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Abstract; To reduce the production of 4 - methylimidazole (4—Mel ) in caramel pigment,so as to solve the problem of toxicity

caused by 4-methylimidazole.How to study the preparation of reduce 4—methylimidazole content in caramel color, glucose and

ammonium carbonate were used for preparing caramel color with a high quality ,and decreasing the 4—methylimidazole by high

—pressure reaction technology. Orthogonal array design was employed for investigating the effects of heating temperature and

time , the mass fraction of catalyst( calculated by NH," ) and the mass concentration of glucose on color intensity,red index and

4—methylimidazole (4—Mel ) content. The results showed that; An optimized product, prepared at 135 °C for 80 min using 500 g/L

glucose—water solution with 3% ammonium chloride ( calculated by NH," ) as reactant, was obtained with the color intensity

6.73 x 10* EBC,red index 5.21 and 4-methylimidazole content as 198.34 g/mL.This study optimized the caramel production

process and obtained a good quality caramel with low 4 — Mel, which provided a theoretical basis for the production of high

quality caramel.
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20 3.2~5.0 x 10", 2T A F AR RO TCE K™ L fEb A
TR FNLL A ZR TR BRI 1A% 4— YRR Rk = i 7R
Tz N, B, 7R SR 4— B Rk A= p
FYIRIAS, i T O TIERBE (0 3 I (L R 4T (a3 Fa 40

A5 LA 2 W R JEURE , L e T8 4 A AR 7, A1)
FAE RN Rl SR aE, BT Z ik EmaE
il A Ak AR v 09 S N IR BE L B N B TA] A AR R 435 (A
NH," $1) 4 45 08 0 0T 58 1k 5 DU A DR 28 6 A 0 1 (4,
SR AT AAFEH A— F JLBR Mk A= iR 2 . X AR Y
RN NP B ) o T S el = WL o N D) R O A I 0 = 4 O
A— P REIDR M A= il N 5 S S bR, B 25 1 i i
M SR B AR AR 7 T2, Ak 2Dl R
kil g R 4— FF ek AR il R LS
1 #elEF*
1.1 M5 NE

4— HEBC R s bR ME S L4 — B L DRk — d3 R HE
i H RSB RA A, @ikl L5 FEB K
IREHE (P ED AT BRA A, fmikali; 20Kk REDEE L
A R F, (s ali; 3 250 kiR g E24
AR A IR A F] L 43 Fr st

