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Research of separation and concentration of
roselle anthocyanins by ultrafiltration—nanofiltration membrane
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Abstract . Effects of purification and concentration processes of anthocyanin of roselle was studied by the
ultrafiltration and nanofiltration membrane technology. Based on single factor experiments, the influence of the
anthocyanin of roselle was concentrated by the ultrafiltration membrane, nanofiltration membrane and reverse
osmosis membrane technology.The results showed that the best membrane combination was UHI100 ultra—filtration
membrane and NS027 nano-filtration membrane, operation pressure respectively was 0.4 MPa and 1.5 MPa, and
operation temperature respectively was 30~35 °C and 40 °C,which had higher extraction rate and the anthocyanin
content of product was up to 32.7 mg/g.
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Table 1  Technical parameters of different ultra—filtration membranes
JBEry Ji A JERE R HFREE (MWCO) G B (L/ (m” +h) ) pH  J&71(MPa) REZ(C)
A UH100 RAYEER 10 ku 600 0~14 25 65
B UH60 AR 6 ku 600 0~14 25 65
(o US100 TR 10 ku 500 2~12 L5 75
D US80 FEEER 8 ku 450 2~12 1.5 75
E USs50 FEERR 5 ku 400 2~12 1.5 75
F US10 KL 1 ku 300 2~12 15 75
K2 MEBEEASI
Table 2 Technical parameters of
different Nano—filtration membranes
By RS AL HHE B (MWCD) pH WGt (L/ (m’+h) ) RAEIRS (MPa) IR (C)
a NS100 iRk 1N 1 ku 2~12 300 1.5 65
b NS075 T BRI 750 u 2~12 250 1.5 65
NS036 T BRI AE 360 u 1~13 200 25 70
d NS027 I A R 270 u 1~13 200 25 70
e NSO10 T BRI 160 u 1~13 150 5.5 85

Mgkl i ER AR BRAFE .

U2600 U556 EE T E IR K W R 4 3 T B AL
1X#%); TDL8O-2B A EL.UHL e R ER
TR AL VR RS R AR BR N F
Biog— UNR-D3-2540 /MAHI G 43S I Aok
Y TR (L) AR E S WE L UF B NF 5
RO Bi& g IR Lo B8 i 48 TR BRAH] o
1.2 LWHE
121 BEFERR RER—EE B T E A
=S, L 0.1 mol/L FFAZE IR /K S W N T, 1a
60 °C, NI [E] A 90 min , #HE EE 1:15(g/mL) , #E47
PRI, BURE A3 AT I 5E
1.22 By
1221 HIEMEM R SR R —E e B A R
BUORAB A B 45, 76 0.4 MPa JE J3F, 43 310 =2
10 .20 .30 .40 .50 min A+ JI53E &, F& 50 B o R g
AR TR ZE 30~35 °C o 43 S WA 42 37 3 VR R Uk
Y, BUREST AT RGN o SR 5 30 FH 55 — PP A4 Rl i) 8 U I,
AT IR FERAE , BARNER 1 R,

1.22.2 EIEFESIMTE w0 e
{EAB YR 53 B A 8L, E LR 25 4T, 43 5 s 0.1,
0.2.0.3.,0.4 F110.5 MPa JE 1, 3443 B BRI A4 1Y
TP e 30~35 °C, IR 5 A R A5 R, 1 B

(ESERAE SN
1.2.3  ggBIEHedn 30 BUAS [A) BY 5 A0 R JoT 0 2

JIE K D S A A A T AN B I i , /1.5 MPa
JEJIFR 43 5 AE 10,20 .30 .40 ,50 min B 56 &, 4
A3 B AR W AR B I R R e 40 °C . BB AR U8
175 3] R 5 2 U T BT A VR A B — S VR BE, JBURE 43 A il
AR . AR UBIFES AR S8 2 Pros .

