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Abstract: Nuclear accidents and decommissioning in the nuclear industry would release a large
number of radioactive aerosols which endangers the natural environment and the health of workers.
Therefore, there is an urgent need for environment-friendly aerosol suppressants to control and
handle environmental pollution problems caused by radioactive aerosols. In this paper, sodium
alginate (SA), a type of polyphenol material (TP), and alkyl glycosides (APGs) were selected as the
components of the compound aerosol suppressant and the optimal proportion was generated via the
method of D-optimal mixture design. Furthermore, the cesium aerosol sedimentation effect of the
optimized compound aerosol suppressants was evaluated via sedimentation efficiency, the change in
particle concentration cumulative concentration fraction of the cesium aerosol sedimentation process.
The results showed that the aerosol sedimentation efficiency was 99.82% which was much higher
than nature settlement, 18.6% and water spraying sedimentation, 43.3%. Moreover, after spraying
the compound suppressant, it displayed a good effect on settling the cesium aerosol particles with
a diameter of less than 1 um, as the concentration of particles was reduced from 55.49% to 44.53%.
Finally, the sedimentation mechanism of the compound aerosol suppressant and cesium aerosol
particles, such as the coagulation effect, was analyzed using the particle size distribution.

Keywords: simulated radioactive cesium aerosol; biomass aerosol suppressant; coagulation

1. Introduction

The radioactive aerosol is a stable colloidal system consisting of solid or liquid particles
of radionuclides which are dispersed and suspended in a gas phase environment [1,2]. A
great number of radioactive aerosols will be inevitably generated from the nuclear fuel
cycle, radioactive waste disposal in the nuclear industry, nuclear weapon tests, discharges
from nuclear installations, and nuclear accidents [3,4], such as the Fukushima nuclear
accident which leaked '¥Cs radioactive aerosols [5]. In addition, during the discharge
process from nuclear installations such as the decommissioning and decontamination
(D&D) of nuclear power plants, it is easy to produce a large amount of radioactive aerosol
with high mass concentration to the air and that brings a greater risk of internal exposure
to workers, especially when they work in chamber places where radioactive aerosols can
be easily accumulated, such as equipment rooms, etc. [6,7].

At present, there have been many purification technologies used to deal with radioac-
tive aerosol pollution in different places, such as physical filtration, electrostatic capture,
bubbling washing, pressurized dissolved air flotation and fogging, etc. Regarding the
radioactive aerosol pollution in chamber places, the best purification method is the fogging
technology which is easy to use and produces little wastage at the same time. More im-
portantly, fog can spread to any corner of a contaminated area, while other purification
methods cannot. This method aims to reduce the dose of the radioactive aerosol’s airborne
contamination, as well as temporarily fix contamination, via aerosol-suppressant fog which
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is created from atomizing devices [8-11]. Additionally, it allows operators to work with-
out entering the pollution area when the purification begins, this will reduce the risk of
radioactive exposure which is also one advantages of this method. Therefore, using the
fogging technology to purify the radioactive aerosol pollution, especially in the process of
D&D of nuclear power plants, has become a trend [10,12]. In order to effectively purify or
decontaminate aerosols, the key point is the research on aerosol suppressants. Surfactants,
salts, polymers, resin, and bitumen are the six categories of traditional suppressants, and as
the raw materials of suppressants they have been widely used in the areas of aerosol sup-
pressants [13]. Although the above aerosol suppressants such as halides and crude oil waste
present an effective purify property, the second pollution and difficulty of degradation
have become a tricky problem after use. In recent years, a super absorbent resin as a new
suppressant material has been developed rapidly due to its good water absorption and vis-
cosity [14], but the cost is too high to be widely applied. Therefore, it is of great significance
to explore a type of environmentally friendly and low-cost aerosol-suppressant materials.

