56 KANEE ERAGE | 105 JIDEER R PO 154 fRAALULRE  FramirAY
8  MEEEIUEE PO 1AL )R 57  KENEE BRPGKE | 106 I DUEERE S DY) 155 fHELIUEE  HigEtrAl
9 WEEULRE PUNIBIML | B8  KEUIRE ERAKE | 107 NUEERE S PO 156 fHALIIRE  HriE

10 MEEUIRE VEGER 59 RPN EPAEE | 108 I JIRERE & DY) 157 fHELLRE  HriE

11 B IR Fifg 60  FLATUIEE DYNIEE | 109 I DUBER S DY) 158 fHALILRE  HriE

12 WEERUURE PYNPBgESE | 61 FARUIRE DY) | 120 NIDUREREGE PO 159 fHAELIIRE BTl

13 WRRIRE FigAdh | 62 FAmIURE  PUNIRAWE | 111 NI DURERS AL PO 160 AL ILRE  HramfrAY
14 HONUURE Hkakds | 63 FuAmIURE PUNIRARE | 112 NI DURERS AL PO 161 HHELILEE Hi5E

15 HNUUBE Hlakds | 64 FuAmDURE PUNIRAWE | 113 NI DURERS AL PO 162 A IEE  HriE

16 HNUUBE Hlakds | 65 FuAmIURE  PUNIDRE | 114 NI DURERS A PO 163 fRALILRE  FramfrAY
17 HlR IR FHifg 66  FLATULRE PONIRARE | 115 I DURER AN DY) 164 fHAELIIRE  HriE

18 Hl ikt FHifg 67  TLATUIEE DYIEE | 116 I DUBERG AL DY) 165 fHAELIIRE  HraEiR AL
19 HIRDURE HfakEs | 68 FATULEE PU)IFATE | 117 PR BT 166 HAELIIRE  HriE

20 HIN LB Hig 69  TLATUIEE DUJIAAEE | 118 P DLEE K 167 #il&E L&t
21 HBHIUEE PUNZE | 70 RATIURE PU)IRE | 119 PR i ARIEA 168 WilltE Wil

22 DU PUJUREIL | 71 RCARDUEE PO)IAATE | 120 P D1EE AR 169 WilltE Wil

23 B IR Hig 72 TLARDLERE S DUJIRE | 121 CFDUEE BT 170 #ilBE WL

24 HMIUEE PUNEE | 73 WATIUERE MUK | 122 P OUEE Bt | 171 WiDlRE WRT

25 M UIRE VEGE 74 TUAGULRE PONIRARE | 123 SEDLRE AR AL 172 Wibl&E WL

26 HBMUURE PUIER | 75 RADLEE PO)IAATE | 124 SF LR EORITMA | 173 WiDlRE WL

27 BEREDUBE PUJIERSE | 76 TAmUIEE DU)NAARE | 125 T DUEE EORILMAE | 174 WiDLEE WRT

28 BB PUJIEEE | 77 RATDLEE PO)IAARE | 126 SRR HARE L 175 Will&E WL

29 CBEMEDURE PUJIAET | 78 RARDUEE PUIKE | 127 PO i ARIE 176 HilBE  WHL4EHE
30 ABMUUEE PUIAET | 79 RARDUERE DUIEE | 128 SPOLEE HORVLWE | 177 Wi B WL

31 B DUERE PU)IESE | 80  RLARIEE MUIRARE | 129 SFIUEE AR 178 WilltE Wil

32 HBMDUEE MU)IREE | 81 JIDLEERE S U 130 “F D&} EORITAE | 179 WilRE WHT

33 &M UKL FHifg 82 NI DIREE PO 131 “FDlBt AR 180 #Will&E WL

34 B UUEE DY)IEE | 83 JIDLEER & Y 132 V- Ulkf BRI 181 Willkt  WiLE®
35 RV UIEE DY) | 84 JIDIEER & DY) 133 PR} BT 182 WAL IIRE WL

