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Application of delayed luminescence 
measurements for the identification of herbal 
materials: a step toward rapid quality control
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Yitao Wang3, Zhihong Wang1* and Mei Wang2,5,6*

Abstract 

Background: Herbal materials are widely used as medicinal products, dietary supplements, food, and spices. With 
increased consumption, the safety, quality, and efficacy of herbal materials are becoming more relevant. The authen-
ticity of herbal materials plays an important role in herbal quality control, and there is an urgent need to develop a 
simple, direct, objective, rapid, and inexpensive measurement tool for the identification of herbal materials for the 
purpose of quality control.

Methods: Delayed luminescence (DL) was used to measure authentic and counterfeit herbal materials. A hyperbolic 
function was used to extract four properties from the DL curves of the herbal materials. Statistical tools, including Stu-
dent’s t test and Principal Component Analysis, were used to differentiate authentic and counterfeit herbal materials 
based on the DL properties.

Results: Our results showed that authentic and counterfeit herbal materials could be identified based on the DL 
properties as follows: (a) authentic versus counterfeit materials; (b) authentic versus adulterated materials; (c) authen-
tic versus sulfur-fumigated materials; as well as (d) authentic versus dyed materials.

Conclusion: The simple, direct, rapid, and inexpensive measurements offered by DL potentially offer a novel tech-
nique for the identification of Chinese herbal materials. However, the establishment of a valid database will be the 
next step toward the possible application of this technique, which would contribute significantly to the development 
of a novel digital tool for the quality control of herbal materials.
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Background
Herbal medicine has long been used in health and dis-
ease treatment in China, and the use of herbal products 
has increased globally in recent years [1, 2]. In Chinese 
culture, food and medicine are not clearly separated, 
and thus a significant amount of herbal materials are 

used both in medicinal applications and as food supple-
ments (e.g., Ginseng Radix et Rhizoma, etc.) [3]. Herbal 
materials are thus widely used as additives to foods and 
spices either during the culinary preparation of meals at 
home or in the industrial production of processed func-
tional foods and dietary supplements [4]. Therefore, the 
safety, quality, and efficacy of herbal materials are becom-
ing increasingly important [5]. Chromatography and 
mass spectrometry are the most common methods and 
have provided many important information to help the 
quality assessment on herbal materials [6]. In addition, 
Raman, mid-infrared and near-infrared spectroscopy as 
non-destructive and fast measurement tools have been 
used to discriminated raw and processed herbs [7–9]. 
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Moreover, some novel techniques (e.g. G-quadruplex-
based platform) have been used to determine pesticide 
residues or heavy metals in order to ensure the safety of 
herbs [10–12].

The authenticity of herbal materials plays an important 
role in herbal quality control, since the use of counter-
feit herbal materials may lead to major health risks [13]. 
Counterfeit herbs come in various forms, including the 
replacement of authentic herbal materials with other 
materials, the adulteration of the authentic products with 
other substances, and the use of inappropriate processing 
methods (e.g., sulfur fumigation and dyeing) for fraudu-
lent practices [14, 15]. Therefore, many technologies have 
been developed to identify counterfeit herbal materi-
als, including morphological and microscopic methods, 
chromatography and spectrum photometer analyses, 
molecular biology assays, and biomimetic technologies 
(e.g., electronic noses and tongue) [16, 17]. However, 
well-trained and experienced experts are needed to 
operate these technologies, and most of these analytical 
methods are time-consuming and expensive. For manu-
facturing practices, simple and immediately analyzable 
results are appropriate for on-site digital quality control 
purposes. There is thus an urgent need to develop a sim-
ple, direct, rapid, objective, and inexpensive measure-
ment tool for the identification of herbal materials.

Recently, delayed luminescence (DL) measurements 
have been used in herbal quality assessments [18–23]. 
Various dry herbal materials emit long-term and weak 
luminescence after exposure to illumination. This DL 
technique has been used to determine the differences and 
changes in herbal materials with various characters, such 
as the variation in the growing environment, the process-
ing of the herb, the age of the herb, and in some cases the 
properties of the herbal materials according to Chinese 

medicine theory. In addition, DL can be linked to specific 
chemical components that are indicators of the quality 
and bioactivity of herbal materials. Therefore, DL has the 
potential to be developed into a robust new technique for 
assessing the quality of herbs.

Here, we performed DL measurements in order to 
evaluate whether DL properties could be used to iden-
tify counterfeit herbal materials. A description of the DL 
dynamics from dry herbal materials is presented, focus-
ing on different forms of counterfeit herbs, including (a) 
authentic and counterfeit materials; (b) authentic and 
adulterated materials; (c) authentic and sulfur-fumigated 
materials; and (d) authentic and dyed materials. The 
results showed that different DL dynamics exist between 
authentic and counterfeit herbal materials. Therefore, 
DL may be further explored for the application in herbal 
identification and quality control.

Materials and methods
Information of experimental design and resources
The information regarding the experimental design, sta-
tistics, and resources used in this study are attached in 
the minimum standards of reporting checklist.

Herbal materials
The authentic herbal materials and their correspond-
ing nonauthentic herbal materials were purchased in 
five batches from the Chinese Herbal Pharmacy in Bei-
jing (Beijing, China). These herbal materials are listed in 
Table 1.

Angelicae sinensis radix (Angelica sinensis (Oliv.) 
Diels), Dioscoreae rhizoma (Dioscorea opposita Thunb.), 
Gastrodiae rhizoma (Gastrodia elata Bl.), Angelicae 
dahuricae radix (Angelica dahurica (Fisch. ex Hoffm.) 
Benth. et Hook. f.), Codonopsis radix (Codonopsis 

Table 1 The authentic herbal materials and their corresponding nonauthentic herbal materials

No Authentic herbal materials The corresponding nonauthentic 
herbal materials

Similarities References

1 Cyperi rhizoma
(Cyperus rotundus L.)

Semiaquilegiae radix
(Semiaquilegia adoxoides (DC.) Makino)

Morphological appearance; color [24]

2 Atractylodis macrocephalae rhizoma 
(Atractylodes macrocephala Koidz.)

Aucklandiae radix
(Aucklandia lappa Decne.)

Morphological appearance; characteristics [25]

3 Pulsatillae radix (Pulsatilla chinensis (Bge.) 
Regel)

Rhapontici radix
(Rhaponticum uniflorum (L.) DC.)

Morphological appearance; color [26]

4 Ginseng radix et rhizoma (Panax ginseng 
C. A. Mey.)

Phytolaccae radix (Phytolacca acinosa 
Roxb.)

Morphological appearance; color; Chinese 
name

[27, 28]

Glehniae radix (Glehnia littoralis Fr. Schmid-
tex Miq.)

5 Salviae miltiorrhizae radix et rhizoma 
(Salvia Miltiorrhiza Bge.)

Dipsaci radix
(Dipsacus asper Wall. ex Henry)

Morphological appearance; color [29, 30]

6 Peucedani radix (Peucedanum praerupto-
rum Dunn)

Saposhnikoviae radix
(Saposhnikovia divaricata (Turcz.) Schischk.)