In that case, the development of environmentally friendly compound aerosol sup-
pressants derived from the green raw material has become the main trend in the aerosol-
suppressants field. This type of aerosol suppressant not only possesses the properties of
wetting, bonding, and aggregating with the aerosol particles, but also has a wide variety of
raw material sources and low prices [13,15]. Basically, the compound aerosol suppressants
used in the fogging technologies are classified into three categories: the mixture of carbo-
hydrates, a compound formula based on glycerol or linseed oil, and other complicated
formulas [8,9], among them, the application of the first two methods is more common.
However, these types of aerosol suppressants are weak in capturing and fixing the cesium
aerosol particles, thus, the aerosol suppression efficiency of these two traditional formulas
is not high. As a result, to improve the effect of aerosol sedimentation, there is a need to
improve the adhesion and coagulation effect between suppressant particles and cesium
aerosol particles, such as enhancing the electrostatic property and chelation, or advancing
the wettability of suppressant particles to promote coagulation between particles.

Based on the aforementioned review, a carbohydrate, sodium alginate (SA), a type
of small molecular polyphenol material named as TP, and a non-ionic surfactant alkyl
glycoside (APG) were selected and blended to prepare the compound aerosol suppressants.
Among them, as a hydrophilic biopolymer and a linear anionic polysaccharide polymer
of 3-(1-4)-D-mannuronic (M-blocks) and «-L-guluronic acid (G-blocks) [16], SA can easily
bind with a variety of metal ions via electrostatic, ionic interactions, in covalent-like bond-
ing, redox reactions, and coordination. In addition, SA possesses significant rheological
properties such as gelling, viscosifying, and stabilization of dispersions [17]. Moreover, SA
is a nontoxic, biocompatible, biodegradable material. Those above properties of SA are ben-
eficial to the purification of cesium aerosol; TP is also a natural, non-toxic, and degradable
polymer material with a large number of coordination groups and can strongly complex
with most metal ions to form precipitates, which helps to capture and fix aerosol more easily.
As a type of green surfactant, APG can reduce the surface tension of aerosol suppressants
and enhance the wettability at the same time, ultimately advancing the coagulation and
sedimentation of aerosol particles.

The coagulation process of aerosol particles would happen through three simple
phases [18], as shown in Figure 1. Firstly, the sprayed aerosol-suppressant particles ran-
domly collide with aerosol particles (stage 1). With the further contact with each other, more
and more aerosol particles are captured by aerosol-suppressant particles, and then these
two types of particles coagulate with each other and form a larger agglomerate (stage 2).
As these agglomerates continue coagulating, the particle size and the weight are increased
(stage 3); ultimately, these agglomerates are settled by their own gravity.
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Figure 1. Schematic representation of coagulation and sedimentation of aerosol particles.

Most aerosol measurement methods fall in two categories: the first relies on collec-
tion of aerosol particles on a collector, such as filters [19] and some advanced aerosol
collectors [20,21], for subsequent laboratory measurements. The second allows in situ,
near-real-time measurement of aerosols. Traditionally, collection followed by measurement
has been used widely as it can utilize many powerful analytical techniques available in the
laboratory [19,22,23]. The sample on the entire aerosol collector can be subjected to gravi-
metric [23], radioactive [24], chemical [25], or biological [26] analysis, or individual particles
on the aerosol collector can be subjected to various forms of spectroscopy, composition [27],
microscopy [22], or shape [28] analysis. However, this approach has a disadvantage in that
the particles may be modified by the transport and collection processes. Measurements
are time averaged, and the measurement result is not immediately available. Real-time
techniques, on the other hand, can provide much quicker measurements in situ. For ex-
ample, the representative APS-3321 aerodynamic particle size spectrometer produced by
the TSI Company of the United States can analyze the aerosol particle size in real-time [29],
however, they may provide a more limited degree of particle characterization [23,30-33].
In this study, we used the D-optimal mixture design method to optimize the ratio of each
component of compound aerosol suppressants, then particle size distribution and particle
concentration of the biomass compound aerosol-suppressant particles, as well as the effects
of the biomass compound aerosol suppressant on the particle distribution of simulated
cesium droplet aerosols during the sedimentation process were analyzed in situ using the
aerodynamic particle size spectrometer (ASP-3321, TSI Instruments, Shoreview, MN 55126,
USA). Finally, based on the experimental results, the sedimentation mechanism of simu-
lated radioactive cesium droplet aerosols using a biomass compound aerosol suppressant
was analyzed.