36 MRVY UK PHIE 85 I DIREE O 134 -~V Ulk} HARE L 183 WAL IIRE WAL B
37 RV UIEE PR | 86 JIIDUBERGS TU)I 135 “FDLBf HAREL 184 WAL IUEE WL AR
38 MVPIIEE FEEEH | 87  JIDUEER& U 136 V- DL&} HAREL 185 WAL IUEE Wb AR
39 HRVD UL TR 88 JIIDLEERT & U 137 P DLk} ERET 186 WAL VIBE AL Rt
40 MW UL PUNIFEE | 89 NI DU pU)I 138 FEIEE  HiEE 187 HHLIUE LRI
41 RV ULEE DY) | 90 I DUEER S 29 139 g UEE HrisE R 188 WAL AR WAL AR
42 HRVY LKL PR o1 NI UIBERE & PN 140 g DUEE BRI 189 WAL IIAE WL

43 RYY LK PR 92 JIUIEERE S PN 141 g DUEE IR 190 WAL IIRE WAL E R
44 RV IR pusEhi B 93  JIDIBERE & 9| 142 g Uik Bramit e 191 WL RE I AR
45 RRUSULEE VOIS | 94 NIUURERG &L DU 143 g ek BRI 192 Wb e Wb

46 ARYLULEE PUNFEL | 95 I DUBERE & DU 144 g Uik HaEair | 193 Widb DR ik R
47 ARV ULERE PO)IFEE | 96 JIDURERE S DY 145 S5 DUEE i

48 RV ULEE DNIHA | 97 JIDIEER S DY) 146 7 UKL BB

49 MRV ULKRE PumhIE | 98 NI DURERE S DY 147 fRELDIEE i
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1 S3MRAEEMER MRMETIC
Fig. 1 MRM total ion chromatogram of 53 pesticides mixed standard solution
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Table 3 Information, mix standard concentration, retention time, monitoring ion pairs, collision energy (CE), correlation
coefficients (r), limits of detection (LOD) of 53 pesticides

4 FHEAMBREERE (ngmL™Y) wimin EEE TR B VeV EbEETA 1 (n) RiEAE 20V EME TR o) RERERE OV ¢ KHRI(mykg )

ZRERS IR 155,08 6563 157.0>750 15 157.0>950 0 157.0>490 20 0999 00001
M #H 400.00 8319 185.0>93.0 14 185.0>109.0 14 185.0>63.0 2 0996 00001
gl IR 1950.20 9543 1410>950 8 1410>1260 4 140>790 2 0997 00300
ARR fidii 600.00 14163 306.1>264.1 8 306.1>206.1 14 3061>1601 2 0999 00003
R it 464.11 17336 200.0>158.0 6 200.0>114.0 14 200.0>97.0 240999 00030
AT P #H 400.80 19.056 2838>2488 A 2838>238 28 2838>1769 B 0999 00001
ke IR 1200.00 19.433 260.0>75.0 8 260.0>231.0 4 09999  0.0004
LSAATA IR 394,00 20304 2189>1829 8 2189>1449 0 2189>1090 28 0998 00002
5 THiBE IR 86240 21361 231.0>1289 U BL0>1749 % 2810>2029 8 0998 00002
TARER #H 1712 2302 2948>236.8 16 2948>2648 12 2481429 0 0998 00004
FANA AR 40360 23403 2189>1829 8 2189>1449 2 0999 00002
Bk fidii 400.00 24421 198.1>158.1 18 1981>118.1 2 09999  0.0002
B IR 799,60 25.299 2189>1829 8 2189>1449 0 2189>1090 28 0999 00004
KR #H 1200.00 25427 1250>410 14 1250>790 8 09998  0.0006
TaET #H 120000 25760 260.0>111.0 15 260.0>169.0 6 09998  0.0004
24 T it 1063.26 25957 276.0>185.0 9 185.0>155.0 15 185.0>142.9 15 0999 00004
LIEEA #H 80000 26415 285.0>212.0 12 2850>1780 1 2850>2410 40997 00003
L5 fidii 600.00 2648 223.1>132.1 2 231>147.1 10 09998  0.0005
hSAVATAY IR 407.20 21,125 2189>1829 10 2189>1449 2 09998 00004
[E #H 600.00 27.865 265.9>230.8 14 265.9>168.0 2 265.9>133.0 28 0997 00030
SRA IR 402.80 28.26 262.9>193.0 2 2629>1910 k] 0999 0003
LR it 157482 29688 263.0>109.0 14 263.0>136.0 8 263.0>246.0 6 10000  0.002
MR fidii 800.00 30,045 249.2>190.1 8 249.2>146.1 2 09999 0.001
i AR 96228 31025 313.9>257.9 1 3139>2859 8 3139>1939 28 0998 00003
Al IR 216653 31591 366.9>2129 0 3669>2549 2 0999 00010
At #H 398.4.00 32.061 386.8>267.0 % 386.8>323.0 18 386.8>2530 20999 00030
bkt IR 441738 2117 291.1>109.0 U 911370 6 2911810 240998 00010
=R it 783.29 32,926 250.0>139.0 14 250.0>215.0 8 250.0>111.0 28 0999 00003
HELE (x0)  # 396.96 33350 352.8>262.9 1 3528>2819 12 3528>3169 100999 00030
iS5l AEIRH 1013.98 33.865 241.1>199.1 6 241.10>121.1 2 09999  0.0020
WE AR (endo) HH 398.00 34.196 352.8>253.0 % 3528>2890 6 3528>2190 20999 00030
-5t #H 408.00 35.054 372.8>263.9 2 372.8>265.9 2 09999  0.0002
THf #H 800.00 35.125 188.1>160.1 12 188.1>146.1 14 188.1>132.1 18 0998 00040
g A #H 400.00 36.044 283.0>96.0 10 283.0>2550 12 2830>680 240999 00002
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4 KN RAMEREEREgmLY) timin EEE (M) M VeV EHEER L () A eV EMETH Am) MYV v KiRUmokg?)