Morphological appearance; characteristics [31]
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pilosula (Franch.) Nannf.), and their sulfur-fumigated 
samples were supplied by the Chengdu University of Tra-
ditional Chinese Medicine, as well as Cinnabaris, Croci 
stigma (Crocus sativus L.), and their dyed samples. Rhei 
radix et rhizoma (Rhubarb; Rheum palmatum L. and 
Rheum tanguticum Maxim. ex Balf.) samples were col-
lected at various elevations in western China (Additional 
file 1: Table S1). These rhubarb samples were obtained as 
gifted samples from the Beijing Institute of Chinese Med-
icine. All herbal samples were verified by Dr. Mei Wang 
and Mr. Yusheng Jia, and these herbal materials were 
deposited at Leiden University, Leiden, Netherlands.

Delayed luminescence
Sample preparation
Each herbal sample was crushed using a model QE-100 
grinder (Yili Company, Zhejiang Province, China) and 
passed through a standard sieve to obtain 150-μm parti-
cles. All the herbal materials were kept in a dark, light-
tight box containing 35-mm silica gel (Boom BV, Meppel, 
Netherlands) at room temperature for 16  h before DL 
measurements were conducted [20].

DL measurements
The DL measurement procedure was described previ-
ously [20]. The equipment used to measure DL was pro-
vided by Meluna Research (Geldermalsen, Netherlands) 
and involved a type 9558QB photomultiplier tube (Elec-
tron Tubes Enterprises Ltd., Ruislip, UK) positioned 
vertically on a dark chamber kept at 22  °C. The photo-
multiplier tube has a cathode end (51 mm diameter) with 
a sensitive range at 300–800  nm. The photomultiplier 
tube was cooled to − 25  °C to decrease the dark count 
rate to 10 counts per second. The DL signal was ampli-
fied utilizing a fast preamplifier (Type 9301, ORTEC, Oak 
Ridge, TN). Data were acquired using a personal com-
puter containing a model 6602 counting card (National 
Instruments, Austin, TX).

Each herbal material was used to prepare 1-g samples. 
Each 1-g sample was placed in a Petri dish (35-mm diam-
eter) and exposed to a white halogen excitation source 
(Model 284-2812, Philips, Germany) for 10  s. For each 
1-g sample, the DL signal was measured three consecu-
tive times. The total number obtained from all three 
measurements in each sample was used to analyze the 
DL properties of that particular herb. DL kinetics were 
obtained by recording the number of counts in consecu-
tive 0.05-s periods for a total of 60 s, resulting in a total of 
1200 data points.

Data processing and statistical analysis
The DL decay curve of each sample, measured over a 60-s 
period, was fit to the following hyperbolic function [22]:

where T is the decay time of the DL curve, Beta is an 
index factor associated with the rate of DL decay, and 
Tau and  I0 represent the DL characteristics and initial 
intensity, respectively. The properties of the three meas-
urements were averaged and used to represent the DL 
properties of each herbal sample. Principal component 
analysis (PCA) and orthogonal projections to latent 
structures-discriminant analysis (OPLS-DA) were used 
to indicate the level of discrimination between the DL 
properties of the different herbal samples using tools 
provided in the MetaboAnalyst software package (http://
www.metab oanal yst.ca). A two-tailed, unpaired Student’s 
t test was used (SPSS version 23.0) to compare the DL 
properties between different herbal samples. Differences 
were considered significant at p < 0.05.

Sample preparation and high‑performance liquid 
chromatography (HPLC) analysis for the rhubarb materials
In order to determine the contents of 14 bioactive com-
pounds in the rhubarb samples, HPLC analysis was 
performed using an Agilent 1100 system (Agilent Tech-
nologies, Palo Alto, CA). The sample preparation, HPLC 
analysis methods, and statistical methods have been 
reported previously [19]. The reference compounds 
(aloe-emodin, rhein, emodin, chrysophanol, physcion, 
gallic acid, (+)-catechin, sennoside A, and sennoside B) 
were purchased from the National Institute for Food and 
Drug Control (Beijing, China). The purity of all reference 
compounds was > 98%. A two-tailed, unpaired Student’s 
t test was used (SPSS version 23.0, Armonk, NY, USA) 
to compare the contents of the detected bioactive com-
pounds between two rhubarb species. Differences were 
considered significant at p < 0.05.

Results
DL properties of rhubarb samples between different 
subspecies
Rhubarb samples (55 batches of R. palmatum and 63 
batches of R. tanguticum) were submitted to DL and 
HPLC analysis. Each rhubarb sample was measured for 
DL three consecutive times, and the data were pooled 
in order to determine the DL characteristics of the rhu-
barb samples. Next, supervised OPLS-DA was used to 
investigate the variance in the four DL properties of the 
rhubarb samples. The results showed that there was no 

I(t) =
I0

(

1+
t

Tau

)Beta

T =

(

e
1

Beta − 1

)

× Tau

http://www.metaboanalyst.ca
http://www.metaboanalyst.ca
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clear separation between the two rhubarb subspecies 
(Fig. 1a), and there was no significant difference between 
the specific DL properties (Fig. 1c). These rhubarb sam-
ples were collected from different altitudes at a threshold 
of 3000 m (Additional file 1: Table S1). A previous study 
showed that the DL properties of R. palmatum samples 
were sensitive to altitude [19]. We thus labeled the rhu-
barb samples grown at an altitude above or below 3000 m 
on the OPLS-DA plot (Fig.  1b). It is evident that the R. 
palmatum samples were reasonably separated at an alti-
tude of 3000  m, with only a few misclassified samples, 
which is consistent with previous results [19]. This sepa-
ration has been marked using an orange horizontal line 
on Fig. 1b. However, the R. tanguticum samples could not 

be separated based on the same altitude threshold, and 
many samples were misclassified according to the 3000 m 
threshold (Fig. 1b). Since different luminescence proper-
ties reflect the different chemical diversities of molecules 
[32, 33], the bioactive compound contents of these rhu-
barb samples were also measured. No significant differ-
ence was detected between the two rhubarb subspecies 
(Fig. 1d).

The DL technique can discriminate between authentic 
and nonauthentic herbal materials
Nonauthentic or counterfeit herbal materials refer to 
herbs that possess similarities in morphological appear-
ance, characteristics, or Chinese name compared to that 

Fig. 1 The features of DL properties and the contents of chemical components between two rhubarb subspecies. a OPLS-DA score plots of the 
DL properties obtained from all batches of two rhubarb subspecies; b Rhubarb samples grown over (solid lines) or under (dash lines) 3000 m were 
marked on the OPLS-DA score plots, the orange horizontal line indicates the separation between Rheum palmatum L. samples grown over or 
under 3000 m; c Histograms comparing the DL properties between two rhubarb subspecies. Mean ± SD, ns no significant difference; d Histograms 
comparing the bioactive components between two rhubarb subspecies. Mean ± SEM, ns no significant difference
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of the authentic herbal materials but may be cheaper in 
price or mistakenly purchased. These herbs possess dif-
ferent chemical compositions and therefore reflect dif-
ferent bioactivities [34]. We selected several common 
nonauthentic herbal materials and their corresponding 
authentic herbs (Table 1), which had been reported in the 
literature, for our DL study [24–28]. Each herbal material 
was prepared in five independent batches, and each batch 
was measured for DL three consecutive times. Thereafter, 
all data in the 15 DL measurements were pooled in order 
to indicate the DL characteristics of the specific herb for 
statistical purposes. The statistical results are shown in 
Fig. 2. The results illustrate that the nonauthentic herbal 
materials exhibit different DL kinetics (Fig.  1a3, b3, c3, 
and d5) and significantly different DL properties (i.e., I0, 
Beta, Tau and T; Fig.  1a4, b4, c4, and d6) compared to 
the authentic materials. In addition, the PCA score plots 
revealed different clusters between the authentic and 
nonauthentic herbal materials (Fig. 1a5, b5, c5, and d7).