1.2.4 A B AR HE £ Lk 122 5
1.2.3 B PR 2 S 56 i Al b, PO ol s B L
UEIEFN 2 32 375 M B A7 I 2H AR B R 45, T 226 Hh e A
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Table 3 The experiment groups of different membranes

2157 JE T 5
1 Tl NS027 43
2 UH100 NS027 443k
3 UH60 NS027 443k
4 g NS027 4k RO100
5 UH100 NS027 2 RO100
6 UH100 NS027 43 RO90
125 HHZRIENME AN pH /R 25355

W RS EIATI G . 45 WA - R E 3 nl g
L TEPAFE pH T, AT RN ZHSEE R
VR R OG B 1 25 Bl — 2 19 LU A8 BCER AR B P A4S
A —MEERIJFEEANAETZWNER
B A T 2E A, BT LA i) 2 SRt B e T U 3%k
MIbRUE . BORAIAETE ] B2 R4 R R R 4
HE., B CER[T] RSN

WHROR (MY TRER-3-mEETNE,
me/1) :AXM‘X;>><<]1)F><10

it:':':' > A= (Aszo n..._A700 ,,,,, ) pH].o_ ( Aszo um_A700 ,,,,, )
pH,s s MW (731 H) =449.2 g/mol, 2K 4255 -3 — 4 % il
FHY T8 DF M BA L, ¥ D vh7m ki 581, 0%
K, em;e =269000, O 47 3 — 3 — 4] 4008 7 A9 BE 2K 't
Z¥,Lxmol™ xem™ 510, i ¢ H B A mg 1 4
EN e

T 2RI ARANES s ) Ay L K TH R AR IBUR SR B 52

i o
1.2.6 WL BRI SR SCER SR R Y
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Table 4 Technical parameters of different membrane groups
Bkl HAEE ) (MPa) RJE (°C) TiLid (m/s)
1 0.1 1.5 - 40 30~35 - - 2.5 -
2 0.4 1.5 - 30~35 30~35 - 1.5 2.5 -
3 0.4 1.5 - 30~35 30~35 - 1.5 2.5 -
4 0.1 1.5 4.5 40 30-35 40 - 2.5 3
5 0.4 1.5 4.5 30~35 30~35 40 1.5 2.5 3
6 0.4 1.5 5 30~35 30~35 40 1.5 25 3
R
®S O HBMBRIEI P FE R
Table 5 Major ingredients in the pigment extract of Hibiscus sabdariffa
iH ZHR AR5 i
TWAHERE R -3 - H B R TR (C27H31017) 672.532
KREFE -3 AR T (C27H30016) 610.524
e T % -3 MIATREF (C21H21012) 465
A A F-3-HRMEE (C21H21011) 4492
L8y 10°~10°
AR, T 84% MG IR E A B2 B WAUIRFE IR 10 ¢
B, SR U5 AE W K TR RO 1S ming W HS  5E 100 AR ACD A ek
205 nm TGO B FVRE 7 3 0 52 2 P I F 00
BRI, 0 bRt 28 B LA o i 5 8o
R A R 3 = WA Wb RS @ 0r
JEUR Hh S A < 100% . & oor
127 @REIFHH ORGSR = Bdweh T
T F B/ FER P AR T F S x 100% T T T 3 o w0
1.2.8 7338 PP = IR HIRAIETT R T Hh} i) (min)
PO SO AL R SR OB > 100% - e ORI B B T P 2
2 %%Eﬁjﬁ Fig.1 The curve shows the flux changes with
2.1 ﬁﬁi,}ﬁﬁ}%@";ﬂﬁ different ultrafiltration membranes alongtime
21,1 EPEEAEIERE Bk H W EE LR 6 ABIEEIT I ECE A R AR 4

R R A RSy T, I B 0 3R GRS A 10 i
b T AR ) 3k 43 2 iR = T B SRR B A
B R (RS R Bl R R . RS I
T BN F R PR T 3 S B S A X S B
B, 5 AL, SRR €4 2 1 AH X 43 T T AR AH 25 5
BR, ARSZEG AR T 6 FiAS [R] AR A R 4 it 0 AR (AR B
AT 43T R e 1000~10000 u 22 [8]) , 7] 45 AL 3% 84
R E RSy T, FRIIE R B AR S T g,