-t HH 40000 36.185 372.8>2639 28 372.8>265.9 Py 0.999 6 0.0003
ahift HIRHA 401.20 36.447 338.9>160.0 18 338.9>266.9 8 338.9>195.9 20 09994 0.003
HRR HH 2000.00 38001 271.0>170.0 18 271.0>198.0 1 211.0>1339 30 09997 0006
pp-TiE  AERA 40400 38.914  246.0>176.0 30 246.0>2110 Py 09998 0.0001
KA HIRA 807.20 30.180 276.9>2410 8 2169>170.0 38 0.9998 0.006
WETE #H 1200.00 30818 172.1>570 14 17211311 6 17211161 8 0999 0.0004
fikihas #H 2400.00 40010 149.1>1051 4 1491>791 14 149.1>70.0 18 0997 0.020
R IR 240000 4035 303.1>1951 8 303.1>154.1 18 303.1>122.0 20 0999 0.003
Kift HH 800.00 40.367 259.9>130.0 14 259.9>95.0 2 259.9>102.0 8 09994 0.007
HULTAARE  AERA 4000.00 41670 227.0>920 15 27.0>1540 V) 27.0>194.1 309996 0.01
SRICH AA 408.00 42003 262.9>191.0 30 262.9>193.0 28 262.9>228.0 2 0996 0.004
PREE R 5697.72 43010 282.9>162.0 2 282.9>253.0 12 282.9>202.0 14 09995 0.002
- R 794.00 43613 235.0>165.0 2 235.0>199.0 14 0.9999 0.002
op-iiEHE  AERA 815.60 43169 235.0>165.0 24 235.0>199.0 16 09997 0.001
TR #H 800.00 43,657 290.1>118.0 14 290.1>204.1 6 0.9999 0.001
p-Hiift HIRA 401.20 43840 338.9>160.0 18 338.9>266.9 8 338.9>195.9 20 09999 0.003
- AR 40280 44778 235.0>165.0 2 235.0>199.0 16 0.9999 0,020
s ER 1600.00 44,943 259.0>173.0 14 259.0>191.0 8 259.0>69.0 14 0999 0.005
FHM-2 K 1600.00 450711 259.0>173.0 14 259.0>191.0 8 259.0>69.0 14 09999 0.005
BoAgm KM 80.00 45251 181.1>166.1 1 181.1>179.1 12 09998 0.008
i 400,00 45604 386.8>288.8 10 386.8>252.9 16 386.8>240.9 2 0999 0.003
S SR 132840 46,028 257.0>162.0 8 257.0>1340 P 257.0>119.0 % 09998 0.0003
EER HH 200.00 46.075 163.0>1321 9 163.0>117.1 2% 0.999 6 0,020
gt HH 800.00 46.248 310.0>1730 14 310.0>109.0 2% 3100>201.0 6 09998 0.0006
MRERE  EH 120000 46,333 265.0>2101 9 265.0>89.2 pl 09999 0.004
WEme-1 ER 800.00 46,728 164.1>107.1 14 164.1>135.1 8 164.1>77.0 2 0999 0.007
sl ER 800.00 46,793 164.1>107.1 14 164.1>135.1 8 164.1>77.0 2 0999 0.005
%R EH 1600.00 48,755 183.1>168.1 14 183.1>165.1 14 183.1>153.1 14 09998 0.010
%m2  EH 1600.00 48.965 183.1>168.1 14 183.1>165.1 14 183.1>153.1 14 09998 0.010
AARHEL BH 320000 49.447 226.1>206.1 14 26.1>199.1 6 09999 0.007
AARBE2 BH 3200.00 49572 206.1>206.1 14 26.1>199.1 6 09978 0.010
AARBE3 BH 3200.00 49718 206.1>206.1 14 26.1>199.1 6 09998 0.080
BER HIRHA 3586.80 50.178  362.0>100.0 16 362.0>226.0 14 09992 0.009
i HH 80.00 51.216 163.1>135.1 10 163.1>107.1 18 0.9999 0.0007
RER-L HWA 5916.24 52537 419.1>2251 6 419.1>167.1 12 4191>125.1 % 0999 0.010
RgR-2  HWA 5916.24 53031 419.1>2251 6 419.1>167.1 12 4191>125.1 % 0999 0.001

