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Detection of Synthetic Dyes in Nujin Pills and Analysis of the Staining Position
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Abstract Objective:
of dyeing. Methods: The synthetic dyes in Nujin pills were detected by HPLC-MS. The synthetic dyes in the inner

To detect synthetic dyes in Nujin pills, analyze the dyeing position and the possible causes

and outer layers of the pills were detected by HPLC-DAD to determine the dyeing position. Results: The synthetic
dyes, such as amaranth, brilliant blue and sunset yellow could be detected in Nujin pills; those synthetic dyes were
mainly concentrated in the outer layer of the pills, and were undetectable or only present in trace amounts in the inner
layer of the pills. Conclusion: Amaranth, brilliant blue and sunset yellow were used to dye the outer layer of the pills
during the process to improve the appearance of the preparations. The process procedure of the preparations should be
standardized.

Keywords: Nujin pills; synthetic dye; staining position; HPLC-MS

2GR R BT R AR 4 B AR R
I R EAS B Z 0 . HIT4Ek, #ar T 2A
LR A DR 2 e ) B, TR
AN XSG YRR A —E R, B’
fil SR A L Aol Pl AR o Y, Qe
Xt oA 24 B T 24 22 S M T AROR B o X S e ik
1 25 B a] BEAE DA R T s 2 A e
S ALV 1 RS A ik A s A E

VEFTIA: 4k, Tel: (010) 67095150; E-mail: heyi@nifdc.org.cn
WEMEE . BV, Tel: (010) 670951505 E-mail: daizhong@nifdc.org.cn
UK, Tel: (010) 670952725 E-mail: masc@nifdc.org.cn

A i, DASGE SN ] T B 2
dn BRI R (U, B0 A TR 1 24 i
EHERI TR, BT il T 2GR AR GMP
MUE o I, HB 2y £ (3R 0 I RE T 95 ok
7 B o 58 24 ol M B A B 1) 0o e v R T
M, WA T 242y A AR R SR
By, A AT T ey T S R R
AT A



264

2019 3 33 3

C A TE 1 24 v e R I O v R A
JREFEER . WO @R RO 3 S S
FU2om00710 (g S R I R T R iR
AR T RO €01 TR I R A A
W7k, B e © )3z i HT T G 6.9 o i A
AN 2% & S N O P27 % e S SR AW AN Y AN
O, R e, IR, AR, BHiE. R
XOHML L. FEFS L ORED . B, ATHRES
A YA M B 2 F B DR ERAL . KT
4

LA EARE Y, m4E BAT
EEAE23BRA I, TR aR AR . BTG ML . 1k
S, PR TP A IR BT B A 28
PHAERE MR B LR = AR S S Bl S
240 (amaranth ) . =% (brilliant blue ) . HX
(sunset yellow ) S5 MAYEHN 2 & AURES,, X
H R EE LA T T E

1
Agilent 1260-64108 Wil {4 jif— T 16 7 52
[llll[ﬂll|llll|llli)l!|l
foem1 2
1
2.2

S B R PR S S A e R DL
R, SHEALBEEELNIED,
HPLC-DAD-MSXHE S A 7 22
2.2.1 XFREShIAW 4%

HOOESRLr | seis . HYES M E &,
vt , R mLTP 29501 maflIR& % I v
W, FH0.45 pmflfLIEREES, HRekugm, BIfS.
2.2.2 Pkl

BOLH 1AL (KEIL, Sg) , 70% R

V@R s cEUTICALARARS

gt , AT W S AR I % K = E DY ST
K es, ZEE{EMass Hunterfb2E TA/EUS; Mettler
XS105DUHL T K33 KQ-300DA RIS 75 v Uk
1 CR LA A A RA R BATIR 300 W
B 40 kHz ) ;5 R4 (HE520121215) . HE
# (520130618 ) W RHEATGER 40140 TS
PR ft s S2iE i b E R R B R LS
GBW(E)100005a-08002], Z W& M ikal, BSR
B LEE . UKBEIR Moy A el 5 H K I Milli-Q
iR

Ean I8k, BbRR R E— A =T R A
7o BIMERE S TS D — T R & IR
2
2.1

IRV, ALK SN2 R 20 62,
gL, AT AR, AR RIZ RN ZSI
I RARIR, A BefAAESNZ R Y . T
TEREILT0% T, B2 LRI AMIN, AR AEp ey
W, WER, R IFIERESAOER,

2

15 mL, JREES min, SMMAEERZET, LS mLH
B, FRH0.45 pmBALIEIRIED , HREHIEH,
VR BE A
2.2.3 BAMERE ST &

HUAPERE S ALRS g (JKEEAL) , | “2.2.27
R I A IR AL A
2.3 el

K HPhenomenon Luna C18 (250 mm x 4.6
mm, 5 wm) @AiEH, DI MREIFHA, 0.05
mol + L'iffREe (VKESIRIEpH 4.5) SATRSIAHB, £k

zhgysh



2019 3 33 3

265

PERBEEVERL, 7E30 minfN, FaAHAR LA H1 2% T+
270%; WiiE: 1 mL - min™'; FE¥E: 25 °C; DAD
o 26T 33z KFEFEL . 400~700 nm, &ALA P06
WA DR VR R s #EFERE10 pLs
2.4 (sl

T T 294 0 1; RAEBIEE TR

(‘electronic spray ionization, ESI) , —Z¢JHiEk4]
F#i#=L (product ion scan ) ; TSR350 C;
TR0 L - min™'5 S5 SUESI35 psi IRH
JE4 kV; s EPE TR BT R Sl
EEER TR S HUILE L.