2. Results and Discussion
2.1. Optimization of the Formula of the Biomass Compound Aerosol Suppressant

According to the above review, the biomass materials TP, SA, and APG were selected
to prepare the biomass compound aerosol suppressant. Based on the previous experiments,
the water, TP, SA, and APG in the compound aerosol suppressant were controlled at 80-89%,
3-10%, 6~7%, and 1-4% respectively. Followed by the experiments listed in Table 1 which were
recommended by the D-optimal experimental design, 20 random combinations of water, TP, SA,
and APG in the compound aerosol suppressant were used in the aerosol sedimentation tests,
and the aerosol sedimentation efficiency of the compound settling suppressant in the 20 random
combinations are shown in Figure 2a.
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Table 1. ANOVA analysis of variables tables.

Sum of Mean F
Source Squares df Square Value p-Value (prob > F)
Model 1940.22 13 149.25 5.27 0.0257 Significant
Linear mixture 236.75 3 78.92 2.78 0.1322
Lack of fit 7.04 1 7.04 0.22 0.6618 Not significant

R?=0.9194 R? ,gj= 0.7448 C.V.% = 6.07
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Figure 2. Aerosol settling efficiency: (a) the settlement of cesium aerosol by compound aerosol
suppressants; (b) the settlement of cesium aerosol by water and natural settlement of cesium aerosol.

It can be seen in Figure 2 that most of the different combinations of aerosol suppressant
presented a favorable aerosol sedimentation efficiency, and the highest aerosol sedimen-
tation efficiency can reach 98.9% which corresponds to the weight fractions of water, TP,
SA, and APG of 80%, 9%, 7%, and 4% respectively. This indicated that the combination of
TP, SA, and APG exhibited a fine synergistic effect which promoted aerosol sedimentation
compared with water spraying and natural settlement. According to the aerosol sedimenta-
tion experiment results, the software suggested a special cubic model as the analysis model,
which was applied for the analysis of variance (ANOVA) test.

Based on this model, the ANOVA was undertaken to investigate the significance of
the model. When the F-value is greater than the p-value and the p-value is lower than 0.05,
models are statistically significant at the 95% confidence level [34,35]. The ANOVA analysis
of variables tables are shown in Table 2. The p-value of the model was 0.0257 which was
less than 0.05, indicating that it was significant and the p-value of the lack of fit, 0.6618,
was not significant which was the desired result. In addition, the relationship between
the sedimentation efficiency and independent variables was linear with R? = 0.9194, which
meant that the model could explain 91.94% of the changes in the range of variables. The
coefficient of variation (CV%) was analyzed for the validation of the precision treatment.
It helps to identify the level of data spread from the mean. The CV% values < 10%
correspond to higher experiment reliability [36], and the CV% value in Table 1 was found
to be 6.07%. As a result, it can be concluded that the model was suitable to predict the
range of these variables.
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Table 2. The predicted and tested results of the best combination of different ingredients.

w% Aerosol Sedimentation Efficiency %
Number -
Water TP SA APG Predicted Value Tested Value
1 80.000 TPy 6.125 APG, 99.975 99.8220
2 80.000 TP, 6.905 APG, 98.674 98.3448

y = —63.59555x1

Based on the above experiment results, the multiple regression fitting analysis was
provided by the software, taking the sedimentation efficiency(y) as the response value
and the components of water(x;), TP(x2), SA(x3), and APG(x4) as the influence factors.
The influence of each factor on the response value can be expressed using the following
multiple regression Equation (1).

+2858.42402x, — 11489.44370x5 — 1649.87125x,4 — 34.10349x1 x5 + 132.19628x7 13
+29.09239x; x4 — 412.48222x5 x5 + 203.43013x0x4 + 275.12919x3x4 + 6.48939x X0 1)
—3.82515x; xpx4 — 3.03316x1 3314 + 14.91012x7x3%4

This equation can be used to compare the relative impacts of the factors by comparing
their coefficients. As shown in the regression Equation (1), the absolute value order of the
quadratic regression coefficient was xpx3, x3X4, X2X4, X1X3, X1 X4 which indicated that in the
compound formula, the combination of TP and SA had the greatest effect on the promotion
of the sedimentation of simulated radioactive cesium aerosol, and then followed by the
combination of TP and APG, while the combination of water and APG had the weakest
effect. According to the analysis results, among all the single components, TP and SA were
the most essential ingredients which affected the sedimentation efficiency of the simulated
cesium aerosol.