23 EFRMEMER

5 0 AN AR A o 3 T P ) S e SRR U 2 oy
X A A AR R B JS &  E RE R RE R . fE
GC-MSIMS Z3HrH i Ak SR BN, FEERIA
B 5 VT FCAR R -5 A0 R FE AV bR AR B, B
B RS AT SE AP R T . — OR T 2t B
R BTN = HARYILERE ST (T AR H AR
TEAIVA AP IGETHIR  A  E UR A IR 29 0.2
mL. AR 0.8 mL. #4755 0.3 mL, BT
i, RS B SR 0.8 mL. RE
XTHEGAR 0.2 mLy AT ORYF 0.3 mL, B TR
AN, TR A RS A bR 2 AR 1 uls
NIRRT, TATIE 2 &k, 455 53
AR 24 (L R RN IHE. 80%~120%, 1t B ASHIE 7842

SR TR 0o AT R 7R 0 T 1R B AR o
IS, 1330 T BT R RRCR, S R R
I L4 A AT A T Rl o

24 FEFER

241 JTIEMIARHER L U AN R DY R A
WAE NS LANIREE S, DAoA#ESG, DLRT 1 /MRE
PR AE R, FEIRDE 1 ANIREE SRR 5
T, AT LLRRRE 8 ANKREE . B R R A
R RO B S A L miL, R 5 ON 4 AT AR
F0.3mL, VA, 2 BIRE SR IR 2 MR EE
MLESE 10 MR SR 9 MAMA 1 ul, AR
FR T - E B BRSO 5, ISR TIAN, 2 il bR v
ek, AHRRE (r) BT 0997 8, E—EETE
TWENEME X R R L. BARIEE 4.
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Table 4 Standard curve line

T

A I 2k

r

ZEVEVEHl/(ng-mL )

AR
(G163

F i 1
FAER
KLk
INER
SEEE 7
0-75N757N
KT B
FIRIE SS
N STAVAVAY

W

[ AVAVAS
SR
EPEREE
2,4- 1K
LI H A
LB

S AVAVAY
HEE
I

B SO
HER
i q
TG
FALEST
PARIRT::

= SR
WE AL (ex0)
FF 3 S A
W& L% (endo)
S-S TF
T
il
-2 A
o~ FF
B R
p,p'- ¥ i {7
IR ECH)

M3 1 ]
A
KLk
K,

FR L AR R
Y il
¥k L T

P, p'- i % ¥k
0, '~ ¥7é 17 ks
B-# S

P, -7 Vi
-1
PIFRIE-2
2K 45 g
ST R R g
=

NS4
TR ;

