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Research progress on detection of macrolide residues in aquatic product
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ABSTRACT: Macrolide antibiotics are widely used in aquaculture. Drug residues and human health damage could
be caused by inappropriate use of macrolide antibiotics. More attention has been paid to the monitoring of macrolide
residues nowadays. This paper mainly introduced the determination of macrolide residues in aquatic products by
various sample pretreatment and determine methods, and analyzed and compared the advantages and disadvantages
of thin layer chromatography, ultraviolet spectrophotometry, microbial titer, gas chromatography mass spectrometry,
high performance liquid chromatography (HPLC) and liquid chromatography-mass spectrometry (LC-MS/MS). It
was considered that HPLC and LC-MS/MS can satisfy the requirements of standard limit for the determination of
macrolide residues.
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it R, ok e 2 ] 24 B A i s 4 7 ) — A i
A, EVK™ SO FETSGAREE . BA ., EEEE
K, KEEE A AWk R R IR S e T
PR, bR R R S PR 5 B 5 1 B R M RE A,
T DAEEST PR A L WERR KT 25 Bk B A I iR
HEE,

RIFN P14 K (macrolide antibiotics, MALs)/E i
BhEE -5, TEIGK B4R R T ZEH, B
AP, TR R ORK SR,
LLRER VGRSV RR . BIREER . BKFAS, X
KAMAFEERAARL, 1Rl FHEE P BT DAESE
LR ILAERL ()53 TR K E Bk s 7, )7 pH
6~8 /KM AHXTACRR A, PUmTE M m; G)4aRZ4L
AW E Y, 2200, @EHE
200~300 nm =[] 47 B8R I 2SN (5)ZBUE LA 53 11k
Y, B 1 AFBASE T NREL Sy, 2905R 85
Ry LR A R g, R MR E T AT

HRHE N AR E, RIS A ERZE 259 5% B8 il Jr vk
W22 7% (thin layer chromatography, TLC). %54My
JeHE L L U RN L RO A - 5T Ik (gas
chromatography mass spectrometry, GC-MS) . =380 AH {617%
#:(high performance liquid chromatography, HPLC)Fl ;4L
AR - 5T 1% 5 (liquid chromatography mass spectrometry,
LC-MS/MS)5%, Hrft HPLC, LC-MS/MS 2 2 it b AH
BRI 77 o ASSCA R T R AMa I K ™ MALs 5% BA
SR FH ) 5 R (5 T Ah B vk TR T i A i e, DA

GG EEE . RO RS B R i, Tk
S R AR, Xk — 23R i T EDK ™ i BT ek
AR B T

1 HSAEIAIE

KEFEOT, H2h, W25k AW ERAL, £
FERRL AT 2, XA I AF A 2 T 0T B AR 4 i e
W, B2 E YA AR A, WA R O AN il A o, ARG
W 2 B BT RE Sh AT RTALBE, B HRE 5 A R 28 43 HEA T
W, b, WA AR, HAEZER B b SR E
B A R, R R S L A A TR
1.1 8 B

FEI (extraction) A2k FHIE 4 W9 FUAN i, B4
Y34 R 43 FE AL Jo AR i ip B SR I 76 2 ) Tk ok
SIMT IR BOIRA, B TR EE 99%MIFEAZL IR, 1 Ay
B B R USRI R P RE R RO
A RCIEIE . BRI R AARREIE | 0 5 57 Bk A
BeATBNPRIAE . P AU R L IRG IR AHRT R B, X
FELRAG, PIERMEMEGR, S B TSI = Ak B o b p 4l

R Z M5

R4 MALs )i TR RIS, 5 O EE
Tris 2% MR ek 208 CBRVERAREGR . ARt 47187 Tk
T 7 AR N BRZEIIA R R B HPLC-MS/MS f5 il
7, AR R TREI, SRe FH 36 438 i I Ay I AR A
W, FEFTUCECARE TAE M2 e &, 7€ 1~100 ng/mL JE A,
7 RIS TR E A RIS R,
R>>0.995, [A] U & 75.4%~108%, #H % % Ut 1w 22 K
0.665%~12.9%, Z Tk MBS 1 pgkg, &R HK
4 pg/kg, WOTILTRIR . R R . EIMEL, KK
7 FORIR N ERAPUE R WA IR R . el
FHZREVERREG, Mg S Ff fa 2 E 10 BRI PR
BHoA RFATIE, bR RS 508 69.4%~115.3%F
63.1%~100.9%. LEE “5URF HEE | 1 T B £, Bl A7 6
AW AT, ZARTHE . 208 R FIREE 2 1 L
IR F 89%~95.5% . A% 75 S VHE T RIS AK 7 it i
TR SRR AT AT TR . RS TR
H W BRE I, R T /S TRTEZ il b, &IF
CtRg . HLBS /MEGLE, R ma0s A i3 14y
Mro J5ERAE 1~200 ng Z A 2R MEA S, M5 R BTE 0.9998
PLE, SE AN Ay 82.2%~89.0%, AH Xt AR HE IR 25 4
6.24%~9.83%, XTURNERE K . B KW R 1R R 45 h
0.0054 mg/kg 5 0.031 mg/kg.