FHER 1 AT, 8 U 32 A7 B 08 S5 A UL BE R R
K ATIA 75 °C A1 2.5 MPa, T 76 92 BrifEad B2 v, B
PRVEIR)ELE 30~35 °C, #:4EJE J1°0 0.4 MPa, X B #R
TERSHEFBURME N TAE SO R Z N o AR LI FEERAE
YHLEE 30~35 °C JEF7 0.4 MPa FURNEFE 1.5 m/s [
AT, S0 %I 6 ik T R ) SR AR R R Nl
e, 2585 3 AT, 25 SR UL 1 Ak 6,

MNFR 6 FNIE 1 /] LIGE H, J3m B ko, R Rk
SRR, 0 FR 8 0 R R AR B A RO, SRR
B /N AR E T R, A X4 1 iE
S AE 5 R B 5,50 min S5 ik 80.9% |, & Y B A
LN 30.1% , [RIAEE A I 2 7F 10 min B9

Table 6 The test results of

filtering Hibiscus sabdariffa extracts with ultrafiltration membrane

e R E(%) BRBLFE(%) Eﬁﬁ%
10 min =~ 50 min 10 min 50 min (L/m"+h)/10 min
A 96.3 86.7 30.5 80.9 98.3
B 985 90.3 234 75.2 81.6
C 97.2 89.5 29.2 70.8 92.1
D 98.8 90.9 28.5 68.5 88.3
E 99.2 91.7 25.7 65.4 84.9
F 99.8 95.2 20.5 50.8 47.8

A K, R 98.3 L/m? - h {EGF SR i (19 16 B8 S A o) 1= -
fib A IR A , 50 min J5 Sk 86.7% . AH [F] Bk IA] Py, SR i
MEEFEF>E>D>B>C > A; 4N [H L, 2R
JSEAA A} i A 1) T 3 v SR i A B SRR A T R R AE
FFUEPIET 10 min B ZiBELE A>C>D>E>B>F,
{BREE B A A IE R BT R A>B>C>D>E > F; i
HMEA>S>C>D>E>B>F, HFEB . D.E il F g%
JE % B SREB KT 90% (€6, 2% 375 3k R A1 e A1,
AR F (R FE R I 50.8% , X ok Bk 5
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1022 B IR B 19 43 125 o Bl o B TR] 1) 2B 4, 25 b IS %o
R i R AR A Frig =5, 60 min 245 0] DLk F)
80% Lk I, 25 5 B4 TR, UK A B UH100
B 8 R Ry S 56 FH A 8 I A )

2.1.2 HBIEEAEREMSE E 2 P, il RS
¥R 3T IS in i 04 38 &, 72 R — BB R 1T, B8
AT A B, B BB AE T . 7 0.4 MPa J£ )
T, R E R B R R T A R 0 R e R R e, (HL B
FHESWUE—2E I, BEE SRR B 8T
SRR, o v R E R T, SR 2 8] = A — s i R SE
RO, i I S 2 i 22 FLas i A A= WA IR B
FrBg I, DT S EUBRGE AR M, SR A BERE R R I,
FEHUEAVE R J18 0.4 MPa,

1001 ~4-0.1 MPa 0.2 MPa —+0.3 MPa
90t -2-0.4 MPa —0.5 MPa
= 8ot
g I
E 70
I 60
=
& 501 \\0\,\,
40t
30 1 1 1 1
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I 18] (min)

