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Characteristic ion identification of Eupolyphaga Steleophaga and its preparations
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Abstract: To establish a method for the determination of characteristic ion mass spectrometry of Eupolyphaga Steleophaga, to
identify the authenticity of Eupolyphaga Steleophaga and its preparations,and to evaluate the quality of the medicinal materi-
als and preparations of Eupolyphaga Steleophaga in the market. Ultra-performance liquid chromatography-triple quadrupole
mass spectrometry was used to detect the medicinal materials and preparations of Eupolyphaga Steleophaga. m/z 415. 72
(double charge) — 406.72 (double charge) and 415.72 ( double charge) — 667.34 were used as detection ion pairs. The
ion-pair chromatographic peak could be detected in 24 batches of Eupolyphaga Steleophaga of different origins,21 batches of
Eupolyphaga Steleophaga extract and six batches of square preparations. However, the corresponding chromatographic peaks
were not detected in six batches of different animal drugs or three batches of its adulterants. The method established in this
study effectively supplements the deficiencies in the inspection standards of Eupolyphaga Steleophaga, improves its quality
control level,and provides a reference for the safety and efficacy of clinical use of Eupolyphaga Steleophaga related drugs.

Key words : Eupolyphaga Steleophaga ; characteristic ion;mass spectrometry ; quality control

TE BT RAR Y F R L & RIEAAY B S A Y NG T IR £
e ) oy e e B B R M 8 Eupolyphaga sinensis A&fﬁ%ﬁ%%,ﬁ\@ﬁi“o e o ELA IO, T
Walker o3 b ¥5 Steleophaga plancyi (Boleny) (i UR&5 JH I -3 . F 2Ll £ D, T T840 Al
R, RS FES AR CEARE GRS S R R BRSO
P —— 2 120230829 ﬁ%”iﬁ%ﬁﬁﬁ?{% Eﬁigﬂiﬁﬁ@‘%m\hﬂfﬁ?\ﬁmﬁ
AT . u%aakﬂ%gg(smmn AR e IR VB DU R R B TS MR, EE R AR O R IR
BF5E 34 (2020B1515120033) 5] 7R W R v 245 4o A2 i %ﬁﬁjﬂgﬁ%%%"m ll*ﬂﬂ:ﬂiﬁﬁiﬂ”(%ﬁ%%”lﬂﬁ

A S S T TR AR 5E PO SRR H 3- . .
1o SN P AR SR, SR A AT LA 547 151
(2017-203) A HERIN K. B, T LA E R L8 R s

* MWEVEH Tel :86-015017592618 ; E-mail ; vl ng_m2@ 163. com, janal-

210@ 126. com ’ ’ WF A RN TARIZE IR, (H T 4 4 st B A




Vol. 35

i 5a 5240 - B 2 R AR 8 T S AT ST 2109

AN R G E (3 7 SV L ON R AN
TR A BT A e A, S o M bR R L A 7 5 5
ATRE S BRI B R BRI 75,2020 4R
| 24 S 5 I e A8 A T H A T A, Gk
ST VS M S R - R O D A TR S

TR RS A R E AR RIS
Y25, BT BB A S S L 22 ] 483X 46 i 70 i
FFES L ARARS A S R AN T A 255 R4 £
s LI ELER S S HEAT TS, A : Chen %51 (38 5
i K o3 R ST B e Pt 4 30 B Y
P77k, d i DNA ZIE A 18 5800 % U IR, RIS
MRV W0 7 51 S L X 0, mT ] )
R RIAC L 5 L 261 SR R TR 94 T e 50 A o ok s
3RS = R [ AN [+ 7 i ) L B P B A T
BIBESE ik PER o B R 4. AR, 052
Ly PR S SC a FOR B g MELUES, AT — 2 1Y
JRBRYE . 2020 AFRRC e AN RILAIE 25 8L) (LLT fif
PRCHEZ58L) ) v 8 o 24568 2 53 T A0 8 Bk
S B 2 M0, HLz 07 AGE T T OR E, xh 22
B P P R RO R % SR SRR, O ik
i M2 , LA RX )

AR KA Sy HAT W 22 S v i) LR Wb i 0, 1
Y2t B R, EA = F ld FHEREOR
SRy L S SV RN T /SN
Falg ' AT AR R, R TR A R
(A A4S A, B 2 T AR H WA g P BEA TR R T
o AGHIN (4 R RCE A T [ p 582 22 SRR IR
B E B RN R AR, AR A S O 25 (Y [R]
IF , b2 R E 4B O 123 X 45 D o A S
i, HAT T A B R SR Crp R 2 410) 2020
AR BT JE TR A M e R R P S 531035 o e s 1
XHINAE o HFAE 22 AR D B R At IR 3R A4 7
b WA TR E AR UE T B 25 TC K SR 1 T i