The DL technique is able to detect differences 
between authentic and adulterated herbal materials
Adulterated herbal material refers to the mixing of non-
authentic herbal materials into authentic materials. It is 
difficult to distinguish adulterated herbal materials by the 
naked eye, particularly in the powder form. Here, Salviae 
miltiorrhizae radix et rhizoma (authentic materials) and 
Dipsaci radix (nonauthentic materials) [29, 30], Peuce-
dani radix (authentic materials) and Saposhnikoviae radix 
(nonauthentic materials) [31], and their adulterated sam-
ples (Table 1) were used to measure DL. Figure 3a3 and 
b3 show the significantly different DL decay curves of the 
authentic materials compared to the adulterated mate-
rials in three different ratios. In addition, the DL decay 
curves of the adulterated materials were situated between 
the authentic and nonauthentic herbal materials. As the 
proportion of nonauthentic materials decreased, the DL 
decay curves of the adulterated materials become closer 

to that of the authentic materials but still demonstrated 
significant differences in specific DL properties (Fig. 3a4 
and b4).

Herbal materials can be separated by DL measurement 
with or without sulfur fumigation
Sulfur fumigation is a processing method used for herbal 
materials in China in order to prolong the storage life, 
improve the appearance of herbs, remove borers, and 
prevent mildew [35]. However, modern studies have 
shown that sulfur fumigation may pollute the herbal 
materials with sulfur dioxide and heavy metals [35]. In 
addition, the bioactive components of the herbal materi-
als may be altered by sulfur fumigation [35]. Therefore, 
the sulfur fumigation method was banned by the Chinese 
Food and Drug Administration in 2010. However, sulfur-
fumigated herbal materials still exist in the market at pre-
sent [35]. Here, we compared Angelicae sinensis radix, 
Dioscoreae rhizoma, Gastrodiae rhizoma, and their 
sulphur-fumigated samples using DL measurements. 
The results show that the DL decay kinetics and four 
DL properties of the herbal samples fumigated by sulfur 
changed significantly compared to their raw materials 
(Fig. 4). Moreover, Angelicae dahuricae radix, Codonop-
sis radix, and the corresponding sulfur-fumigated sam-
ples also demonstrated different DL kinetics (Additional 
file 2: Fig. S1).

Dyed herbal materials can be identified by DL 
measurements
Dyed herbal materials are common counterfeit products 
of cinnabar (mineral materials) and Croci stigma in the 
market [36, 37]. To identify dyed herbal materials, DL 
was used to measure authentic materials of cinnabar and 
Croci stigma and their corresponding dyed materials. 
The results showed that the DL kinetics and the majority 
of the DL properties of authentic cinnabar differed sig-
nificantly compared to the dyed samples (Fig.  5a1–a3). 

(See figure on next page.) 
Fig. 2 The differences of DL properties between authentic and nonauthentic herbal materials. a1 Cyperi rhizoma (fragmented materials); a2 
Semiaquilegiae radix (fragmented materials); a3 DL decay curves. Data are plotted as the mean ± SEM. Note that the data are plotted on a log–log 
scale; a4 Histograms comparing the DL properties between Cyperi rhizoma and Semiaquilegiae radix. Mean ± SD, *p < 0.05; a5 PCA score plots of the 
DL properties obtained from all batches of Cyperi rhizoma (Red) and Semiaquilegiae radix (Green); b1 Atractylodis macrocephalae rhizoma (sliced 
materials); b2 Aucklandiae radix (sliced materials); b3 DL decay curves. Data are plotted as the mean ± SEM. Note that the data are plotted on a log–
log scale; b4 Histograms comparing the DL properties between Atractylodis macrocephalae rhizoma and Aucklandiae radix. Mean ± SD, *p < 0.05; 
b5) PCA score plots of the DL properties obtained from all batches of Atractylodis macrocephalae rhizoma (Red) and Aucklandiae radix (Green); c1 
Pulsatillae radix (fragmented materials); c2 Rhapontici radix (fragmented materials); c3 DL decay curves. Data are plotted as the mean ± SEM. Note 
that the data are plotted on a log–log scale; c4 Histograms comparing the DL properties between Pulsatillae radix and Rhapontici radix. Mean ± SD, 
*p < 0.05; c5 PCA score plots of the DL properties obtained from all batches of Pulsatillae radix (Red) and Rhapontici radix (Green); d1 Ginseng 
radix et rhizoma (fragmented materials); d2 Ginseng radix et rhizoma (sliced materials); d3 Phytolaccae radix (fragmented materials); d4 Glehniae 
radix (sliced materials); d5 DL decay curves. Data are plotted as the mean ± SEM. Note that the data are plotted on a log–log scale; d6 Histograms 
comparing the DL properties among three materials. Mean ± SD, *p < 0.05; d7 PCA score plots of the DL properties obtained from all batches of 
Ginseng radix et rhizoma (Red), Glehniae radix (Green) and Phytolaccae radix (Purple)



Page 6 of 13Sun et al. Chin Med           (2019) 14:47 



Page 7 of 13Sun et al. Chin Med           (2019) 14:47 

Fi
g.

 3
 T

he
 d

iff
er

en
ce

s 
of

 D
L 

pr
op

er
tie

s 
be

tw
ee

n 
au

th
en

tic
 a

nd
 a

du
lte

ra
te

d 
he

rb
al

 m
at

er
ia

ls
. a

1 
Sa

lv
ia

e 
m

ilt
io

rr
hi

za
e 

ra
di

x 
et

 rh
iz

om
a 

(fr
ag

m
en

te
d 

m
at

er
ia

ls
); 

a2
 D

ip
sa

ci
 ra

di
x 

(fr
ag

m
en

te
d 

m
at

er
ia

ls
); 

a3
 D

L 
de

ca
y 

cu
rv

es
. D

at
a 

ar
e 

pl
ot

te
d 

as
 th

e 
m

ea
n 
±

 S
EM

. N
ot

e 
th

at
 th

e 
da

ta
 a

re
 p

lo
tt

ed
 o

n 
a 

lo
g–

lo
g 

sc
al

e;
 a

4 
H

is
to

gr
am

s 
co

m
pa

rin
g 

th
e 

D
L 

pr
op

er
tie

s 
am

on
g 

sa
m

pl
es

. M
ea

n 
±

 S
D

, 
*p

 <
 0

.0
5;

 b
1 

Pe
uc

ed
an

i r
ad

ix
 (s

lic
ed

 m
at

er
ia

ls
); 

b2
 S

ap
os

hn
ik

ov
ia

e 
ra

di
x 

(s
lic

ed
 m

at
er

ia
ls

); 
b3

 D
L 

de
ca

y 
cu

rv
es

. D
at

a 
ar

e 
pl

ot
te

d 
as

 th
e 

m
ea

n 
±

 S
EM

. N
ot

e 
th

at
 th

e 
da

ta
 a

re
 p

lo
tt

ed
 o

n 
a 

lo
g–

lo
g 

sc
al

e;
 b

4 
H

is
to

gr
am

s 
co

m
pa

rin
g 

th
e 

D
L 

pr
op

er
tie

s 
am

on
g 

sa
m

pl
es

. M
ea

n 
±

 S
D

, *
p 

<
 0

.0
5



Page 8 of 13Sun et al. Chin Med           (2019) 14:47 

Fi
g.