1.2 &

FE R, Sl bt —B R LI Ty
J, A AT R R AR, AR R SR A A Y
firo ZGMER B A M b R AR O A - AR B
Bl 4R BBV [ A ZE B (solid-phase  extraction SPE)!'14%, H.
FRPE R A AR ORI S B A AR BN [
MIBAER Rk AR AR QuEChERS! | 4»FE il
26 A 0 J [ A A B3 S AR VA6 | R o [ AR AR
RAELGWARE A Frhis A £ . SPE /& 20 tih4d 80 AL
W TR — R R B ik . R E R LT HAE
BT A 77, SPE C % 4325 L gl Ak Al s S AN [A] 36 o Hh R i
RIF A BEIALA P B AR . A, W A 2 Fh
SPE /M, 41l Oasis HLB £, Cig#: . MCX H:FIl SCX #1145,
W T 2R, R EA Tz iR RO e
S 23055 115t H Oasis HLB. WCX #l MCX 3 it SPE 1% £
rn AR, 5 HLB H: ] 58 40 B $2 0 H il 3R
WlE, HEZ N, BA RIFMEEEE . VRAGOVIC
SR R H 70% 19 206 7 BRIt A R 7 Rl KA P
Ky Rk E, FIECKRZNEE A HLB #:dk,
SR IR 68%~85% o il A1 RHE: I3 —Fiv it 74 (1 [T AH 4K B
FiEF0), FHF MR TR B i R IR A N R 28 & 9. BT
ANFEGLGHN) SPE IRFEAT R & b X Fhfai f i ad 72
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A T IR IR TR B R A A EUEAT U [R] 5
HVABUN . W E S R ARG A RS, CBCh—FhR
FTHORE £ 5 TR, 40— B [ AH A O T2 B8 14
BARZE R, 43 F B R G YR A IR . DRk |
THHNANG | KN T A = e BB A, T H ARk
178 SR FES S AR, 40 BRIl 3G ml LURE S Mt iR
SIS A, R fE P m R I R RS I R SR, 43
T A A B BT A | A A R
PEEEAR S, ZHOURERK DL | 2 P REE 4, LI R
(erythromycin, ERY) MBI 5T, Fes04 GHAKNLFhHAK,
AR E 7 F DB ARG TR FENEREY .
Bl R AWt 2L B R BT E N 94.1 mg/g, BN TH
11.9, XLr8 R BA RAFM TR B H I R 4
E A W%t Z R R A N RSP A R B RAF Bk
PLAFEIE R AW A IR R, S T — Rl . S E i
R A AE U 3, XA IR S TR 6 FPORIR MR
HEFT T OB (35 -5 A0 b7 o LEANTRIVR BE T, SREHRAT I
HAIA 89.1%, AHXTARMENZE /DT 12.4%, ik E Bos,
BB i 2o fl P [ AR AE B B, R ER YR 1 i 10155 B i
B, AR THAF R RO R . % IESE G RO -
SN, SCBL T AR S b 2 R IR DY IR I 1
P RENE . QUEChERS HHR A4r# SPE(d-SPE), H
ANASTASSIADES Z:281§i 1. 2003 4£, 7F QUEChERS
o, HAEH OEERI A, IR AR A Y
MgSO )T, SR IR ERHPSA . Ci5. GCB 55)i# AT
d-SPE K. QuEChERS ¥ HAW#, A%, REE S
A, O Z N T &S R = RN BRI &Y
A B RN 4l A P Rkt POV S T 3R T 2 BERR 48 KA
(multi walled carbon nanotubes, MWCNTs) f{ # %l
QuEChERS HFIALHL 5k, 45488 RORM €7 - 5 BT
i AR (ultra performance liquid chromatography-tandem mass
spectrometry, UPLC-MS/MS)X 7K 7= fiy Hf K FF P9 i 28 F bR
R 25 a% BA AT T kAT o BIrd sy i s Tk Akl
R, B TR T, EA R 0 R B AT i &
PLPE, SRR 60.65%~110.36%; H PIFIH A%
E/ANTF 85%; KRN 0.30~2.68 npgkeg, & RN
1.00~8.93 ng/kg.