FE Lo W R T o b SR B 22 2R K O I3, 1+
s MBS A FE RS B A R A R R
PERESR B BOK P BT BRI L3, B 53 IS ] 7
it A= MR WSO L TG 2 4 22 R AR RN . AR, H
T DAL i A DA O P e 246 B LA R R ik 2 1
SERNRIE o AR IE AR A FARRAE B R4
AR RE IR ] T A i L ot M, Ay P e R G
R BT R S %

1 #E7E=E

1.1 (=548

Waters Xevo TQ-S Micro = 5 PUAK ¥ ¥k i Bk 1
ACCIRFFHEZ 7] 5 Infinity 11-6470LC/TQ —FE PUMAT
BT A (ZBEAR 2 ] )  HWS-28 A £ 4 iR 7K
W (L —TER A A BR A ] ) s KQ-500DE %%
P R e (R LT A AR A R A F)) s SHH-
250SD 24 e TR AR (B PR K AR SEER AR T ) 5
ME204E T3 73 Z— R (Mg -4 R 2 A\ ) ; XP26
A3 Z— K (R -FE 0 24 7)) s Milli-Q Di-
rect HAIK RGE R AT IR AT .

+ AU (b %) X RE 25 B (it S 121533-
201704 ) dy b [ B i 24 i A e AIF 9 e 4 1L 5 TR AR 1
ity (4t : SLCC9020) Hy Sigma 7y A4 fit, L Bk
Mg Sl TR R 3 oK Ry Atk (e [l
HoAth 3550 Ry o3 Mk

AT eI 24 T 2GR A 2 M
T B 24 DR A R R R AR B, 21 St Ol B R R e
% Eupolyphaga sinensis Walker [ Mff H1 1 #{K 3
It A Hh ¥ Steleophaga plancyi ( Boleny ) f) Jif
PR, IR P i (46230 1 i e L SRR
W) K HABZh Py 2 (M Je fa PP AR A N P A R
KR ) SRR [FRILER 1, 53 Al 1 i 3R
21 R TR 6 b (F R AR 2,

1 HHEEE
Table 1  Information of medicinal materials
42 2k IR by
No. Medicinal herb Origin Information of origin
TBC-1 + 5 E. sinensis Walker AT
TBC-2 Sk s E. sinensis Walker VLT
TBC-3 g E. sinensis Walker VLIRAE LT
TBC<4 4 E. sinensis Walker INARETFEE
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%245 1( Continued Tab. 1)
e ikt B9/ i)
No. Medicinal herb Origin Information of origin
TBC-5 -t E. sinensis Walker INARAFEH
TBC-6 + 5 E. sinensis Walker AE T8 E
TBC-7 e iy E. sinensis Walker TR SN
TBC-8 R E. sinensis Walker AT AN
TBC-9 e iy E. sinensis Walker TR SN
TBC-10 e iy E. sinensis Walker R I
TBC-11 T+ E. sinensis Walker A1 P FE
TBC-12 e iy E. sinensis Walker R I
TBC-13 T E. sinensis Walker WAtk
TBC-14 el E. sinensis Walker Witk
TBC-15 + E. sinensis Walker WAL FE
TBC-16 -k E. sinensis Walker VLI E LT
TBC-17 + g E. sinensis Walker INRE P EE
TBC-18 +us E. sinensis Walker VAT R
TBC-19 R E. sinensis Walker AN N
TBC20 g E. sinensis Walker AT
TBC-21 + 5 E. sinensis Walker LI
JDB-1 A+ iy S. plancyi (Boleny) Ak
JDB-2 + S. plancyi (Boleny) ba sl
JDB-3 A+ iy S. plancyi (Boleny) el
JBTB &ih+ ¥ Opisthoplatia orientalis Burm. TR
JBLS Eoeupa ! Cybister japonicus Sharp T
MZDL EQIPN Periplaneta americana LR
BJ g Fl Trionyx sinensis Wiegmann LN
DL Hi® Pheretima aspergillum (E. Perrier) 7V E AR
GJ o Chinemys reevesii ( Gray) LI HA
IC S Bombyx mori Linnaeus DY B
JNJ X N 4 Gallus gallus domesticus Brisson WivT 446
CT L) Cryptotympana pustulata Fabricius ARG YT
SZ KR Whitmania pigra Whitman I
F2 TEHRINYRBFHFIEESR
Table 2 Information of Eupolyphaga Steleophaga extract and prescription preparation
EilR=2 SRR HFETR
Lot. No Name Manufacturer
TG-2022001 T Y SR 2 A R A
TG-2022002 - I IR —Jr il 25 IR A F
TG-2022003 - R JR—Ti A IR H
TG-2022004 - e SR J R T h2A R A F
TG-2022005 + 5 BRI T AR — T2 R F
TG-2022006 - PRI TR Tt 25 IR H
TG-2022007 R L) SR 25 IR A