 4
 T

he
 d

iff
er

en
ce

s 
of

 D
L 

pr
op

er
tie

s 
be

tw
ee

n 
au

th
en

tic
 a

nd
 s

ul
fu

r f
um

ig
at

io
n 

he
rb

al
 m

at
er

ia
ls

. a
1 

A
ng

el
ic

ae
 s

in
en

si
s 

ra
di

x 
(w

ho
le

 m
at

er
ia

ls
); 

a2
 A

ng
el

ic
ae

 s
in

en
si

s 
ra

di
x 

(s
ul

ph
ur

 fu
m

ig
at

io
n 

sa
m

pl
e,

 w
ho

le
 m

at
er

ia
ls

); 
a3

 D
L 

de
ca

y 
cu

rv
es

. D
at

a 
ar

e 
pl

ot
te

d 
as

 th
e 

m
ea

n 
±

 S
EM

. N
ot

e 
th

at
 th

e 
da

ta
 a

re
 p

lo
tt

ed
 o

n 
a 

lo
g–

lo
g 

sc
al

e;
 a

4 
H

is
to

gr
am

s 
co

m
pa

rin
g 

th
e 

D
L 

pr
op

er
tie

s 
be

tw
ee

n 
A

ng
el

ic
ae

 s
in

en
si

s 
ra

di
x 

an
d 

its
 s

ul
ph

ur
 fu

m
ig

at
io

n 
sa

m
pl

e.
 M

ea
n 
±

 S
D

, *
p 

<
 0

.0
5;

 b
1 

D
io

sc
or

ea
e 

rh
iz

om
a 

(s
lic

ed
 m

at
er

ia
ls

); 
b2

 D
io

sc
or

ea
e 

rh
iz

om
a 

(s
ul

ph
ur

 fu
m

ig
at

io
n 

sa
m

pl
e,

 s
lic

ed
 m

at
er

ia
ls

); 
b3

 
D

L 
de

ca
y 

cu
rv

es
. D

at
a 

ar
e 

pl
ot

te
d 

as
 th

e 
m

ea
n 
±

 S
EM

. N
ot

e 
th

at
 th

e 
da

ta
 a

re
 p

lo
tt

ed
 o

n 
a 

lo
g–

lo
g 

sc
al

e;
 b

4 
H

is
to

gr
am

s 
co

m
pa

rin
g 

th
e 

D
L 

pr
op

er
tie

s 
be

tw
ee

n 
D

io
sc

or
ea

e 
rh

iz
om

a 
an

d 
its

 s
ul

ph
ur

 
fu

m
ig

at
io

n 
sa

m
pl

e.
 M

ea
n 
±

 S
D

, *
p 

<
 0

.0
5;

 c
1 

G
as

tr
od

ia
e 

rh
iz

om
a 

(w
ho

le
 m

at
er

ia
ls

); 
c2

 G
as

tr
od

ia
e 

rh
iz

om
a 

(s
ul

ph
ur

 fu
m

ig
at

io
n 

sa
m

pl
e,

 w
ho

le
 m

at
er

ia
ls

); 
c3

 D
L 

de
ca

y 
cu

rv
es

. D
at

a 
ar

e 
pl

ot
te

d 
as

 th
e 

m
ea

n 
±

 S
EM

. N
ot

e 
th

at
 th

e 
da

ta
 a

re
 p

lo
tt

ed
 o

n 
a 

lo
g–

lo
g 

sc
al

e;
 c

4 
H

is
to

gr
am

s 
co

m
pa

rin
g 

th
e 

D
L 

pr
op

er
tie

s 
be

tw
ee

n 
G

as
tr

od
ia

e 
rh

iz
om

a 
an

d 
its

 s
ul

ph
ur

 fu
m

ig
at

io
n 

sa
m

pl
e.

 M
ea

n 
±

 S
D

, *
p 

<
 0

.0
5



Page 9 of 13Sun et al. Chin Med           (2019) 14:47 

Fi
g.

 5
 T

he
 d

iff
er

en
ce

s 
of

 D
L 

pr
op

er
tie

s 
be

tw
ee

n 
au

th
en

tic
 a

nd
 d

ye
in

g 
he

rb
al

 m
at

er
ia

ls
. a

1 
C

in
na

ba
ris

 (p
ow

de
r m

at
er

ia
ls

) a
nd

 d
ye

in
g 

sa
m

pl
es

 (u
nk

no
w

n 
po

w
de

r m
at

er
ia

ls
); 

a2
 D

L 
de

ca
y 

cu
rv

es
. 

D
at

a 
ar

e 
pl

ot
te

d 
as

 th
e 

m
ea

n 
±

 S
EM

. N
ot

e 
th

at
 th

e 
da

ta
 a

re
 p

lo
tt

ed
 o

n 
a 

lo
g–

lo
g 

sc
al

e;
 a

3 
H

is
to

gr
am

s 
co

m
pa

rin
g 

th
e 

D
L 

pr
op

er
tie

s 
be

tw
ee

n 
ci

nn
ab

ar
is

 a
nd

 it
s 

dy
ei

ng
 s

am
pl

es
. M

ea
n 
±

 S
D

, 
*p

 <
 0

.0
5,

 n
s, 

no
 s

ig
ni

fic
an

t d
iff

er
en

ce
; b

1 
C

ro
ci

 s
tig

m
a 

(s
tig

m
a 

m
at

er
ia

ls
) a

nd
 d

ye
in

g 
sa

m
pl

es
 (u

nk
no

w
n 

st
ig

m
a 

m
at

er
ia

ls
); 

b2
 D

L 
de

ca
y 

cu
rv

es
. D

at
a 

ar
e 

pl
ot

te
d 

as
 th

e 
m

ea
n 
±

 S
EM

. N
ot

e 
th

at
 th

e 
da

ta
 a

re
 p

lo
tt

ed
 o

n 
a 

lo
g–

lo
g 

sc
al

e;
 b

3 
H

is
to

gr
am

s 
co

m
pa

rin
g 

th
e 

D
L 

pr
op

er
tie

s 
be

tw
ee

n 
C

ro
ci

 s
tig

m
a 

an
d 

its
 d

ye
in

g 
sa

m
pl

es
. M

ea
n 
±

 S
D

, *
p 

<
 0

.0
5,

 n
s, 

no
 s

ig
ni

fic
an

t d
iff

er
en

ce



Page 10 of 13Sun et al. Chin Med           (2019) 14:47 

For Croci stigma materials, dyed sample 2 demonstrated 
significant differences in DL properties compared to the 
authentic materials. However, dyed sample 1 displayed 
similar DL decay curves as the authentic materials, 
and only DL property  I0 differed significantly from the 
authentic materials (Fig. 5b1–b3). These results indicate 
that the identification of dyed samples using DL meas-
urements should be further investigated.