1290 75 3 AH (3% 4% 6460 = H DU 2% FT £ BX 5
%4 . Cy Extend (4 3%4E (100 x4.6 mm,5 pum) SE[H
Agilent 28 7] ;4523 (5 R R N8 3 E Parr & A
F];UV-2450 24 e H A H4 7] s Free
Zone H5 R T 1ML 3£ [E Labconco 2\ H] ; DHG—
9145 HPE RS X T HR4 Bl —ERHE A R
)5 AL204 S3HT R MR- TR 2 s ( B A
BRZS ] o
1.2 XZWH*E
12,1 W2 FaRBR ek SC i e TH 2R it T
AR W T ) R AR €0, 3 ] A BV, X300 mL
B WOIMAR R 1 LA s e s g 22 v, 81775 3
PEER 5 8 K 500 v/min, ] £ RO (0 KL kR
135 °C .60 min 6% NH, & 500 g/ 1. %2 i o
AN ORISR A IS i bl xR
B8 LT ZRAREL 4 - Mel & i 50040 54 #5 1Y
7R EAT R .
1.22 BARZEBEEN T 200 e 55
A FE AR 7 TR B N I R R N B ] AR A R A
& AR & (A NH, % 3 H580) K Ae & 9 3
JEBR (pH &%, A8 YR ST 56 35 56 ik iR 4 Ry A TR, X AR
€0 2R T 5 T 358 T ) S I TR B ST T e PR B T
& (LA NH, % 3158 A i i ie .
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1.2.2.1 ik EMEE BEE 4% iR (L
NH, % 115) 19 500 o/ 1. %8 % ¥ 7K 35 W, VE v FE bl
AR, SOV TE] 60 min 54, 45 A L PR AR
T O (Ul B AR AR WE AL S N TE vk 5o 4 AT, TR B e sy
X} A2 ELSR G ) L3R 115,125 135 145 C A%
RF Uk BE TEAT SR IS, P 5% I R T B X A 3R ) A
LI ZREFEE 4—Mel FAFE0
1222 BRI ESEE B a8 4% iR g (LA
NH, % T15) i) 500 g/ L 4 25 Bl 7K %5 W, 7l £5 bk 68,
WA B, 135 C 5T, BEdE SR B [E] 2 40 .60 |
80,100,120 min FEAT LG, 25 %% 2 WV B [A] %) 45 b 5,
IR LT AREIEE 4-Mel FTHEIFIN,
1.2.2.3  fRPRESEAIESLE TR N IREE 135 C, %
R HHE] 60 min 454, WU R 2 (LA NH, % 1150)
R 3% 4% 5% 6% 7% 8% , 5y N A 500 g/L
AP IR S, AT I
1224 #EVEWRESERE  BEFE 200,300,400
500,600,700 g/L 4] % Wi e B, 7 Bk I8 i W 2 (LU
NH, % 11 55%) R 4% , I N i BE 135 °C, & 35 85 [A]
60 min ZEAFR AT SEI , 5 5% 8] 20 Bl Uk B X AR BE A
R EE LI ARIEE 4-Mel SHEIYFEIN,
1.2.3  1E 38l i 1 H A Ak b 3R A kil & T
2 BEFRSN IR EE | SN I A] TR IR e vk RE | A A
B AT DU R 28 =K, Sy i iR 25, R PR
Ly (37) IEAZ RV TIE ARSI X 45 B pA K A7
ST, LAAKSPAE R A e A, [R]— 7K X5 Bz 143k 46 4% SR
SR T 350 B0 R G A bR 2 il R 34 IR, AR 418 45 B IR 32
YT R AR ZR A8 75 298 A i i S R e R AR AR
TZ2FED,
1.2.4  F54n0 &
1.2.4.1 BCEVEE LFEWRES R YE GB 1886.64 —
2015 £ k22 4 [ SRR vE B b BRI Al (o) A TR
B,
1.2.42 @RNE ZSFECHR(22], FIHEZSRET
FEPL 25 B W A& £ 0 0 32 P Y K 43, FREX 1.000 g
( £0.002 g) £20E (0.2 OR T H7, & /K% e L B¢ il 45
0.1% W JEFEW ,10000 r/min .0 10 min, B 35U,
M7 610 nm A< ALK SGAE , S =R, B
Yl A, 31D HHE AR (EBC)
6% (EBC ) = A, x20000/0.076 (1)
Hrr JEBC BN B X R : 24 F 610 nm &b, 6%
JE 4 0.076 B}, % xE > 20000 EBC B4y,
1.2.43 axEfEHNE SMEaIcHk(22] % LR
SN BRI, FH SR AM T 0L 435656 B 1 43 I HE 610 nm
FI510 nm PSR, ME WICEE A, (A, #22(2) 78

®1 AR ORAET T ZNZEKER

Table 1  Factors and levels of the orthogonal array design
o AT e ORI e BRI TRAME G e
125 400 3 60
2 135 500 4 80
145 600 5 100
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Y RGN AN E

LI FE%E =10 x1g(A,/A) (2)

H A 610 nm AEAYTRSGIE , A, 2510 nm &b
LS SR
1.2.4.4 4 — W RE R me & 5L I 52 o A AR B
10 mg 4—Mel F1 4—Mel—d, FR#EH T 100 mL £E 4%
B, HIAS 100 g/ mlL W& EE B bR AR R, 5 B
T 4 CokFfrh . I5E I 4 Mel br A 25 W, B
BEFG RS, 195 0.05~5.0 pg/mL [ 4—Mel RS IEW ,
LB AE T AL RN AR L E i, DA 4—Mel-d,
VER AR, NARHE N 1 g/ mL,

X AHE T G AT 200 % R R AL B, 3T A u
R 1 wg/mL {9 4—Mel-d; ,10000 1/min B.[» 5 min,
WCEVEWGEE 0.22 pm GEAFLBERR , EAILAG I

HPLC A ER 43 19 2 B - 1 0RO 3 354
Agilent1290; {4, i #:. Agilent C,, Extend 100 x
4.6 mm,5 pm; FNAH: A: O, B: & 0.2% &KW
AR, IR S5 EAT AL BE PR : 0 min:35: 65
(A:B);3 min:35:65;4 min:50: 50;8 min:65: 35;
12 min:50:50;13 min:35:65;16 min:35: 65, Jiik:
0.2 mL/min; A7 :38 C; #EFEE 1 L,

TUHE DU T R IR BT 2 BB E - QQQ B S
Agilent 6460 ; ] T~ i« M8 35 85 7 B (ESL) 5 A
U E S A TR VEHE : m/z 20~200 aum; 1Y
EANHEF7:15.0 psi; THER . & A IR E 300 C i
#:10.0 L/min,

43 X 4—Mel AR 1 W R Ak BILAs 1) £E 0 €0 38 A%
WOHATREIN . R FH N bR AT 5 &, AR vE T AE £
gy =0.743620x +7.654302E—04 , R =0.999
1.3 HuiEaE

SLUGHRAE B S =K, SR Excel 8 EAT £ P8 11
B,

2 HRE5HMH
21 HRETMER

A S B9 R €0 3R 25 S R I — B SR AR LUk
A, JC 4% 5T, P HR UL 22 J0 B S AN I [ 47, 8 LA R
10 g/ L /KR EA AU, R SEBrA 77/ K,
BIRCE PP E G5 RAME N R LB .