TG-2022008

TR

JUR— D7 254 IR W
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2:5% 2 ( Continued Tab. 2)

Eiinz ZFR AR R

Lot. No Name Manufacturer
TG-2022009 + s R Y J R T2 A R F
TG-2022010 s AR Y TR T2 IR F
TG-2022011 i R Y IR 25 IR
TG-2022012 - e SR R IR AR A
TG-2022013 + s AR Y TR T2 A F
TG-2022014 + 2 R Y IR Il 25 PR
TG-2022015 + i RERELY) SR 2 IR A
TG-2022016 4 R Y JTAR—TT I BB ]
TG-2022017 - I JTAR—IT I A BRA ]
TG-2022018 s R Y TR T2 A R F
TG-2022019 - Y TR T2 IR H
TG-2022020 - PRI JTAR—Tr I A BRA ]
TG-2022021 + s R Y TR T2 A R A F
20191001 ERE A TR E M A BRA
190703-2 R I DU 1|5 5 A 2l A7 BR S )

190602 AR 408 T W74 7 4 24 i A P A PR )
K01005 rhRUR R L T 2 s i 24\ e 3 A7 PR A )
OHOI 0360029 1ER LA B PG A 2 ] 25 B )
201001 021 BT L P RB2 AT BRA F

1.2 EH*E
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BT 5, B0 1 g ByoR (G ="50f) , InA
100 mL 1% fik R 2V 1A W, FRE B, inA mli 30
min, B, FRE B, B 1% TR R S0 B0 IR TAD 2 U
REHRL RS, ZJE M 022 wm fAL B B IR A
RER A o BCEEWE 1 mL & T SRR D, A 50
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58 min,100% A ;3584 0. 3 mL/min; FE3E S 30 °C
R 2 L,
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R BTIB A, H M5 25 1E B AL (BSTT ), 8y
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F G S5 R = VO OFT W BBk G 7 2
SV WD (MRM) |, AR Aar b (m/z) 415. 72 (SUHR fif )
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41572222 ) )
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Fig. 1 Characteristic ion extraction mass spectrometry (m/z=415.72) of Eupolyphaga Steleophaga
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Table 3 Mass spectrometry results of medicinal materials

m/z 415.72—406. 72

m/z415.72—667. 34

[=] B A o o
%' %mﬁj‘lﬂ PR (L4 G T F {1t
No. tg (min) I T A Signal-to- VETHT A Signal-to-

Peak area . . Peak area : .
noise ratio noise ratio
TBC-1 3.35 15 348 374 70 1189
TBC-2 3.35 24 344 2 241 137 74
TBC-3 3.35 26 273 3487 154 383
TBC4 3.36 13 773 1019 82 24
TBC-5 3.35 20 607 3342 118 45
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2:5% 3 ( Continued Tab. 3)