2 MALs BRI AR

UL K IR P R 254 5% BRI 5 1) 222 )7 15 TLC .
OIS . UEYIS I . RS Rk, Bk
ek ST TP GC-MS., HPLC # HPLC-MS %,
Hii O &z HEME Ik . I AT ik
DRSPS B A1 o KR N TR A A DG AR aE D
RAEAK ™ i 0 iE B RAT iR . T A X 2y TR TE R

7K 7= it v A P TR 2 25 4 % B8 o FRAS O, B IR DI 1
Ko J5 ¥ 42 HPLC Al HPLC-MS/MS, BESSAR G (36 2 AH G
FrvfE R 2K
2.1 EMERN

EPUE R A, UEYEE T2 & iy
%, SRR DA 202 24 USRI W IR P RN S R
ENE Rt iy i b ek =R il O -y R At G
YL A . KRR KR EE R R . T
AR R RNRAET K, Gk mA s teplAam,
PRI A W I 2 22 N, M L 2 M 2 1 A 2t 1Y
SRR . B LB 5 S Ry — Rk vk, 1
R BRI GC 8 HPLC 3:RYSBI T 35
22 SERGIEEG

TLC ) FFH 20 45 b A ML s 790 7 T 9 R 2 35 o8
RS AL B AR, A2 A . %
PRI O BRESR AR, T LAYE— P2 M b R R
TFZARFE Sof 2 258 R R R TT . SR 5 W E AR T
DL B 0E AT —4E I, B3 — oy iR IT R, oAy )
BRI FIFHXETE, dE—L U s Bacr . HE—BAT
BT WA BR RN AT 4 SIS UR HIRE RS H-CMC-Na
)R AR, R-ToK B BE-NERE(13:2:1, Vi) R RIFH,
MRS BEF, 76 16~24 CCRXEATFEE . AAHEEHM
CTIRER R E RN BRI E RIS E, REAE
EhRUER T XA 9 ANBES, HMARRA 8 1, JHHR
BER R B S 4, MR4E I LB {H (retardation factor,
RO(F7R I TR 8 14 BE B3 /75 TR 3h 1) 8 8 ) i o L =
FUEERI A 34 245 A4, FH SRR R
S UEA T EL BT EA TS I o TLC RdAE R | A
AR, A B RCRIAR, e s, MR AR
FIMEEREN AR . REERML ., EIEAL, AEME
FRMEARE B, ANH T e DO
23 EANGHEEE

22 AN 66 T S MR 0 ol 00 40 o A o K A T
W, HHWEOGRE Sk BUE Fe e, HEE 2 AT LURT A -
HRERERIR . T RIANERIS 2 AR e s R . & fih s
B BAERESH o, fAMAE, 75 200~300 nm kb7 4
ANF R SETERRAE, T LA S AN e TR AT . AR HE
LTAEPTER AN G R Bl ok B & i, ek
W 291 nm AT HRSEE(E, 7 0~51.6 pg/mL i
RPN RAF 2R M SC R, N AR SE 56 OF Xy Wi o
(101.7£3.8)%, HH XF #5 1 i 22 (relative standard deviation,
RSD)H 3.7% EIMM LA MAE . Bk, (2
IR R, TR IS 5 5 % R i P 2R T R ), B
SRR AR Al R, A R R L A PR AR AR YR
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24 SHEGE-BFUEEKRAE

GC-MS RFUE R . BB, B THE LR .
FaE R Ar . AR LAY . A5 R IR RS20
GC 5, GC-MS iLillsE, T2l HATA 1k . 40 KEIGO %1%
Wt thaE R | IREEE R AE R R AT AE S A GC-MS il
EL SR, B R MR E TS HPLC A
HPLC-MS/MS ¥EAHY, EAiE P RE e, RiEA 1T
PRk RN, TG &8 B R IR N ER 1A Y GC A
GC-MS B
25 SMEHEEIEE

HPLC 52 FH 450 28 437 9 A v 0 B s 23 T 3R 4500
/N2 SR B 43 2 1 B, i b 5 58 A0 -] WA I 25 B
BENCHE M FRARGE 4, BENS [7] i v ff Fr A8 00 A 2 0y 2 4313,
S T A2 sk R B R 2 ik —, B
A E I A ORISR AR AE AR, AN AR A
XBAR, 5 GC %k HAeIT#E At . EEMRAT . 7
F R/ NIAL A IR IR, HPLC 386 4 407 i 0 . e s 1k
w2 A FREREE Y.