Y=1991.99 X+ 3129.487
Y=2 835.455 X—371.166
Y=3 018.489 X —6219.465
Y=3 985.368 X —1284.088
Y=4 352.729 X+2055.871
Y=5201.467 X—178.016
Y=2138.843 X—691.8714
Y=3 744.023 X—579.607
Y=4 697.342 X—714.76
Y=1144.34 X—417.673
Y=2 578502 X—41.21724
Y=2 959.651 X—298.7314
Y=2 380.507 X—1352.964
Y=1281.779 X—531.6137
Y=1 635.586 X—1706.118
Y=1791.359 X—23.97718
Y=1924.1 X—1563.489
Y=2 813.299 X—914.7225
Y=2 000.043 X—1422.985
Y=1026.864 X —2985.829
Y=1031.7 X—140.2348
Y=1535.72 X—27.98264
Y=2 046.784 X—287.9821
Y=3 245.371 X—957.6243
Y=2 372.433 X—2603.751
Y=149.7702 X—1071.967
Y=1 459.683 X—8591.92
Y=2101.198 X—836.2796
Y=130.5014 X —1684.039
Y=3176.0 X—1374.462
Y=123.7873 X—413.3061
Y=2 552.253 X—524.4027
Y=2 372.526 X+305.4918
Y=3 718.709 X—1236.159
Y=2 353.112 X —1544.671
Y=185.1655 X—918.043
Y=580.0385 X +211.8584
Y=7 456.18 X—295.7759
Y=288.8014 X —870.3599
Y=1 757.397 X—330.262
Y=248.5917 X—30417.0
Y=1 780.453 X —1684.856
Y=137.8643 X—1085.291
Y=446.8723 X—1063.286
Y=1 259.053 X—547.9312
Y=617.5342 X—9329.916
Y=7 303.062 X—2992.974
Y=15395.9 X—4418.194
Y=1878.774 X—351.5233
Y=145.2126 X—514.8916
Y=5510.534 X—649.4414
Y=626.3294 X—150.1079
Y=929.2972 X+209.6994
Y=24 337.31 X+1812.575
Y=205.9428 X —451.6658
Y=1921.501 X—1560.407
Y=6 048.217 X—356.8167

0.999 9
0.999 6
0.9997
0.999 9
0.999 9
0.999 9
0.999 9
0.999 8
0.999 8
0.9998
0.999 9
0.999 9
0.999 9
0.9998
0.999 8
0.999 9
0.9997
0.999 8
0.999 8
0.9997
0.999 9
1.0000
0.999 9
0.9998
0.999 9
0.999 9
0.9998
0.999 9
0.999 9
0.999 9
0.999 9
0.999 9
0.999 8
0.999 9
0.999 6
0.999 4
0.999 9
0.9998
0.999 8
0.999 9
1.000 0
0.999 9
0.999 4
0.999 6
0.999 6
0.999 5
0.999 9
0.9997
0.999 9
0.999 9
0.999 9
0.999 9
0.999 9
0.9998
0.999 9
0.999 8
0.999 6

0.048 5~31.016 0
0.125 0~80.000 0
0.609 0~390.000 0
0.187 5~120.000 0
0.1450~92.822 0
0.1250~80.160 0
0.375 0~240.000 0
0.123 0~78.800 0
0.269 5~172.4790
0.496 0~79.424 0
0.504 5~80.720 0
0.125 0~80.000 0
0.999 5~159.919 0
3.000 0~240.000 0
1.500 0~240.000 0
2.658 0~212.651 0
2.000 0~160.000 0
0.187 5~120.000 0
1.0180~81.4400
1.500 0~120.000 0
1.007 0~80.559 0
0.984 0~314.963 0
0.500 0~160.000 0
0.6014~192.4550
0.677 0~433.306 0
7.968 0~79.680 0
1.380 0~883.476 0
0.979 1~156.658 0
0.992 0~79.392 0
0.317 0~202.796 0
3.980 0~79.600 0
0.510 0~81.600 0
1.000 0~160.000 0
0.500 0~80.000 0
0.500 0~80.000 0
4.012 0~80.240 0
1.250 0~400.000 0
0.252 5~80.800 0
2.018 0~161.4400
1.500 0~240.000 0
240.000 0~480.000 0
0.747 8~478.559 0
8.000 0~160.000 0
5.000 0~800.000 0
1.020 0~81.600 0
7.122 0~1139.540 0
0.496 3~158.800 0
0.254 9~163.119 0
0.250 0~160.000 0
4.012 0~80.240 0
0.503 5~80.559 9
1.000 0~320.000 0
1.000 0~320.000 0
0.100 0~16.000 0
2.000 0~80.000 0
0.830 0~265.679 0
0.250 0~40.000 0
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i,