K2 AT S s s i i e 2R th 2k
Fig.2 Relationship between operation pressure and
flux of Ultra—filtration membrane
2.1.3 #HARIRERE 8k BOER A PR T SR
PEEDEIE , AS SE 56 $2 BURUEE g 60 °C, di ik 0] 25 3k i
AP Z S5 AR IR BE — Bl 50~55 °C, X I 1A i
HH R Y8 I e R RS2 3 L, AL B ) A g e 2 8 3R
KA ERERER . JF e Tk A2t h Tl
A AL 2 A R IR A T T, BT AR S 4 o
M TE 30~35 C, LU AR 0 3R B89 8 52 Al B AIG 46
ENE
2.1.4 UHI00 #HEIEMEIF BRI R i &t B
RTLE, A5 PEH UH100 8 8 55, 78 0.4 MPa 25
T REFERE 30~35 C, iy 1S m/s, X BB
AL ICIEA T 68 0 5 8 S 56, ) s R e 480 R R R (L 3R
253 AR EE DLIEL 3 FNE 4 T . Bl I [E) I RS
AR EE FASWT T B, 3800 SRS o3 138 S AR R )
HOVE T BEE (058 W i 5, S5 e [R] e, (o 3K Bl o ek
5] B9 SE 1, AN DT Y a5 S B B I, 7R AT 2 h N, i R
I, LG 30.5% 35 R F] 93.5% 5 {H B 3 W 4ii
TR JRE B AN D 18I, A S SR 1T AR T — R BB 28
R, BHES T e id et , BT DS T 2R Ry A8
o AT B/ %, FRATT AT DA TE B ok 2]
120 minff, RS B BEAT PEUE , 280 SC3e R W, vhuk
RSB AR TT LA R 98.8% o
22 MIBREIRYE
221 REREAPEIZERE AR 2 TR GNIE A B
JE 1wl 1.5~5.5 MPa, {EEJu Bl 65~85 C, 32
e A b ASTE] B9 AL BRI B 7, LR
W LR A BT 2251 o AR LI TEIRAEIR L 40 C K
73 0.8 MPa FIENEHLH 2.5 m/s MYEHETF, 435l %) 3%
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Fig.3 The curve shows the retention rate of
roselle pectin with UH100Ultra—filtratio along time
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Fig4 The curve shows the permeation rate of

{0 50E (%)

Hibiscus sabdariffa pigments with
UH100Ultra-filtratio along time
5 o B B e RN (0 B A B R AT I, A5 2R I
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Fig.5 The curve shows the flux changes with
Nano—filtration membrane along time
FRT N[ GnE HR 4a E La0  0  ) 0 E 4
Table 7 The data of UF liquid treated with

different nano—filtration membranes

D E{H BEREBEE(%) 538 2 (L/m’ +h)
21 5] 30 min 60 min 120 min /120 min

a 92.8 80.3 75.2 70.3

b 947 83.5 79.6 68.9

c 9949 973 96.5 67.5

d 99.56  98.6 98.0 62.7

e 99.8 98.9 98.3 58.3
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SRIES PR e ,2 h JE AT RAT 3k 98.3% , i i B Ik
TREE SR 10 23.1% , WU U6 BH R BE 4 /), O 32
FA) 7R B 23 B R, (H JHD IS5 42 /F 120 min B (9 38 & 5%
o PHUERR d B R AL IR T e, AT LLIA B
98% |, 1M & 14 I3 e 5t kb =2 R, AR TR B[R] P, (0 38
HEBEFRe>d>c>b>a, flllilFEa>b>c>d>e, H
R d A e B ZR AR B R AR T 98% {H IR e Y I
RN, B, BEEEE d B NS027 438h5 .,
222 YIPERREIJIE  UNE 6 IR, HRAE R )R
R, T R AH N A U R T, L B 25 B ] S G iS5
A —EREN TR, AR E BRI &M4T,
2RI = T BRI IR RN S AH W . IE 6 T LLE
L EREE ) 1.5 MPa F1 2.0 MPa 541, 553 1
FE T AR . S PT R, R J7 O UT TH FE B BB =
22, I H 25 3 4% A 5 ) (s H 75 1, 20 B4 918 R 1
¥EETII2N 1.5 MPa,

1201

110

—4-0.5MPa #-0.8MPa —1.0MPa
- 1.5MPa —2MPa
1 1
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I ) (min)
6 AR5 R ka0 2R ik £k
Fig.6 Relationship between operation pressure and
membrane flux of nano—filtration