Discussion
Two subspecies of rhubarb, Rheum palmatum L. and 
Rheum tanguticum Maxim. ex Balf., are listed in the Chi-
nese Pharmacopeia [38], indicating that there is no signif-
icant difference in the application of these two subspecies 
for therapeutic purposes according to the principle for 
Chinese medicine theory. As herb’s therapeutic effects 
mainly depend on bioactive components, we measured 
the contents of fourteen bioactive compounds of rhubarb 
samples. There was no significant difference between the 
two rhubarb subspecies. The results may explain why 
the Chinese pharmacopeia does not distinguish between 
different rhubarb sub-species. Next, we were interested 
in whether DL was able to separate two subspecies of 
rhubarb with the same therapeutic applications, and 
the statistical data indicated that there was no reason-
able separation between different rhubarb subspecies. 
In addition, the DL properties of R. palmatum samples 
were sensitive with environmental factors, which is con-
sistent with previous results, but R. tanguticum samples 
were not applicable. These results suggest that when the 
observation scope is extended to more than one rhubarb 
subspecies, the influence of environmental factors on 
DL may weaken. The results emphasize the relationship 
between chemical composition and DL properties. When 
there are differences in the chemical profiles between 
herbal materials—which can be caused by environmental 
factors [19, 39, 40]—DL might reflect these differences. 
The DL characteristics of herbal materials are closely 
related to their chemical constituents. Due to this finding, 
we wondered whether DL technology could be applied to 
distinguish counterfeit or adulterated herb materials, as 
these certainly have different chemical profiles.

Many counterfeit herbs do not belong to the same spe-
cies or genus as the authentic herbs [24–28], and thus 
they typically possess different bioactive components 
and quality indicators [38, 41–49]. Therefore, it is worth 
investigating whether there is any difference in DL prop-
erties between the authentic and counterfeit/adulterated 
herbs as a result of their different chemical backgrounds. 
Our results indicate that the DL measurements may be 
sensitive enough to distinguish nonauthentic herbal 
materials, and the variations in DL properties between 
the authentic and nonauthentic herbal materials may be 

mainly as a result of their different chemical profiles [41–
49]. In particular, the chemical components of the herbal 
materials may be altered by sulfur fumigation [35]. Our 
previous study indicated that herbal materials with higher 
polysaccharide contents usually emit stronger lumines-
cence [18]. The polysaccharide contents of Angelicae sin-
ensis radix can be increased using sulfur fumigation [50, 
51]. This may be the reason for the higher intensity of the 
DL decay curves and  I0 of the sulfur-fumigated sample of 
Angelicae sinensis radix (Fig. 4a3 and a4). Conversely, the 
fumigation of Dioscoreae rhizoma with a large amount 
of sulfur can significantly decrease polysaccharides [52]. 
The sulfur-fumigated sample of Dioscoreae rhizoma 
thus demonstrates a much lower photon emission inten-
sity compared to its raw material (Fig.  4b3 and b4). In 
addition, herbal dry extracts with fewer glycosides may 
exhibit increased DL strength [21]. The main bioactive 
ingredients of Gastrodiae rhizoma are glycosides, such as 
gastrodin, parishin, parishin B, parishin C, and parishin E 
[53]. These bioactive ingredients can be decreased during 
sulfur fumigation [54, 55]. The sulfur-fumigated sample 
of Gastrodiae rhizoma thus exhibited stronger DL inten-
sity (Fig. 4c3 and c4).

Delayed luminescence is a photo-induced ultra-weak 
photon emission [56]. The properties of weak photon 
emission are influenced by molecular structures and 
interactions [32], in particular the long chain molecules 
[57, 58]. Polysaccharides are widespread long-chain 
macromolecules commonly found in herbal materials. 
The structure of polysaccharides is polymeric carbohy-
drate molecules composed of long chains of monosac-
charide units bound together by glycosides linkages. 
When all the monosaccharide units in a polysaccharide 
are the same type, the polysaccharide is called a homo-
polysaccharide, such as amylose and cellulose. When 
more than one type of monosaccharide is present they 
are called hetero-polysaccharides (e.g. Hyaluronic acid). 
Grasso et al. reported significantly different DL kinetics 
of intensities and decay time intervals between amyl-
ose and cellulose, which share the same glucose-based 
repeat units but have differently orientated structures 
[59]. And the DL lasts in the large interval of time, which 
indicates existence of the excited electron states with 
large lifetimes, such as excitons and/or solitons [59]. 
This finding has important implications in studying the 
DL biophysical mechanism of polysaccharides. As our 
research shows that the polysaccharides and glycosides 
of herbal materials are related to the herbal DL proper-
ties. The soliton mechanism of DL [60, 61] may be appli-
cable to understand herbal DL kinetics. However, the 
investigation of DL properties of polysaccharides must 
be further studied in order to understand the effects to 
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herbal DL characteristics. To the present research, DL 
may be a sensitive indicator for reflecting the differences 
in chemical profiles between authentic and counterfeit 
herbal materials.

Conclusions
The data presented in this paper show that DL may be 
a promising tool in the identification of herbal material, 
as DL properties are sensitive to the variations in the 
chemical components of the herbal materials. DL may be 
a potential rapid measurement tool for assisting conven-
tional identification methods, such as morphological and 
microscopical identification, DNA-barcoding [62], and 
chromatographic analysis. For the further development 
of this analytic tool in practice, further data accumulation 
and confirmation are required. This proof-of-concept 
study should be further validated using a wider range of 
herbal samples and a comprehensive database in combi-
nation with artificial intelligence to establish an applica-
ble tool for the identification of authentic and counterfeit 
herbal materials. In addition, the digital assessment of 
herbal materials has become an inevitable direction in 
herbal quality control [63]. As a simple, direct, rapid, 
and inexpensive measurement tool, DL has the poten-
tial to be further developed into a digital monitoring tool 
for herbal materials. Therefore, DL as a novel technique 
has great potential to contribute to the identification of 
herbal materials.

Supplementary information
Supplementary information accompanies this paper at https ://doi.
org/10.1186/s1302 0-019-0269-2.

Additional file 1: Table S1. The DL properties and altitudes of rhubarb 
samples.