1
HEY OREARHE] /min BSFIE BRI /mliz RRAIE IV fEfERER /eV R /mm
WAL 7.8 ESI* 539 150 35 522
H %o 10.8 ESI* 409 100 25 482
S 16.2 ESI* 749 250 50 629
2.5

IOX BE iy SRR i S I 4510w, A
RO AR, ES AT . AT OGS T
K, 25RIE3~5. IWERRTLIER], FErmm T

mAll x10 2
1

05

R 2 5 0032, H ¥ BRI S 36 A B I [R]— 2R
@k, JF H R @ g " R S X
IR Sk SR | RV ST R S TIR A H U S AN e RS

HFISE

mally10 !

mAUK10 1

0
1 2 3 4 5 3 7 8 E] T;.le[mm] 12 13 14 15 16 17 18 13 20
L. BRLr; 2. Hig®E; 3. %05,
3 A B C HPLC-DAD 400 700 nm

zhgysh

criauaciunicaL i IR



266

154
1.25-
14
0.75
0.5
0.5

%102

R

400 410 420 430 430 450 450 470 480 430 500 510 520 530 540 550 560 570 580 590 600 610 620 630 640 650 6RO 670 B8O £30 70D
mall ve Wavelength [nm)

400 410 420 430 430 450 4B0 470 480 430 500 510 520 530 540 550 560 570 580 590 600 610 620 630 640 650 650 670 B8O 630 70D
mal vs Wavelength [nm)

Bt

it

400 410 420 430 430 450 450 470 480 430 500 510 520 530 540 550 560 570 580 590 600 610 620 630 640 650 650 670 B8O B30 700
mall ve Wavelength [nm)

4 A B (400 700 nm)

m zhgysh



2019

3

33

267

zhgysh

#102
2,254

1.75
1.54
1.25

0.754
0.5

131

158.0

A

2231

3433 A

762

0.25+

#1017
E.54

2228

3455 B

3618

AP A ATk AP HAN AR A Y s b

100 120 130 160 180 200 220 240

Counts vs. Massto-Charge [m/z)

260 260 300 320 340 360 380 400 420 d4do 4fo

450 500 520 40

H&E® A
2361
154.0
3922
2078
1081 L 403.0
S N A4 *
1729 232 B
154.1
3320
207.3
107.9
%67 409.2
. l | L :

1.754

80 100 120 140 160 180 200 220 240 260 280 300
Counts vs. Mass-to-Charge [m/z]

20 30 30 380 400 420 440

A
= 3061 7489
170.9 1
4580
284.1 563.0
4832
136.0
o 2083 I 3930
| | | b ' P I ]. I |
7485
. B
306.0
1709 456.2
284.4 5627
3272
aq 132 208.0 H w37 4070 432 l |
L 2k | "I I L L

75 100 125 150 175 200 225 250 275 300 325 350 375 400 425 450 475 500
Counts vs. Mass-to-Charge [m/z)

5 A

525 G50 575 GO0 625 B50 675 700 725 750 775

viciunica s RN 2



268

2019 3 33 3

3

R it — LA A R AR AL, TSI
HHIFEZE, RAHPLC-DADZM X AFEIZ 5W
JERES A TINAE
3.1

Hil s km “2.2” i,
3.2

HUBHLURFE S 45 1L, FWHRER)ZE, B2 mLER}
B A TIBR R Z AURIRE i A PR A 41
T —2 mLIBRLELOAE . 7R B0 ARl A
1.5 mL 70% B, FEPHEE30 min, #HE T
VE, AP EDRH0.45 wmfSALIEE g, Bk

maU102

1
B

W, AERALRISNZ M A RS R
3.3

COREAIER] 237 Je “2.47 5,
3.4

WOus Bt SRR A 10 w L, 2 BEAR
OB G, e mikiE, 45R K6, MIE6n]
IFR], FHISNZ B n] W R Al
R, (AR BERE RR AAS: ARG H i Y
FIMEOER . SHLUCHE A R BRI . g nl 2L
FIWT & AR EEAAAE T HFISNZ , HEBr ] BEAE AL
FUSELE A, LAGE B MEAR

e b

AL X I 5

6 HPLC-DAD

4

AN u Pt o N TR S R N N N i 7955
) = IR AT JERCH E R i, WS, s, H
HEHUERHE At afsaghie®, 8
HEORERI KB EOER, QRERPHIET
Yukl2z, SRS NS, 2Rk g a i
fifi FH o 7 2R 2 o W B A R ALV A M (12
) 2 5 AN FERG B0 7 B A 36 I H b, B S
gL, SEiE . HYRERMaREE T A, JnkiEsch
R AER A ROoh BB ek T ARIE Y, ALFIAh
EAR AR R R, R AR EE AR
45

o

NN

TRLL . S

H & 855 8 6 Rk
V@ORTR Y i\ ARVACEUTICAL A

e
B. JLRINJERES: (HE5160102) 5 C. ALFIANZRES (HE5160102) 5 1. BSR4 2. HEHE; 3. 72
400 700nm

K, BB, A e BRI 7 i #3515
TR FR, @R IR R
R, AEAT LI SRR, SRR ER ST DL
AN E B RIUERGR . i T E R BE Ao
FERIRI P S A GO R, T ORAAERA %
i, IR T DADAG I EA TG