m/z 415.72—406.72 m/z 415.72—667. 34
=] B s e e
ol PRI p— (G4 . R L
No. tg (min) I TR Signal-to- VAT Signal-to-
Peak area . . Peak area : .
noise ratio noise ratio
TBC-6 3.36 24 501 2 062 141 82
TBC-7 3.35 24 559 3582 154 56
TBC-8 3.35 22 502 2 854 127 46
TBC-9 3.35 23 986 2 496 131 104
TBC-10 3.35 23 980 1233 138 82
TBC-11 3.34 22 295 2 386 161 47
TBC-12 3.34 21 092 2 167 128 14
TBC-13 3.33 27 028 2 586 159 426
TBC-14 3.34 28 638 1 962 182 274
TBC-15 3.35 27 620 1 828 155 75
TBC-16 3.35 10 705 1 544 47 729
TBC-17 3.39 11 601 1798 50 773
TBC-18 3.38 8 547 2 137 40 675
TBC-19 3.36 29 445 8 486 135 70
TBC-20 3.36 29 329 6 481 144 34
TBC-21 3.36 26 479 3 286 134 208
JDB-1 3.36 22 904 5 044 164 303
JDB-2 3.36 22 814 3024 187 290
JDB-3 3.36 22 893 3533 196 313
JBTB 3.36 - - - -
JBLS 3.36 - - - -
MJDL 3.36 - - - -
BJ 3.36 - - - -
DL 3.36 - - - -
GJ 3.36 - - - -
JC 3.36 - - - -
JNJ 3.36 - - - -
CT 3.36 - - - -
SZ. 3.36 - - - -
e =R ARk
Note:" —" indicates that it is not detected.
/\ TBC-21
N
/,\\ TBC-1
A\
N
AN
N\ JDB-3
A i
N
S\
/. JDB-2
~ I
J\
I\
AN
A JDB-1
/\ T T T T T T
/\M 2.0 25 3.0 35 4.0 45
T T T Z2 T T T ace 1% FE It ] Retention time (min)
2.0 25 3.0 35 4.0 as

15 ¥4 i} [A] Retention time  (min)

B3 () 5+ (%) HAHRIRE
B2 20 % () ZAHREURE (m/z =415.72) (m/z=415.72)

Fig. 2 Extracted ion chromatogram (m/z =415.72) Fig. 3 Extracted ion chromatogram (m/z=415.72)

of 21 batches of Eupolyphaga Steleophaga between E. sinensis Walker and S. plancyi (Boleny)
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B4 TEAREMRBIRIRE(m/z=415.72)
Fig. 4 Extracted ion chromatogram (m/z=415.72)
of Eupolyphaga Steleophaga and its counterfeits
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Fig. 5 Extracted ion chromatogram (m/z=415.72)

of different species of animal medicine
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Table 4 Mass spectrometry results of Eupolyphaga Steleophaga extract and its preparations

m/z 415.72—406. 72

m/z415.72—667. 34

i (R il i
4 Retention time W A {FMELE W {5 1L
Lot. No (min) - Signal-to- 5 Signal-to-
Peak area : . Peak area : .
noise ratio noise ratio

TG-2022001 3.35 85 380 5799 586 169
TG-2022002 3.35 115 566 3 874 799 1323
TG-2022003 3.36 154 354 7179 1120 360
TG-2022004 3.36 71 246 4 148 410 248
TG-2022005 3.33 93 823 4 087 635 566
TG-2022006 3.34 129 204 8 535 817 1 148
TG-2022007 3.34 123 066 6 393 833 278
TG-2022008 3.34 118 020 5 288 827 442
TG-2022009 3.34 119 428 5076 778 72
TG-2022010 3.34 134 123 9413 841 549
TG-2022011 3.34 128 953 7 466 800 299
TG-2022012 3.34 107 550 5757 546 346
TG-2022013 3.34 159 112 5979 791 265
TG-2022014 3.34 156 691 5 366 758 302
TG-2022015 3.34 137 327 6 984 615 117
TG-2022016 3.35 51 574 15 234 265 4 166
TG-2022017 3.37 44 032 5754 205 3 396
TG-2022018 3.36 46 609 3134 209 3197
TG-2022019 3.36 83 771 10 891 419 232

Vol. 35
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213% 4 ( Continued Tab. 4)

m/z 415.72—406. 72

L B ]

m/z 415.72—667. 34

it

Lot No Retenton ine e kit e ke
min) Peak area g Peak area e
noise ratio noise ratio
TG-2022020 3.36 71 528 15 928 343 125
TG-2022021 3.30 90 367 9 805 468 260
20191001 3.35 945 11 52 10
190703-2 3.35 946 12 48 7
190602 3.35 584 6 31 3
KO01005 3.36 382 6 30 4
0HO1 0360029 3.35 745 13 72 11
201001 021 3.36 13 243 40 1238 32

TG-2022021

Wea (aeedaacaanaatee

TG-2022001
T

T
35 4.0 45

T T
2.0 25 3.0 X
{7 B 15} 7] Retention time  (min)

E 6 21 #it+ % BREMIREURE (m/z =415.72)
Fig. 6 Extracted ion chromatogram (m/z=415.72)
of 21 batches of Eupolyphaga Steleophaga extract
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Fig. 7 Extracted ion chromatogram (m/z=415.72)

of formula containing Eupolyphaga Steleophaga extract
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