Therefore, based on the previous experiment results, the numerical optimization
method was chosen to generate the optimal conditions. We set goals for each variable, as
follows: the water was equal to 80%, the TP, SA, and APG were, respectively, in the range
of 4-10%, 6-7%, and 1-4%, and the sedimentation efficiency was set to the maximum value.
After setting up the parameters mentioned above, the software formed two optimal combi-
nations of the weight fractions of each factor as shown in Table 3. In addition, the predicted
value of the sedimentation efficiency of those two combinations was also provided.

Table 3. D-optimal experimental design for the compound settling suppressant optimization.

Independent Variables
Run w%
A:Water B: TP C:SA D:APG
1 89.000 3.000 6.000 2.000
2 83.250 6.250 6.500 4.000
3 80.000 9.000 7.000 4.000
4 86.750 4.750 6.250 2.250
5 83.400 7.000 7.000 2.600
6 82.250 8.250 6.250 3.250
7 89.000 3.000 7.000 1.000
8 85.050 6.250 6.250 2.450
9 80.000 10.000 6.000 4.000
10 80.000 10.000 6.000 4.000
11 82.000 10.000 7.000 1.000
12 89.000 3.000 7.000 1.000
13 82.000 10.000 7.000 1.000
14 86.000 3.000 7.000 4.000
15 81.250 10.000 6.500 2.250
16 87.500 3.000 7.000 2.500
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Table 3. Cont.

Independent Variables
Run w%
A:Water B: TP C:SA D:APG
17 85.250 4.750 6.750 3.250
18 86.000 7.000 6.000 1.000
19 86.000 7.000 6.000 1.000
20 80.000 9.000 7.000 4.000

Based on the two formulas provided by the optimization function of the software, we
prepared two different compound aerosol suppressants which were used for the verification
test, and the results in Table 2 showed that the tested value of sedimentation efficiency in
the verification test was basically close to the predicted value provided by the optimization
function of the software. Moreover, the No.1 test value of aerosol sedimentation efficiency
reached 99.82% which was the highest value among all the experiments in this study.
Therefore, the optimal weight ratio of different components in the compound settling
suppressants was finally selected.

2.2. Settlement Characteristics Analysis of the Biomass Compound Aerosol Suppressant

According to the results of the linear regression model analysis, TP and SA played a
very important role in the biomass compound settling suppressant. Therefore, the following
experiments will focus on characterization the changes between the two raw materials
and the biomass compound aerosol suppressant. In addition, the solution concentration of
the compound aerosol suppressant, TP and SA, was the same as that used in the aerosol
sedimentation experiments.

2.2.1. Aerosol Sedimentation Analysis

Figure 3a shows the log-normal distribution function of the aerosol particle number
concentration of cesium aerosol sedimentation, which can describe the change in concen-
tration regardless of the particle size channel resolution, after spraying three different
materials. It is obvious that among these three, the compound aerosol suppressant pre-
sented the best aerosol purify effect when after sedimentation for 10 min the concentration
of aerosol particles showed a sharp decreased from about 4500 to 1000 pt/cm?, while SA
showed a small suppression effect on the aerosol particles. Moreover, TP almost had no
effect on decreasing the concentration of aerosol particles.

After spraying three different materials, the changes in the cesium aerosol particle
mass concentration over time shows almost the same trend or pattern as the concentration
changes over time as shown in Figure 3b, the log-normal distribution function of the aerosol
particle mass concentration of cesium aerosol sedimentation. Again, the purification effect
of the composite aerosol suppressant on the cesium aerosol is best among the three suppres-
sants, and the the curve of the aerosol particle mass concentration over time is located at the
bottom. After sedimentation for 10 min, the aerosol particle mass concentration shows a
sharp downward trend from about 10.5 mg/m 2 down to 2 mg/m 3. The purification effect
of SA on cesium aerosol was the second, and the mass concentration of aerosol particles
decreased from about 10.5 to 3.5 mg/m?, while the purification effect of TP on cesium
aerosol was the worst: the curve of the aerosol particle mass concentration over time is
located at the top and the mass concentration of aerosol particles decreased from about 10.5
to 5.5 mg/m?>. The results of the change in aerosol particle number concentration and mass
concentration over sedimentation time all prove that the compound aerosol suppressant
has the most outstanding effect on the purification of cesium aerosol, and the compound
aerosol suppressant can effectively capture cesium aerosol particles and thus reduce the
concentration of cesium aerosol.
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Figure 3. Change in aerosol particle concentration over time: (a) change in aerosol particle number

concentration over time after spraying the aerosol suppressant; (b) change in aerosol particle mass

concentration over time after spraying the aerosol suppressant.