22 BRERERMWIEE

22,1 WVIRBEEX AR AR FEN AR 4- Mel
T B R A S N IR E T v TG, 40 48 RN 5 2 A1
2o FEREL SN o AR h BRETE pH < 7.0 I, JIEREAT
57K A ORI Bl AT Ay 2 S B A R A ek
5 M2 S5 A TR A ) T, B R €, S N TR >
80 °C., & Pr 1 S IV 48 A% Tl JF AZ R JE B i 8 /N0
4—MelJ& 3 H7 F8 I N7 19 &) 7= 9, BE & i B 1 T,
4—Mel [ th AN Wr 3t 22, BB MG o v 0 1R 3 R ) 1
4—Mel YR Az, HIE 1 ATHRITE 125~145 CuEN
(o BRBE AT, 145 CHPIA B R fH , 115 CRY 43R
FERUR R, 4-Mel F i i fil, £75 25 88 SO i JEE X 7
SRR BOSEIE , 2B 125 135,145 C = KF,

222 JrWFlEXTEERE AR I X A i i 4R
BECORIEATIE bR I A , 45 5 & B S N I 18] 19 22 £ X
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Fig.1 Effects of reaction temperature

on caramel color quality

FERESL A E H AR, B 2 5 R BRSOV
[B] AR 384 e A5 €05 F0 4 — Mel & B8 T W] W19 48
Tt , UL BEAE 52 07 i [A] f4 S2E < Rl (4 S5 S 4 — Mel A~
WA R B o Bl A5 B2 N I Ta] B9 S S, AR R B £ (B
RIGEAPREAR. S TR 4-Mel A ERLR, 1
UEARME (LR R0 (B @i, 275 5085, s #%
60 .80 ,100 min =~ [A] /A IE S 0 B K- o

== 4-Mel % &

450 | e 210 HERY 750
3 o
S 300} 500 32 s
4 % g
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i
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Fig.2 Effects of reaction time on caramel color quality

223 fEACHIVRIERH BB R MR P 3 SR
TN R B R FEE X 4—Mel 4 M 2100 3K 48 B 52 0 452
SHR X RSN RS . R TR BE R > 4% ), (@
RGN RAALIG V-2, 1E 8% AbPFIR TR T o 52
TRTR B A PN SE M 2L T ER AR . 4—Mel 2 KBl
TR B A JEE BT AS Wi v, X2 Pl TR IR B P4t 17 A
FA PP BRSPS 09 NH, Sy 4—Mel 2= g4 s 22
FET L TR 4-Mel i M LT R BRI
R, P 3% A% FN 5% =ABRIREH S HEA TS0

224 HEHEAR XN AR hIE 4 R,
I 2 T L 1 28 A X0 2 DA F8 AR B9 52 I )N, HLES
PG HE R A R AL AR EZ > 500 ¢/L
B, ) € 5 ) 52 ) A I 2 R A R R L T S T
BRI, vk JBE B8 0 2 (S 0z 7™ A 0 B2 0 ) Jo 4
i, 33 500 g/ L H JEE I Sz N ) 52 3 A A, PRI X
FRICIEF W o £1 00 3R 98 BUSZ ) 4 Wl Ak R A2 A 1 52
MR ASHH B YRR U BEAE 200~400 g/ L B ,4—Mel
ek B e W L I TIN5 24 4 AR TR BEAE 500
~700 g/L I ,4—Mel 75N Bl 1 4 4 3 A8 AT A2
o HIEPHAE g BN 0 2 JEORE, B A R BE B 3 i 2=
P SOV A W B i, G OB R SR B A X
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Fig.3 Effects of concentration of
(NH, ),CO; on caramel color quality
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Fig4 Effects of concentration of

glucose on caramel color quality

S B 5 0 I A B G, PR e s 4% 400,500 FiT 600 g¢/L
AT R R

23 EXRE

231 KHEAKVFsEE FERREERKGSRER -,
PR SN TR BE | SR B R | B TR ek e RE | R 7 M e B
PEAT IO R 2 =K SRS, i PR 22 R I IR 22 1],
B L (37) IEAZ FTIATIESSIRI I (MR 2) . ¥
Al 5 5 00 4h S5 14 il & 1 B ME 0 R AT ER gL, W)
B AR 2 6% 6.32 x 10* EBC, 4T {6, 2 5% 5.07 ,
4— F LRl Y 5 i 256.63 pg/mL,