Additional file 2: Figure S1. The differences of DL properties between 
authentic and sulfur fumigation herbal materials. A1) Angelicae dahuricae 
radix (sliced materials); A2) Angelicae dahuricae radix (sulphur fumiga-
tion sample, sliced materials); A3) DL decay curves. Data are plotted as 
the mean ± SEM. Note that the data are plotted on a log-log scale; A4) 
Histograms comparing the DL properties between Angelicae dahuri-
cae radix and its sulphur fumigation sample. Mean ± SD, *, p < 0.05; B1) 
Codonopsis radix (whole materials); B2) Codonopsis radix (sulphur fumiga-
tion sample, whole materials); B3) DL decay curves. Data are plotted as 
the mean ± SEM. Note that the data are plotted on a log-log scale; B4) 
Histograms comparing the DL properties between Codonopsis radix and 
its sulphur fumigation sample. Mean ± SD, *, p < 0.05, ns, no significant 
difference.

Abbreviations
DL: delayed luminescence; PCA: principal component analysis; OPLS-DA: 
orthogonal projections to latent structures discriminant analysis; HPLC: high 
performance liquid chromatography.

Acknowledgements
This research was supported by “National Natural Science Foundation of China 
(31570331)”.

Authors’ contributions
MS, SW and MW designed the study. YJ, MH and VWE conducted the statistical 
analyses and prepared figures. MS and YJ performed DL measurements. LL 
carried out chemical analysis. MS and SW drafted the manuscript. ZW, YW and 
MW contributed to revisions of the manuscript. All authors read and approved 
the final manuscript.

Funding
National Natural Science Foundation of China (31570331).

Availability of data and materials
The datasets used in this study are available from the corresponding author 
upon reasonable request.

Ethics approval and consent to participate
Not applicable.

Consent for publication
The manuscript is approved by all authors for publication.

Competing interests
The authors declare that they have no competing interests.

Author details
1 Changchun University of Chinese Medicine, No. 1035, Boshuo Rd, Jingyue 
Economic Development District, Changchun 130117, China. 2 Leiden Univer-
sity-European Center for Chinese Medicine and Natural Compounds, Institute 
of Biology, Leiden University, Sylviusweg 72, Leiden 2333, BE, The Netherlands. 
3 SKL of Quality Research in Chinese Medicine, Institute of Chinese Medical 
Sciences, University of Macau, N22 Avenida da Universidade, Taipa, Macau. 
4 College of Pharmacy, Chengdu University of Traditional Chinese Medicine, 
Chengdu 611137, China. 5 SU BioMedicine, Postbus 546, 2300AM, Leiden, 
The Netherlands. 6 Shenzhen Huakai Traditional Chinese Medicine and Natu-
ral Medicine Research Center, Shenzhen 518114, China. 7 Capital Medical 
University Subsidiary Beijing Hospital of Traditional Chinese Medicine, No. 23, 
Backstreet of Art Gallery, Dongcheng District, Beijing 100010, China. 8 Beijing 
Institute of Chinese Medicine, Shuiche Alley Xinjiekou, No. 13, Xicheng District, 
Beijing 100035, China. 9 Meluna Research, Koppelsedijk 1-a, 4191, LC, Gelder-
malsen, The Netherlands. 

Received: 20 August 2019   Accepted: 14 October 2019

References
 1. He M, Huang X, Liu S, Guo C, Xie Y, Meijer A, Wang M. The difference 

between white and red ginseng: variations in ginsenosides and immu-
nomodulation. Planta Med. 2018;84(12/13):845–54.

 2. Scheid Volker. The globalisation of Chinese medicine. Lancet 1999;354: 
SIV10.

 3. Shan F, Huang L, Guo J, Chen M. History and development of “One Root 
of Medicine and Food”. Chin Bull Life Sci. 2015;27(08):1061–9. https ://doi.
org/10.13376 /j.cbls/20151 46.

 4. Planý M, Šoltys K, Budiš J, Mader A, Szemes T, Siekel P, Kuchta T. Potential 
of high-throughput sequencing for broad-range detection of pathogenic 
bacteria in spices and herbs. Food Control. 2018;83:118–22.

 5. Wang M, Franz G. The role of the European Pharmacopoeia (Ph Eur) in 
quality control of traditional Chinese herbal medicine in European mem-
ber states. World J Tradit Chin Med. 2015;1:5–15.

 6. Fuzzati N. Analysis methods of ginsenosides. J Chromatogr B. 
2004;812:119–33.

 7. Schrader B, Klump HH, Schenzel K, Schulz H. Non-destructive NIR FT 
Raman analysis of plants. J Mol Struct. 1999;509(1–3):201–12.

 8. Sun S, Chen J, Zhou Q, Lu G, Chan K. Application of mid-infrared spectros- 
copy in the quality control of traditional Chinese medicines. Planta Med. 
2010;76(17):1987–96.

 9. Xin N, Gu XF, Wu H, Hu YZ, Yang ZL. Discrimination of raw and processed 
Dipsacus asperoides by near infrared spectroscopy combined with least 
squares-support vector machine and random forests. Spectrochim Acta 
A Mol Biomol Spectrosc. 2012;89:18–24.

https://doi.org/10.1186/s13020-019-0269-2
https://doi.org/10.1186/s13020-019-0269-2
https://doi.org/10.13376/j.cbls/2015146
https://doi.org/10.13376/j.cbls/2015146


Page 12 of 13Sun et al. Chin Med           (2019) 14:47 

 10. D’Abrosca B, Fiorentino A, Izzo A, Cefarelli G, Pascarella MT, Uzzo P, 
Monaco P. Phytotoxicity evaluation of five pharmaceutical pollutants 
detected in surface water on germination and growth of cultivated and 
spontaneous plants. J Environ Sci Heal A. 2008;43(3):285–94.

 11. Lu L, Wang M, Liu LJ, Leung CH, Ma DL. Label-Free luminescent switch-on 
probe for ochratoxin a detection using a G-quadruplex-selective iridium 
(III) complex. ACS Appl Mater Inter. 2015;7(15):8313–8.

 12. Zhang JT, Kang TS, Wong SU, Pei RJ, Ma DL, Leung CH. An iridium(III) 
complex/G-quadruplex ensemble for detection of ochratoxin A based on 
long-lifetime luminescent. Anal Biochem. 2019;580:49–55.

 13. Lord G, Cook T, Arlt V, Schmeiser H, Williams G, Pusey C. Urothe-
lial malignant disease and Chinese herbal nephropathy. Lancet. 
2001;358(9292):1515–6.

 14. Wei F, Liu W, Yan H, Shi Y, Zhang W, Zhang P, Cheng X, Ma S. National wide 
quality surveillance and analysis of Chinese material medica and decoc-
tion pieces. Chin Pharm J. 2015;50(4):277–83.

 15. Lau AJ, Holmes MJ, Woo SO, Koh HL. Analysis of adulterants in a 
traditional herbal medicinal product using liquid chromatogra-
phy–mass spectrometry–mass spectrometry. J Pharm Biomed Anal. 
2003;31(2):401–6.

 16. Xu Y, Song W, Zhou P, Li P, Li H. Morphological and microscopic character-
ization of five commonly-used testacean traditional chinese medicines. 
Acta Pharm Sin B. 2015;5(4):358–66.

 17. Chen S, Guo B, Zhang G, Yan Z, Luo G, Sun S, Wu H, Huang L, Pang X, 
Chen J. Advances of studies on new technology and method for identify-
ing traditional Chinese medicinal materials. China J Chin Mater Med. 
2012;37(8):1043–55.