&2 T v 2% r R PEVEE/(ng-mL )
FORL Y=1910.897 X—683.3139 0.999 8 0.500 0~160.000 0
FA e T Y=1250.606 X+612.0706 0.999 9 0.750 0~240.000 0
[l 2 fig-1 Y=2491.019 X+245.9711 0.999 9 1.000 0~160.000 0
[l 2 lig-2 Y=7016.159 X+2245.991 0.999 9 0.500 0~160.000 0
S HlE-1 Y=1712.222 X—999.8758 0.999 8 2.000 0~320.000 0
S HlE-2 Y=1159.726 X—803.5291 0.999 8 2.000 0~320.000 0
A FHE-1 Y=195.3427 X—190.2169 0.999 9 4.000 0~640.000 0
A F -2 Y=179.088 X —2217.336 0.997 8 8.000 0~640.000 0
TR A 2 TE-3 Y=334.7568 X —2676.55 0.999 8 8.000 0~640.000 0
i B Y=215.7743 X—1858.135 0.999 2 4.484 0~717.359 0
ik 2 i Y=19501.97 X—1208.137 0.999 9 0.400 0~16.000 0
FLHTE-1 Y=363.1832 X—3399.375 0.999 9 3.697 8~1183.2400
FILHTE-2 Y=130.5014 X—1684.039 0.999 9 7.3950~1183.240 0

242 FEEERLE REEI “2417 TUNRESX
RV 4 MIREE SIAWR 1 mL, FEZ M
Frer4r55 0.3 mL, A5, rAREEREL 1 L, ¥E
NAM RS- s, B 6 &k, e,
TOSRIEHIAN, THE %R % RSD /M T 15%, K
ASCRS R 2 Pl 2 R T R

243 EEMRE  HE— G DR R (23
), 6y, L@ VA E AR AT R
an AL BRAI S8 A A RE SRR R, L
FF i P BE SN R 25 R R W T AR TH B RSD, 45 25R
Wi RSD 735N 5.62%411 4.48%, #1/NT 15%.
244 faEtERE  HCR A&t DURERE A (23
5, ST AR S AT AR S AL ER AN
S, AT 0. 20 4. 8. 16, 24 hibkElsE, %18
WHRETH R A BRIl 115 RSD
B WESLRERENERRA SRR RSD HAE

1.69%~3.15%, AL ERAE 24 h WHRE -
2.45 JNEEFEISERIRIE X2 A RE S BEAT IR [E]
WIS, 2 RS 25 i N TR B 5 T i &5 9%% 0.05
mL (1% LOD) . 0.1mL (2 £ LOD) . 0.5mL (10
5 LOD) , FHKREEXEL 34, Lo,
T LR A AT RE S AL BRI 2, &5 3 AR
£ 60%~140% A 2585 5 S B 1) 86.8%, 4K
RSD /N1 15%.

246 KHFR B “2.4.17 TR RA N IR SIAEREE
8. 9. 10 MNREE B 1 mL, FEEMAS BTk
#7703 mL, JBA, SRREEWRA 1 uL, FAR
FHETE - TS, MRHE & R 245 g1 L, %
ANRIAR FE FETE B AR H PR