232 IECRIGSER R 1 HTIESSIR ST, 45
WHFE2,

P28 2 10 &5 SRR 25 43 AT v 0, B2 i AR BB O 3R
Hr4—Mel 2 09 ERFRITTF : ARV IERE) >E
(WRPRECH ) > F (IR BFIE]) > C(E A M ) o
MRAEAR 2257 HT G 4— Mel & im O R A =S8
A,C,E,F,,125 °C .60 min 3% NH, 400 g/L %l .
SZUN AR B O MR A R IR B IR B FEIUF : A
CRBHREE) > F(BIETE) > E (BRI E) > C
(HIZPEHE) o = R4 T AN A GEF,,
145 °C 100 min.5% NH; .600 g/L 7 %5 %% ; $% i 18
A,G,E,F,,125 °C .60 min 3% NH, 500 g/L %14 F,
il #5450 2T 048 B =, A R 25 2848 b X Rz 1) 15
o= T2 AR
2.4 FHEDW

TR 235 R 4 7 SN R B R B ] AR R R X
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SO R A0 R LT E R RORN 4 I BE DRI 5 52 )
A LA T ) 2 R A JRE X OB €7 3R A B R TR AN R
PRLHE X 2% DAL ZR X AN [R]H8 A ) 52 Wi SR 23 il EA T 5347 o
DLAEMH (3 Sy D AR B A 7 SO B BE (I A 751 ke 22
AT A TR JEE B S PR 1] S5ONL A 36, 284G 36 53 A K 4%
N ER (B JCSS HAR, RPN 2R T7 22507 o

241 FHNEXEROR ORI hER3 a .
S B SEAR SN FAE SN 349.566 , p {H A 0.000, f2
NZE]E p B A 0.020, 2 B — 35 X €0 A< 52 ) (g 35
(p <0.05) ; i 2 i B2 TR AR 0] vk B2 1) A8 Al o (8 3
IR ERW (p >0.05) o [RIRF, R2ZEF XK 45
JCRE o

3 BNEXEREOR OB 20 Hra R

Table 3  Resulis of one—way analysis of variance

WER M2FIif Al 07 F p
A 3752 1 3752 349.566  0.000
B 0.008 2 0.004  0.002  0.998
C 0.081 2 0.040  0.028 0972
D 0.039 2 0019 0011 0989
E 0.121 2 0060 5623  0.097
F 0411 2 0206  19.147  0.020
G 0.055 2 0028 0019 098l

LA 2T (0, 245 550 DA A i AT 45 19 22 S 4 )
VA . SEIR LT 4, N IR I X 0 3R ET (0 SR
S0 .35 (p =0.001) , AT IR 26X B i (0 22 21 (5 2 45
B R K (p >0.05)

F4 FHEXERO R ORISEBOLN T 22004551

Table 4 Results of one—way analysis of variance

A

%75

F

EESN B P
A 1.584 1 1.584  260.405  0.001
B 0.021 2 0.010 0.027 0.974
C 0.181 2 0.091 0.283 0.757
D 0.035 2 0.018 0.045 0.956
E 0.027 2 0.014 2.241 0.254
F 0.032 2 0.016 2.656 0.217
G 0.054 2 0.027 0.081 0.922

27 25T (L5 UL 5) T« SN iR R I R
B RE X FBE €0 3K v 4 — H R IR e A 5 Y B2 ) e 2
(p <0.05) , 52 ) I [F] 4] 2 BE e B2 X6 4 — H BRIk s 7=
JRIC 25 52 (p > 0.05) 5 45 1 22 81 X 1l 56 45 2R e
S o