2.2.2. Surface Tension Analysis

As shown in Figure 4, the surface tensions of SA and TP solutions were 47.95 and
51.61 mN/m, respectively, while the surface tension of the compound component settling
suppressant solution was the lowest, only 42.53 mN/m, which was owing to a certain
dosage of surfactant APG added into the compound settling suppressant that decreased
the solution surface tension.

54

n
N
T

174
=
T

47.95

+
=]
T

Surface tension (mN/m)
2
1

=
=
I

42

51.61

0

42.53

=

SA

T

TP

Compound aerosol suppressant

Figure 4. Surface tension of different aerosol-suppressant solutions.

With the decrease in the aerosol-suppressant solutions” surface tension, the wettability
of the compound aerosol suppressant was improved so that the aerosol-suppressant fog
could easily interact with the particles of cesium droplet aerosol, then coagulated and
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settled eventually and that is one of the reasons why the compound aerosol suppressant
showed an extraordinary aerosol-suppression effect.

2.2.3. Viscosity Analysis

As shown in Figure 5, the viscosity of SA was 11.90 mPa-s, which was the highest
among these three different materials, due to its rheological properties of viscosifying. The
viscosity of the compound settling suppressant and TP were only 2.05 and 1.33 mPa-s.
It is obvious that the viscosity of the compound aerosol suppressant decreased sharply,
compared with SA, while compared with TP the value of viscosity increased slightly due to
the addition of SA and that improved the adhesion effect between the compound aerosol-
suppressant particles and aerosol particles, which promoted aerosol sedimentation. That
explained the reason why the aerosol suppression effect of SA was better than TP.

14

12

10

Viscosity (mPa-s)

0 -
SA TP Compound aerosol suppressant

Figure 5. Viscosity of different aerosol-suppressant solutions.

2.2.4. Particle Size Distribution Analysis

We tested the aerosol suppressant fog particle size distribution. As shown in Figure 6,
the test result displayed the particle number concentration fraction of each size. It indicated
that basically all the three types of fog particle size were below 5 pm, and most of the
particles were below 1 um. Compared with SA and TP, when the fog particle diameter
was less than 1, the particle number concentration of the compound aerosol suppressant
was the highest which reached 86.98%, while SA and TP only reached 71.61% and 69.44%.
This was due to the addition of the APG surfactant which plays an important role in
liquid drop breakup via atomization [37]; research has shown that the surfactant can avoid
the coalescence of atomization particles at the spray moment, and that promotes a better
atomization effect. Based on the above experimental results, it indicated that compared with
SA and TP, the compound aerosol-suppressant fog mainly consisted of smaller particles in
which most of the particles were below the diameter of 1 um, and that effectively improved
the ability to capture cesium aerosol particles and explained the high aerosol sedimentation
efficiency of the compound aerosol suppressant.
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Figure 6. Particle size distribution of different aerosol suppressants after spraying into the sedimenta-
tion chamber.

2.3. Sedimentation Mechanism Analysis of the Simulated Cesium Aerosol

Based on the previous experimental results, which indicated that the viscosity and
surface tension of the aerosol suppressant had a certain effect on aerosol sedimentation, we
analyzed the aerosol particle distribution during aerosol sedimentation experiments and

collected the aerosol solution samples to study the aerosol sedimentation mechanism of the
aerosol suppressant.

2.3.1. Mechanism of Aerosol Particles Captured by Aerosol-Suppressant Droplets

As shown in Figure 7, according to the aerodynamics capture principle of aerosol
particles [38], the aerosol-suppressant fog particles have an effect on aerosol particles via
diffusion, collision, and coagulation, which changes the original motion trajectory of the
aerosol particles and are then captured by the fog particles. The overall efficiency of a
single aerosol-suppressant fog particle to capture aerosol particles (Eg;) can be calculated

using the area of a circle with a radius of y; to the projected area of the aerosol-suppressant
particles, as shown in Equation (2)

2 2
omy; _ 4o
E = = 2
R1 T7p? ~ D2 2)

where D is the diameter of aerosol-suppressant fog particle, m; o is the coefficient of the
aerosol-suppressant fog particle hitting the captured aerosol particles.