 18. Sun M, Chang WT, van Wijk E, He M, Koval S, Lin MK, van Wijk R, Hanke-
meier T, van Greef J, Wang M. Characterization of the therapeutic proper-
ties of Chinese herbal materials by measuring delayed luminescence 
and dendritic cell-based immunomodulatory response. Photochem 
Photobiol B Biol. 2017;168:1–11.

 19. Sun M, Li L, Wang M, van Wijk E, He M, van Wijk R, Koval R, Hankemeier 
T, van Greef J, Wei S. Effects of growth altitude on chemical constituents 
and delayed luminescence properties in medicinal rhubarb. Photochem 
Photobiol B Biol. 2016;162:24–33.

 20. Sun M, Van Wijk R, Van Wijk E, Wang M, Wietmarschen H, Hankemeier 
T, van der Greef J. Delayed luminescence: an experimental protocol for 
Chinese herbal medicines. Luminescence. 2016;31(6):1220–8.

 21. Sun M, He M, Korthout H, Halima M, Kim HY, Yan Y, Van Wijk E, Van 
Wijk R, Guo C, Wang M. Characterization of ginsenoside extracts by 
delayed luminescence, high-performance liquid chromatography, and 
bioactivity tests. Photochem Photobiol Sci. 2019;18:1138–46. https ://doi.
org/10.1039/c8pp0 0533h .

 22. Sun M, Chang WT, Van Wijk E, He M, Van Wijk R, Wang M. Application 
of delayed luminescence method on measuring of the processing of 
Chinese herbal materials. Chin Med. 2018;13(1):43.

 23. Pang J, Yang M, Fu J, Zhao X, van Wijk E, Wang M, Liu Y, Zhou X, Fan H, Han 
J. Classification of Chinese herbs based on the cluster analysis of delayed 
luminescence. Luminescence. 2016;31(2):491–8.

 24. Hu Y, Wan C, Cheng C. Identification of Cyperus rotundus and counterfeit 
product Semiaquilegia adoxoides using ATR-FTIR and their cluster analy-
sis. Chin Pharm. 2014;25(43):4103–5.

 25. Zhang Y, Zhang H, Liu X, Zhang X. Identification of Atractylodes mac-
rocephala Koidz and its counterfeit product Aucklandia lappa Decne. 
Chin Arch Tradit Chin Med. 1996;2:32. https ://doi.org/10.13193 /j.archt 
cm.1996.02.34.zhang y.027.

 26. Guo H, Zhai L, Guo Q. Identification and application of Pulsatilla chinensis 
(Bge) Regel and its adulterants. Clin J Tradit Chin Med. 2007;19(1):59–60. 
https ://doi.org/10.16448 /j.cjtcm .2007.01.046.

 27. Xie Z. The identification of Ginseng and how to recognize its counterfeit 
species. World J Int Tradit West Med. 2016;11(3):341–2.

 28. Li J, Zhang N, Lei Y, Yang G. Study on the identification of radix 
ginseng and its counterfeits by UASLG method. J Anhui Agric Sci. 
2011;39(20):12075–8.

 29. Li L. The difference between traditional Chinese medicine radix dipsaci 
and salvia miltiorrhiza. Sci Technol Inform. 2015;8:240. https ://doi.
org/10.16661 /j.cnki.1672-3791.2015.08.193.

 30. Zhu H, Qin J, Chen X, Lin W, Zhang L, Yao S, Wei G. Comparative discrimi-
nant analysis of Salviae miltiorrhizae Radix et Rhizoma and its counterfeit 
and adulterants. J Guangdong Pharm Univ. 2019;35(1):16–21.

 31. Wu Y, Wu Y, Liu Y, Xing D, Yu R. Advances in Peucedani Radix and its adul-
terants and substitutes in Chinese materia medica identification. Chin 
Tradit Herb Drugs. 2017;48(11):2335–9.

 32. Barenboǐm GM, Domanskiǐ AN, Turoverov KK. Luminescence of biopoly-
mers and cells. New York: Springer; 1969.

 33. Ho MW, Musumeci F, Scordino A, Triglia A, Privitera G. Delayed lumines-
cence from bovine Achilles’ tendon and its dependence on collagen 
structure. J Photochem Photobiol B. 2002;66:165–70.

 34. Tang G, Huang Z. Discussion on ten common concepts of authentic and 
counterfeit Chinese herbal medicines. J Chin Med Mater. 1994;17(3):47–8. 
https ://doi.org/10.13863 /j.issn1 001-4454.1994.03.025.

 35. Duan Y, Qin K, Zou N, Lou Y, Cai H, Cai B. Sulfur-fumigation, maintenance 
method of Chinese herbal medicine—discard or inheritance. China J 
Chin Mater Med. 2013;38(19):3395–9. https ://doi.org/10.4268/cjcmm 
20131 935.

 36. Xing X, Liu Z, Xu T, Gu D, Liang Y, Zhang X, Yang J. Quality Study 
on Cinnabar—analysis of Dyeing Status for Cinnabar. Chin Pharm. 
2016;27(27):3864–6.

 37. Fu L, Min C, Wang Q, Lu J. Experimental research on the detection 
methods of Croci Stigma adulteration on the markets. Chin J Pharm Anal. 
2012;32(1):74–7.

 38. Pharmacopoeia of the People’s Republic of China, China Chemical Indus-
try Press, 2015.

 39. Zhao Z, Guo P, Brand E. The formation of daodi medicinal materials. J 
Ethnopharmacol. 2012;140(3):476–81.

 40. Ramakrishna A, Ravishankar G. Influence of abiotic stress signals on 
secondary metabolites in plants. Plant Signal Behav. 2011;6(11):1720–31.

 41. Chen Z, Hu X, Liu G. Research progresses on chemical constituents 
and pharmacological activities of Cyperus rotundus. J Anhui Agric Sci. 
2017;45(36):113–5.

 42. Zhang H, Cheng H, Shen W, Yan Q, Tan J, Xu C, Fan H, Miao Y. Research 
progress on chemical constituents from Radix Semiaquilegiae. J Nanjing 
Univ Tradit Chin Med. 2018;34(2):205–9.

 43. Xu Z, Fan X, Wang A. Chemical components and advances in research 
progress of extracting volatile oil from Aucklandiae Lappa Decne. Guang-
dong Chem Ind. 2017;44(3):77–8.

 44. Wang H, Yang N, Tan J, Lin H, Dong Q, Li Y, Liu J. Research progress 
on Atractylodes macrocephala koidz of the chemical composition, 
pharmacological effects and their clinical application. Gansu Med J. 
2018;37(1):23–6.

 45. Shi W, Li L, Dong W. Research progress on Pulsatilla chinensis (Bge.) Regel 
of the chemical composition, pharmacological effects and clinical appli-
cation. J Tradit Chin Vet Med. 2009;4:22–5. https ://doi.org/10.13823 /j.cnki.
jtcvm .2009.04.006.

 46. Bao X, Luo S. Research progress on Rhaponticum uniflorum (L.) DC of the 
chemical composition and pharmacological effects. Asia-Pac Tradit Med. 
2011;7(9):176–7.