247 FEREIME AW TR I R
(1) 193 b & Fh DUBERE &, G4 25 L P UScak B B
5AMRHAT TR, mbgRIE 5. ZH/]

®5 HMIEHER

Table 5 Origin information and detection result of 193 batches of sample

“Hg R Z F(mgkg ) 5 % F(mgkg )
1 KA 22 R
2 AL 0.024 23 HAEM: 0.033; EEF: 0.023
3 P it 24 HAEM. 0.026; FEEF: 0.018
4 AW, 0.024 25 PR iidin
5 A 0.170 26 R iidin
6 TS 0.025; 27 HAEM. 0.024; BEF]: 0.020
7 P it 28 P it
8 AW, 0.024 29 A, 0.027
9 AL 0.024 30 it
10 AL 0.026 31 P it
11 Ko 32 P it
12 P it 33 AL 0.029; FEAEF: 0.023
13 PRt 34 JEEF: 0.019
14 AL 0.025 35 P it
15 AW 0.023 36 P it
16 PRt 37 PRt
17 FIE M. 0.048 38 WAL 0.023; We%ile: 0.026; S%ME: 0.140
18 PRt 39 P it
19 ZE Tz 0.026 40 it
20 R 41 P it
21 i 42 it
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Nl VR DU
p ;Hégj 120 /\AUE: 0015, )ﬁ%ﬂ: 0.031 B/\/\/\ 0025 F"W: 0.011
pr i3 AN 0013 R
48 K ANAA: 0.013; LAAEAEAR: 001 A A
el 120 /R Q0T T Al 0050 % BAAA: 0025 REM: 0011
50 FEALIE: 0.025 AL E e AR 0.016; [Hfﬁ 0.025; F BAl: 0017
51 & . /“%VF: 0.009; ﬁ%\ﬁﬁ%ﬂ 0.014 S NTNTN 0 | g
53 5 Z3RA: DOLL; %kﬁﬁ%** AVAVAY .
S B ooz 120 AA%: 0005 o i oo, 5 000
S5 90 0030 1 e .
56 Z AL 0.026 AN 0.008; B7SA/N: 0025 LM 0.025; A% 0.056
gy 132 5H0%: 0.008; AR 0.014; pri/sn: 0025wk o
ST L. 005 133 550%: 0005; AR, 004 BAA7A: 0025 BILH: 0024 FAEA: 0001
B0 i 134 NEA: 0005 JEEA: 0.011
80 At 1% ANk 00 e
61 Kfu VAR VUL FMEEK: 0.016; p,p-THiFET:
o iﬁ 137 ARE 0005 s 0010 pp-iHiifit: 0.008
63 FA 138 fit%ifs: 0.004
ol 139 fiE4ifE: 0.005
65 At 140 bt 0.006
66 A 141 fi%ifs: 0.004
N 142 fiEifE: 0.008
68 Adi 143 %%@E 0.005
N 144 EGifE: 0.009
70 FEH 145 %%@E 0.004
LN 146 fF%f:: 0.009
72 R 147 Je%Rs: 0.036; k%M. 0.005
73 il 148 il
7 EE: 0027 1% Lhit
;g Fﬂ%ﬁ@ 0.010 151 K
78 K] e
80 i 155 Rl
81 Ahl e
82 bl 157 Rl
83 il 158 Kl
5 At 60 AR
87 g 162 R
o %Hj 163 AR
00 KR 165 A
o kil 10 Fhd
o Thu 167 5L 036; AL 0230
93 Kfith 168 ifRol: 0.10; JEHEHI: 0.025; MR 0.180
T 169 [4:Fl: 0.096; A 0.230
95 ffi4ts: 0.052 170 gﬁ@?: 0.031; JE&EAH: 0012
9 JfikifE: 0.026 171 ﬁ,@ﬁ 0.047; JE&AH: 0.024
o7 kit 172 NFUR: 0005; f5E8E: 0029; FE#H: 0082
99 i 174 [EEA: 0023
100 kit 175 75UK: 0005; LM 0.026; & 0017
101 FfaH 176 FE5LaR: 0.049; EA]: 0.16
102 K 177 #5L8E: 0.083; [E&A]: 0.050
103 Kfith 178 FAL: 0049; FIRR: 0.07; %A 0022
104 FRH 179 Ji%Al: 0033
105 ﬂiﬂ)’jj 180 EE@% 0031. Eﬁ%ﬁ%@ﬁ 0.110
106 Ak 181 U 017
1% xd 182 FEATHE: 0,015
o7 163 [AE: 0.16; MAME: 0.014
109 FiH 184 fik%ifE: 0.015
11 F i 186 [ 5Ms: 0.008; MEAIME: 0.009
ok 187 [ESIM: 0.057: REAJRE: 0017
113 il 188 RE%ifs: 0.011
114 £t igg Efg%%: 8(1&0 %?%@%é o0
115 e, . ST, 2] : 0.010; Bl 0.010
15 Hﬂ%@%. 0.028; U%ile: 0.140 191 JE%A: 0010; RkGif: 0.007
o s . 192 BE4R: 0.015