HRAETT 22 53 A 0T 0, B2 ik BE X =~ 25 28 45 b
YAy 20 (p <0.05) , 2 WA [A] (A3 PR e 1A 52 53 )
A 4 Rk 5 BT B 3 B2 (p < 0.05)
EENTACT NS 2 /002 S B2 I 0D S VAR S0 = 1A 9=
JSCSE IS [a) FTRS I e T B HEAT O 1 . ARG 3R AF N —
P IRAIR R A S P INAE T, B AR L1 53R 45
BOh 2G5 RN 8 th 4 — L ke 5 d IR B9
JEE™ it o PRI SR 2 DR ER OO FEOHI (0 3R R B S i i B
B DR ZR XL 0 2 45 200 4 — PP R IR s 55 7 52 i 1) AH
B, BT LA e AR AR 7 T 2B e PRAR IR A, (B i 2L
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F2 RO REE T LM Ly (37) IR R IRE L 1R
Table 2 Results of L4 (37 ) orthogonal array design
S A B C D " . G ’;é}; 21@%‘ 4— FH L e
(10" EBC) BE S E(pg/ml)
1 1 1 1 1 1 1 1 4.70 597 134.69
2 1 2 2 2 2 2 2 4.73 5.70 149.44
3 1 3 3 3 3 3 3 541 5.36 190.95
4 2 1 1 2 2 3 3 6.48 4.87 203.70
5 2 2 2 3 3 1 1 6.52 5.45 203.23
6 2 3 3 1 1 2 2 6.23 527 188.42
7 3 1 2 1 3 2 3 7.23 4.58 241.49
8 3 2 3 2 1 3 1 7.86 4.48 231.70
9 3 3 1 3 2 1 2 7.28 4.52 223.42
10 1 1 3 3 2 2 1 4.89 5.51 160.42
11 1 2 1 1 3 3 2 523 5.34 199.95
12 1 3 2 2 1 1 3 4.62 5.97 134.42
13 2 1 2 3 1 3 2 6.64 521 193.70
14 2 2 3 1 2 1 3 6.25 5.4 179.74
15 2 3 1 2 3 2 1 6.41 5.08 220.21
16 3 1 3 2 3 1 2 771 4.15 253.49
17 3 2 1 3 1 2 3 7.37 4.53 235.42
18 3 3 2 1 2 3 1 7.79 4.50 252.82
K, 2958 37.65 3747 3743 3742 3708 38.17
@iz K, 3853 3796 3753 3781 3742 3686  37.82
SR K, 4524 3774 3835 3811 3851 3941 3736
R 1566 031 0.88  0.68 109 255 081
K/ 3385 3029 3031 3090 3143 3130  30.99
srZfesr Koo 3112 3074 3131 3025 3034 3067  30.19
WM Ky 2676 3070 3001 30.58 2996 2976  30.55
R 709 045 130 0.65 1.47 154 0.80
L K/ 96987 118749 121739 1197.11 111835 112899 1203.07
‘;ﬁ;iﬁ%g Ky 1189.00 1199.48 1175.10 1192.96 1169.54 119540 1208.42
- K 143834 121024 120472 1207.14 1309.32 1272.82 1185.72
R’ 46847 2275 4229 1418 19097 14383  22.70
25 KHEFXEREERE T 4- H LK 475 x 10* EBC, JC ¥ ik 31 52 br Y H 75 =Ko i
S e Ay IE Y Y e ACLEFy S5 R HAF AR, B AR (HE
Table 5 Results of one—way analysis of variance LLEARFERUN 4 — FF LRk 5 12 > 230 pg/mL, RN'H
Wz NP rm AmE By I » SR @G I2BrA s RS B, 28 it £ G Al 25 R
A 5180.870 1 5180.870 154.167  0.001 FOUS AN A ST LI, T A, LR, B 5 e 3 2 7
B £.172 2 2158 0011 0.989 2409 135 °C 80 min 3% NH, J 500 g/L 4k
C 157018 ) 18500 0.049 0952 KA R B9 A2 72 2 F AT B0 E, BB (0 3R (00K
D 17.716 2 8.858  0.004  0.996 6.73 x 10" EBC, £L(4 3 HH 4 5.21, 4 HILWRIL Y 37 ik
E 1134951 2 567475 16886 0.023 198.34 pg/ml, AEHIHEL A0 2 5 UL ALAL BT W 4
F 535.955 2 267977 7974  0.063 }l;l%;i XT;% Z&iﬁ@éfgiﬁiﬁgiig
G 46.941 2 23470 0015 0985 FRATAIR AR = S AR TR - i

SR v I U I 7] 22 4 2 B R A SO, LR BE v 3 B
RO RBIO R R, AL, R ik 2 e (i 4- 5
R B A2 8 20 (B 3R 80, (VR 4y EL 4 Rk 5
TR AR 7 i B SRR e S IR R S, {HL R €85 T0 1k
UE, SRR T B Z A A R0

TE A GEF, ZMF T, B ERORARNT
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3 WitE4Hie

VLA 2 b 0y Tl , LA PR B S AR, R & T
A IR S N e Y R e B S U e SR SR R
WAL S N N SE RLAE SN o D T BN S N, $2 s b
T il B €0 B (O R, TR AR T A I A B R
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