 47. Shin B, Kwon S, Park J. Chemical diversity of ginseng saponins from panax 
ginseng. J Ginseng Res (Chin). 2015;39(4):287–98.

 48. Liu W, Li Z, Tian Y, Ma T, Yu T. Pharmacological effects and chemical 
components of Radix Glehniae: research advances. J Int Pharm Res. 
2013;40(3):291–4.

 49. Wu J, Zhang J, Nan Y, Zhang Q, An H, Zhou L. Differentiation and 
authentication of Panax ginseng and four common morphological 
fakes by HPLC. Mod Tradit Chin Med Mater Med World Sci Technol. 
2011;13(3):533–6.

 50. Wu P, Li Y, Li Y, Liu F, Jin H, Du T. Effects of processing method of sulphur 
fuming on the content of Angelica sinensis polysaccharide. J Gansu Coll 
TCM. 2012;29(1):52–5.

 51. Gong J, Wang D, Zhang J, Cong Y, Chen H, Yang R, He Y, Liu C, Li L. Effect 
of sulfur fumigation on the quality of Angelica sinensis and research 
advance in alternative technology. Cent South Pharm. 2018;16(6):793–8.

 52. Cui Y, Xin A. Effect of sulphur fuming on the contents of polysaccharide in 
Dioscorea opposita Thunb. Anhui Med Pharm J. 2007;11(12):1101–2.

 53. Jin C, Li H. Effect of sulfur fumigation on active components in Gastrodiae 
Rzhizoma. Chin Tradit Pat Med. 2014;36(8):1706–10.

 54. Lai C, Zha L, Liu D, Kang L, Ma X, Zhan Z, Nan T, Yang J, Li F, Yuan Y, Huang 
L. Global profiling and rapid matching of natural products using diagnos-
tic product ion network and in silico analogue database: gastrodia elata 
as a case study. J Chromatogr A. 2016;1456:187–95.

https://doi.org/10.1039/c8pp00533h
https://doi.org/10.1039/c8pp00533h
https://doi.org/10.13193/j.archtcm.1996.02.34.zhangy.027
https://doi.org/10.13193/j.archtcm.1996.02.34.zhangy.027
https://doi.org/10.16448/j.cjtcm.2007.01.046
https://doi.org/10.16661/j.cnki.1672-3791.2015.08.193
https://doi.org/10.16661/j.cnki.1672-3791.2015.08.193
https://doi.org/10.13863/j.issn1001-4454.1994.03.025
https://doi.org/10.4268/cjcmm20131935
https://doi.org/10.4268/cjcmm20131935
https://doi.org/10.13823/j.cnki.jtcvm.2009.04.006
https://doi.org/10.13823/j.cnki.jtcvm.2009.04.006


Page 13 of 13Sun et al. Chin Med           (2019) 14:47 

•
 
fast, convenient online submission

 •
  

thorough peer review by experienced researchers in your field

• 
 
rapid publication on acceptance

• 
 
support for research data, including large and complex data types

•
  

gold Open Access which fosters wider collaboration and increased citations 

 
maximum visibility for your research: over 100M website views per year •

  At BMC, research is always in progress.

Learn more biomedcentral.com/submissions

Ready to submit your research ?  Choose BMC and benefit from: 

 55. Kang C, Yang W, Zhou L, Jiang J, Lv C, Wang S, Zhou T, Yang Y, Huang 
L, Guo L. Quality changes in Gastrodia Rhizoma of different origins 
and forms before and after sulfur fumigation. China J Chin Mater Med. 
2018;43(2):254–60.

 56. Scordino A, Baran I, Gulino M, Ganea C, Grasso R, Niggli JH, Musumeci 
F. Ultra-weak delayed Luminescence in cancer research: a review of 
the results by the ARETUSA equipment. J Photochem Photobiol, B. 
2014;139:76–84.

 57. Li X, Baryshnikov G, Deng C, Bao X, Wu B, Zhou Y, Ågren H, Zhu L. A 
three-dimensional ratiometric sensing strategy on unimolecular fluo-
rescence—thermally activated delayed fluorescence dual emission. Nat 
Commun. 2019;10:731. https ://doi.org/10.1038/s4146 7-019-08684 -2.

 58. He M, Sun M, Koval S, van Wijk R, Hankemeier T, van Greef J, van Wijk E, 
Wang M. Traditional Chinese medicine-based subtyping of early-stage 
type 2 diabetes using plasma metabolomics combined with ultra-weak 
photon emission. Engineering. 2019;5:916–23. https ://doi.org/10.1016/j.
eng.2019.03.011.

 59. Grasso R, Musumeci F, Triglia A, Brizhik L, Scordino A. Impact of structure 
on the delayed luminescence of d-Glucose-based polymer chains. J 
Photochem Photobiol B. 2019;1:111589. https ://doi.org/10.1016/j.jphot 
obiol .2019.11158 9.

 60. Brizhik L, Musumeci F, Scordino A, Triglia A. The soliton mechanism 
of the delayed luminescence of biological systems. Europhys Lett. 
2000;52:238–44.

 61. Brizhik L, Scordino A, Triglia A, Musumeci F. Delayed luminescence of 
biological systems arising from correlated many-soliton states. Phys Rev. 
2001;64:31902–11.

 62. Han J, Pang X, Liao B, Yao H, Song J, Chen S. An authenticity survey of 
herbal medicines from markets in china using DNA barcoding. Sci Rep. 
2016;6:18723.

 63. Zhu G, Wu C, Liang S, Wang S. Adance research of digitalization in 
quality control of Chinese Medicine. Chin J Exp Tradit Med Form. 
2016;22(11):225–9. https ://doi.org/10.13422 /j.cnki.syfjx .20161 10225 .

Publisher’s Note
Springer Nature remains neutral with regard to jurisdictional claims in pub-
lished maps and institutional affiliations.

https://doi.org/10.1038/s41467-019-08684-2
https://doi.org/10.1016/j.eng.2019.03.011
https://doi.org/10.1016/j.eng.2019.03.011
https://doi.org/10.1016/j.jphotobiol.2019.111589
https://doi.org/10.1016/j.jphotobiol.2019.111589
https://doi.org/10.13422/j.cnki.syfjx.2016110225

	Application of delayed luminescence measurements for the identification of herbal materials: a step toward rapid quality control
	Abstract 
	Background: 
	Methods: 
	Results: 
	Conclusion: 

	Background
	Materials and methods
	Information of experimental design and resources
	Herbal materials
	Delayed luminescence
	Sample preparation
	DL measurements
	Data processing and statistical analysis

	Sample preparation and high-performance liquid chromatography (HPLC) analysis for the rhubarb materials

	Results
	DL properties of rhubarb samples between different subspecies
	The DL technique can discriminate between authentic and nonauthentic herbal materials
	The DL technique is able to detect differences between authentic and adulterated herbal materials
	Herbal materials can be separated by DL measurement with or without sulfur fumigation
	Dyed herbal materials can be identified by DL measurements

	Discussion
	Conclusions
	Acknowledgements
	References