ANEE: 0.010; FEMHIEZ: 0.018; JBEF: 0.012;[193 EF2%EE: 0.020

118 ANEA: 0.007; JRHEA:

0.012
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B PAT Y ([ 24 i) 2020 4F i T 38 18 6 o 245 44
AR 33 AR A SR E M E, VA 1
HERE A BY 17 5 H A DURE A H R S e R B =R
0.048 mg/kg, i 0.02 mg/kg PR AR 52
3 g

AW FRFECRIEE S 2, THass x40
& DURERZGM R 25 B B L B A — € R gtk
FARFR M, UL AR 1] DL RE e F T R v A
WAEE] 116 UFE S, FTfR B0 SE T T DR 2
(A =P A S B S B M E . w1 IR
AR &5 SR A, B AEMR 5 & R 2 B A8 A AR
BmAR 25, R E 0300 19.0%F1 6.0%,  H.
B E T 0.01 mg/kg, 5 B AL AAERR
FARZG 5 B g oy, Hod R 24 5 b A s i ]
PN TRV E . fEg B RN IR 2 A KT &
PR X, BT I I ) 9 55 A7 A LAt i ol DL R
A, SRR LT R I 30 HEFE A K 3t 8 Mk
75, Rk 25.9%, X—g5RE T, HRE
AT BEAR | DURERRRE Y6 B, T P e 3 sk = 95 HR
FRHIBA AR, R, A A HE 2 K R
X B, ARSI R, 5 EUR R
a1} 8

Fofth 4 APPSR DURERS B B B A% LA 1| I
RER ™ H, JU IR DUREANSF DURE, T SC
BRI 2 L T DURE, TS DLRERGE R,
VERT I WB A B A B AT B 3K 2 Fh TR L
AREME R, REENEBECARY, K
LT —HERE S A 3~4 FUR 251015, IS
2R B AR AN B R IH 2 P 3 &2 1k
AR LG B, 53 A0F DURERE & A B IR A 3 3 (1)
AHLARR PR B EDL . WIdL L RE 5 4 DL RE B 1Y
AR B e, (HikH EEL (L R2H0hT
0.01 mg/kg) , TEHAEXT SR, &fa, Mt
BRE R 0.1 mg/kg AR 25 AT IR AR 240, i
BrR. HEHE. S,

Harth i bRk fa LT, FRE S
Az PR R Rk B R, R T AR 25 # AT
RO ARME LR AR, WG, Xt
RN AE IR FE R B, AWFFAEE LR
B R AR AR 25 4 SR E W E T E AR A =
o IO A 2 R, RIS &5 B 7E 4% DURE R AR 7
X (AR O &SR GC-MSIMS J7 320 58
(A 2 BRI R, Sy 7 % DURRR 2544 53 Ak 2y

BR B BT PLER ) GC-MS/IMS Tk, XA —

HAIEHYS LC-MSIMS J5ikillsE AR 25 i Fl, A

WECIN ST T AR 73, Bk B 52 05 e i FR

W 5 SCHRIE
A FAE DUBERE Sl A BE AR R AEXT UL T 2

BB AP, FEFHEERC QUEChERS %, f&#

KT 7 EPGER) QUEChERS ¥, RERITHI 2k

AR, PEARKE S TACES TS 4y, R 3RS R

e, AR TN A R 75 8 7 12K B

T BB ) me), B T R AERR Y, A

bU S FH 2 11 25k 5 DE 5 1 7 v ek b 1 SI2 56 4 AN

INf E) A, 3 FH T R S B = AR R 1) e IR )

Mro SR EPTIR, AHEFTN DIBRESR 2 rh 2 Ak 24

B8R AT RN . U DRSS TR A T — Bl

RO SEAST I 7, B RAS B s D e ]

5 22 T T ThD A 1) DU BSR4 R B A

Pt 7O TESE BRI SCFE .
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