223 HUERRIRBERINE  TERB RIS, R
VI HERAVE BIREE 2 30~35 °C , EG T AN S |, M2
LA™ $4%, I BB &, 0 (8] 1938 3l il 24,
DA 30 B b R, 8 S Ue, i B i Wi S5 iR
JE R S 0GB 5 H R ik s 19 TR BE 23 52 R A 2R 1Y
BN, 55 & 7 3R, TR SC BRI b, A S5 56 358 X
HEE S 40 C
23 AEEHEREEEE
230 R ABRM R 7 1A o 26500
B A b, X B R U BT | 4 U IR RN S 5 7 R
ATRELH A 3G, O 08 LD AR B AL PR ZH 5 5 451

Z AR 3 RN 4 FIoR, 43 000 K 43 2 T 43 2 ik
/G R A, Hg R an 3k 8 i, I IR &
BRI T AEE 1 ke, W € AE 75 3R & 18 5.565 ~
5.601 mg/g TAEEE, 28 b AN [W] (4 REAEAH [R) B (8] PN 43 5
e, AR50 2 4.8 4 4.2 .4.3.5.34 L, I A1k
HTROTHRBA AR, b RN S SHEG
H104% , /MR BN 1 SHEGHN 6.7% . =M
Bl 7 FE 8,1 S LG AT RIS, FLTAs ™ A
i A B S R Ai b e E R & H S ERR
HA 255 mg/g, WZ57hEE 1 >3 >2>4>5>6,
M IEEES T 6>5>4>2>3>1,5 5f16 54
G, BRI SOE i R B S AN TR A ATTAE 77
RRMIETE HIR BT HZNARIRK ;2 S5 5
HAEAELE,2 Sy AR R T 5 S, JF B Al
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TEMIAETT 2 4k Ny 327 me/g AXE S 310 35.9 me/g
FHZEN R, Z BB B &R ERAEE T — A
4~5 MPa/Zidfy , B IEH 8177 ZIHAATE Z 6 E,
FrLAEER 2 S eH G R IE- NN . 1 SHGTERA
LHAG T S AR R i R AE T R UK RN H R e 4l
PR R & i 2 A 255 mg/g THE, 45
Lo, A SR me Th iR B 2 5 2H 5 S 43 85 e U B i iR
PRI RS

8 AFPEE AL G SLH LI E 25 R

Table 8 The results of experiment group

of different membranes
FH AR HOR FEL 3 B VR AR T S
N [=) » T e == =]} g A%
AU SRR B E A SRR B AR

(L) (mg/g) (L) (mg/g)
1 20 5.586 4.8 5.212 6.7
2 20 5.565 4.0 5.087 8.6
3 20 5.587 4.2 5.179 7.3
4 20 5.601 4.0 5.069 9.5
5 20 5.591 3.5 5.010 10.4
6 20 5.589 34 5.025 10.1
Hmg/g FORPTHEIL T ¢ TAEPRFT RN EH,
140 -
ol ORAREN iR (g)  BEH E 5 R(mg/g)
100
801
60
a0}
20 1
oL . . . . .
1 2 3 4 5 6

4151

BT e85 ah B R AETS 3R & i e 45 2R
Fig.7 The results of the
final product quality and anthocyanins content

TEmg/g F8 1 g AiARYIh BT &AL RS &

2 3 4 5 6

415

K8 iR E
Fig.8 The results of product yield

3 #ig
ARSI 8 38 Ak Xk BB 5 1R R VAR DR 43 B R gl L A
VB4 | 15 35 R vl 4 ) F 5%, 38 2 B DR 2R ORI AR 21
PG B T 0 BB hn 4 3= i S AR B4 4R 19
204, B UH100 #B3E PR A NS027 4N & I 284, Bl
(F4% 151 )
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Fig.6 Effect of pepper extract on
B.subtilis AST activity
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