TEFIPALR FRIZ IS, A 0] BEATAE B G R
RN R DL AL, TEILFISNE G @,
W R WATREB AJGHIN)Z . LR MR B
BT AR EER, TR RN SR

FAT, SCRRAE R P2, HAFTEx KR
BRI G (0 rp 2 4 sl G € rp 254 508 A 7 1 o
SR AR R BT P M e AL

zhgysh



2019 3 33 3

269

G RAREE P T ALRISNE, i IR AT et A
"N T RRRSAIUO™ AN () — B, (G
BRI TR, SRR R R (. BARTE
AR E S R R E TR R GR, B
N, BT s R, A s T i
QR AMEAEER] o BEAh, 2T 2R b 2h il e A
I, SR TR A A = T REE T,
FEDTAEAL o R4 IR B 2 e ) BRI S Hh
IO 25 SES RN e AR AT 04T, AT (i
W, T RE.

(1] Jian, RRWRE, skeptly, 45 O ge e o5 r2r
IVIREI]. 2SR, 2008, 22 (4) : 318-320.

[2] BIFH, fTued, EE, S5 ARt YL E A
IR EEEE]. ThEZEE, 2011, 5 (8) ¢ 772-775.

3] s, 4Rl gt WdEE ERNaE 5K
M. A EACEYEE, 2009, (8) @ 45-50.

[4] PAEANRICHEEZ TAEMTAT R R 2. &fhhT
REIE LIRS IE & FH Y 5 AN 5 i ) B S S5 44
(ZF1-54L7C4 ) [EB/OL]. (2011-04-22) [2018-09-
06]. http://www.nhfpc.gov.cn/zwgkzt/wshysj/201104/51441.
shtml.

[51 fallRHe, frsk, Aia, 5. AFEHR A ILE ALk
AR T I SE ). 298 ir 2, 2014, 34 (4) .
698-701.

6] farfk, T, EEE, & kT il Ty kG &
Rl v 3 v AR Eh o s g AL T E 2R R
2015, 50 (2) : 120-124.

(71 Sk, U, BE o, & Py st isnik
FH AN SERR I TTIE ). S5k, 2014,
34 (9) : 1701-1708.

8] HM¥, A, Wi, . afbrh—FEiB ki
NS SN W ol ey 1 e R MR 7)o o [ S
2014, 34 (7) : 1231-1236.

zhgysh

9] =K, B, 5L HPLC-MSEEAI/IE B AL
JEORL 241 Fr AR AN A TRR (2R, FRREZY, 2016,
47 (18) : 3219-3223.

[10] #A%, MRig, skEE, 45 e ROmA - =S5
PFFFSE I S 19FIR @Y A a R[] &%
AR, 2016, 7 (7) @ 2663-2670.

[11] He F, He Y , Zheng X, et al. Screening of Chemical Dyes in
Traditional Chinese Medicine by HPTLG-MS[J]. Journal of
AOAC International, 2018, 101 (3) : 686-694.

[12] AR, RO, S, 5 P @ a R0,
H & R 00 S 4T 19 B8 1B RS i B AR R ik A 5210,
HE 2524435, 2016, 51 (6) @ 483-487.

[13] W37, PMd, Tk, 25 PUsiAH- DO grT ep I 2
QAT HF TR] B M 24 SORR et (R (). TR
ZyepdRis, 2016, 51 (15) @ 1316-1323.

[14] #jER, BKHR, dKile &, 45 WUTHEFHTL POt A h 244
BAR A v DL BB I3 14 5 VR 9 B B T 2 ST
U1 25983 Hr4eas, 2017, 37 (3) : 101-110.

[15] fifgk, FHH, &#, %. HPLC-DAD-MS/MSIEZE 4
T PR A SR 2 218G BRI, 2016,
38 (12) : 2631-2635.

[16] A RILFIEZ 8. —FB[S]. 2015: 521-522.

[17] ZHg (5 M) 245 5 b 78K 56 05 vk RS 98 191
2009001[S]. 2009.

[18] FB LB, AR &, RAR¥E. DISELLANH & B & 0
RIS ML GO AR s ma )], Ol SRR, 2009, 25
(12) : 1240-1242.

[19] BREM, H&, ¥att. EHaRIIKEFEA KR
] L5584, 2005, 36 (3) : 27-30.

[20] Z5F58h, REEE, FREE, 55 G HREMA R
BRG] PEZSAGE, 1990, 25 (1) -
48-50.

(KA 2018410A228 4% A iK)

criauaciunicaL i IR