T2V S T OB €0 - S I X AR
R R IR, S5 BN R IE 75%LL E, A
K Z B R>0.9998, KIBE 150 pg/kg. )5 4O 37 T [F]
Rp ARG o e v R R 5 AR AR R AWk W HPLC 4y
Moy, G55 R 2 B HFRYITE 1~200 ng Z [A] S P AH
5%, IR R>0.9998, MEHERE K | 4% 0K B K [RGB 43
BISA 5.4.3.1 pg/ke, FHENSCR A 82.2%~89.0%, HHXTHR
WY B 6.24%~9.83%. X7k ¥ 4542157 T 7Kk 7™ 5 LA
AP R . BRHRE . RIREE ML B R R
W 7 1) 8 e 280U A € 3 - 22 AR (ultra performance
liquid chromatography ultraviolet, UPLC-TUV) 7. J7ik
1£ 0.100~20.0 mg/L 5[l LR PEAH G, RHEE & . oK
ZR . FEREERMIREROHLRET TR 09987,
0.9993 . 0.9994 #i1 0.9980, FIJEIE K 70%~102%,
TR EIR2E A 2.9%~11.2%, EHEHHE . BkER . &K
PRI H & R R B BR 437 25.25.50.75 pg/kg, It
FIEWE KT RIMAHL P IBRER . BRER . 5K
W% AL LA 2 A sk BRI E . MASAKA LR
HPLC [R] I 5E P v 5 FORIFINER AL B SV R 2
TR R . KIS EKAE | IRIEE R AR )M &
16 232 nm AR S VP &R L HALER L KPR AL ARLRTR
TR R, LUK 287 nm WZIRAE . BERN 2 A v it 4k
M 2.5~100 ng LB 76 1.0 mg/g KFTF, HlER
70.8%~90.4%, R H A H R A 0.05 mg/go B LT I,
HPLC )72 b I F & b h R N R 2 % B A, AL
WAFAE—SEl T, H AL A7 S T AR L i fii
BT T, B PR K

2.6 HPLC-MS/MS %

5 HPLC ¥£4H I, HPLC-MS/MS VE4E (0,35 1Y & 43 85 fig
T RTE RE T —1K . % R R U AL 50k
PET 10 5L, AR HPLC L5 T3 KRl E,
i HEBELF . RS S . G52 550. Kt
B B RIS, BT 45 2 oAbt TR AR R . A E A
L2 ICHkIRIE HPLC-MS/MS 4 F RIFERE ST A R 1K
B B A INAI ST SR o (HR BSOS LU By Bt L X4
EN VR, EEEER I e Feilt— 224

SONG!™ R FH WM €20 33 - DU AR AT A 7 B[] )5 1% (liquid
chromatography quadrupole time of flight mass spectrometry,
LC-QTOF)k M fata i A KA IR (LI B E . &KW
HER.BARER | BIRWE . BIEH R IR 2T
TREMERE R, BRI A TR, AL B A RDIE,
ST CEERR B, AR B OE CBE G, T R 2R R Tk
Ao FERERL R, XPAEREVC ALy T T G RE . A
i QTOF Jui ™ A= 4= G iE Mok a4 i Bt M it g 1,
W BT SRR AR, o PR 28 /0 P Rk B B IR
45%. Z )7 L BENS IR BIARRT m/z iR 22/NTF 2.5 mg/kg BYKFR
MBS, IR T 2 MR BT, 7
B WL [T A A S 5 Y o T s . LTI 2RI v vt B
PR T MEE TGRS IEAT T o007, 250 FW, Frif
FERI R IR ERIAL AP I PRPESS . pae 18 S T )
000 S 1588 2 20 HR IR PR T s T B e 2t 25 Fh2 )
5% FA 1) UPLC-MS/MS 43-#7 7 ik, 455 5 7 FLAG I BR oy
0.1~0.2 pg/kg, FSCRIYTE 75%~97%2 6] .JMASAKA %147
T T AT RS I S A R R S S A IR R R L K
TR AR, MER . HhER. BREER. KPXK
B R 8 FIRIR BRI 245 5% B8 1 TR AH €0 1% - Hi g
Z5 FRIR BRI E T, IMICRAE 70.4%~93.2%, Kl BR
0.05 pg/kgo ¥ IE A 28I 57 T 881 vh 9 FhoK IR R 25
B B i 110 R R ASOBOAR €535 - HR IO ST DU A 1 vk, TE 0~
100 pg/L P4, WIS T a ik B A RAFIIZRIE R, HC
ZHL R>>0.9900, MIARIZL - BT H N 70.26%~124.22%,
AAXARAEM 220 1.31%~16.00%, FBRN 0.2 pg/ke, &t
PREIHR 1.0 ng/kg. SKFEZEWN T HN fi, MR 28 AR T R 5k
BA S 0 BAR €533 BRI B AN i, DA AL R N I FR,
TR EAE 1.0~500 ng/mL J v B Fl P9 4 R A i 2k
KR, MXERBIIKT 0998, EERK 1.0~1 pgkg, 34
AN [ J5E St e 8 KO B AR T 22 82.40%~100.70%, #H
SIPREMRZE N 0.86%~5.82%, FF& X 7K™ i Hh 25158 f A
W AR R . SUSAKATE ZE000R F v A0 A €00 33 £
BOFSE AR, &y 7 FEE LA 55 FhiEzy
WisR e 245y 5k, RS P EE 8 AR RZE 5,
RP s 2 . R RERGRIZE . BRI, KIFIR
2 MRS . R RIS IR A 2,
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K ZIEMZ 0 BRI AR 2, SR I IE C ke
g, X, 58000 @A ER <10 min,
SN 74.3%~113.3%, K595 1IR3 i 5 2 M F T
IR B HE IR 22 53900 /N T 15.0%F01 24.0%, it BRI
EREIR 9N 1.0~5.0 ng/g 1 3.0~10.0 ng/g, &5, K%l
DN TR bRAE B, S5 RRHEEDE . AN E . B
R Z PR R AEXTURFE S B AT

3 &

X BRI R, TSN TR . My
JEREH . TLC, GC-MS S5 Jr a4 HA i o Pl
YR BB 2, ML RS . EENER, &
AN VR T B AT S 0 0 L A BEAG I, R R AR,
ZE R SRR P AR RN, STRTAN R ECR &, — T
For DA A0 H o H AR & i, IR R AR LA SE B
WZ ORI RS . EIAG . aseiBZE, A
FIF 1A 28 A0 AT SORE B - SO i R P i A i i
TIRAL, TRIR N BRSSP AE ZEAR M sl o5 R s, Ao U B
BT A SE BB SRR, Al A T K ik
W LAE 4 Bl oy ik B B AR R, ATE N b B
W%, (HANIE A A A MR 1 8 P R = A B 7 ik, BRI
X 4 BT I AE KT S ORI A RS 24 4k v A m %) iz R
AR 2

HPLC Hl HPLC-MS/MS J2 #ill K ¥ A B 5 25 4 4% ¥
B IRAE Ty, 2 AR 2 Wk BR A v o B T Y
Fik, HHRARGER . P . R BRALF 553
FURPL S, AT HEA T HETR 9 M ALE fE A . Firh HPLC
ICRET . 2 T, WAAEZER TR, AR
A3 HYE e, BTSSR P 0 R )iz AR I T Be iz — o T
HPLC-MS/MS IE#fFURAM 73X — i, i HA e figs
SetE, BEAS X ARvR BE AAE S AT AR A 0 B PR A A, BB
BRI A, OB SRR AR 2R, 2 I g A i
#i3X (multiple reaction monitoring, MRM)R] LA = {5 M e,
WRE ST, S62S8. KA 50 R B,
A3 BT HE A3 BT A ALES LB B 0, X R N R EESR R,
A KR AR AR, 2R e ik — BT, A
1A BN R, & A R E R B K
KA ER LW BRI, 2 251 A R0 I B A7 S0 A 7 U
53 M I dee A

4 B B2

YA R K RE B VA TR A W RO AN PR, LA KRB
PEFRFEAE VIR HE A, T R SR |
K IR B R, (H T OO 2 d B, S AR
KA IG5 e, i R BOKT R ik, i

BWEEIL S, WU E AR . HAT, A TR R
(o TRV, A5 A D ™ A ) 6 P S A v 45 T AT B
U251, FFRS K™ iS4 T3k B M DR B A\ R By A B .
ORI R S S P B8, B B AR A B, R
PRASCRS RO 5 B S SR AN T i v, A BT 3 A T AL
1 20 ek L RSO A K S B R 24 ) B B A I R e
TSR BT 2, B DA 30k B A B R i & e A
SE, 1A LI W A R S AR AR ME A i E L KO
mhesR @A R H Al

SE B
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