As shown in equation (2), the Eg; can be increased through decreasing the aerosol-
suppressant particle size, therefore, the aerosol-suppressant fog particles with a smaller
size are more conducive to capture of the aerosol particles. Thus, we separately tested
the particle size distribution of aerosol-suppressant fog and simulated cesium droplet
aerosol, and the test result of the particulate number concentration fraction is shown in
Figure 8. The results showed that about 86.98% of the compound aerosol-suppressant fog
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particles were below the size of 1 pm. While the particle distribution of cesium particles
was slightly wider than that, with the majority distributed in the range of less than 5 pm,
and only 55.49% were under the size of 1 um. The contents of particles with a particle

size located in the ranges of 1-2 and 2-5 pm were both higher than that of the compound
aerosol-suppressant fog particles. It indicated that the compound aerosol suppressant can

capture cesium droplet aerosol particles, based on the size and number of fog particles
created by the compound aerosol suppressant.

y original route

changed route

() aerosol particle

(O) aerosol suppressant particle

Figure 7. Aerosol particle captured by an aerosol-suppressant particle.

—
=

=

—

| Simulated cesium aerosol
|

.../ Compound aerosol suppressantﬁ'
|
|
|

° 0
Particle number concentration ( %)

Figure 8. Particle size distribution of the simulated cesium aerosol droplets and compound-
suppressant droplets in the sedimentation chamber.
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2.3.2. Coagulation and Sedimentation Process

The theory of the coagulation process reveals that with the process of aerosol sedimen-
tation, the diameters of agglomerates keep increasing. Thus, in order to study the process of
increasing agglomerates, we monitored the particle size distribution of the whole process of
the cesium aerosol sedimentation, and the results of the cumulative number concentration
fraction is shown in Figure 9. It can be seen that when the particle size was between 0.5
and 4.3 um, compared with cesium aerosol natural settlement, after using the compound
aerosol suppressant, the curve obviously moved down and when the cumulative fraction
of the number concentration was 50% the particle size apparently increased from 0.5 to
1.5 um. It indicated that droplet particles interacted wit and adhered to each other, and
then formed agglomerates with larger particle diameters. In order to more intuitively see
the coagulation effect of the compound aerosol-suppressant on cesium aerosol particles,
the content in different particle ranges was further analyzed.

~ 110 - [®— Cesium aerosol natural settlement
R | |—®— Aerosol settlement by using aerosol suppressant
N
; 100 -
= L
<
&= 9+
=
O -
=
= B0
o L
3
,.Q 70 I~
5 L
= 60 [
a.a
& [
5 sof
E L
= 40 -
U I~ .
30 | H 1 . | . | " | — | L | . 1 L | . 1 " |

0 1 2 3 4 5 6 7 8 9 10

Particle size distribution (num)
Figure 9. Agglomeration effect of the compound aerosol suppressant.

As shown in Figure 10, compared with the simulated cesium droplet aerosol in natural
settlement, after spaying the compound aerosol suppressant, the concentration fraction
of particles with a diameter of less than 1 um was reduced from 56.61% to 44.53%, which
revealed that the compound aerosol suppressant was beneficial for coagulating and settling
fine cesium aerosol particles. In addition, compared with the compound aerosol suppres-
sant (blank contrast) after spraying into the sedimentation chamber, the concentration
fraction of particulates, in which the particle size was between 1 and 5 pm, significantly in-
creased in the cesium aerosol sedimentation experiment of spraying the compound aerosol
suppressant. On the contrast, the particulate number concentration fraction decreased from
88.45% to 44.53% when the diameter was below 1 pm. It indicated that a large number of
tiny compound aerosol suppressant particles coagulated with the cesium aerosol particles
and then formed into more agglomerates with larger diameters. Therefore, the number
concentration fraction of particles with a smaller diameter decreased while other particles
with a larger diameter increased, which proved the coagulation process of the compound
aerosol suppressant and cesium aerosol particles.
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Figure 10. Particle size distribution of the simulated cesium droplet aerosol in natural settlement, the

settlement by the suppressant, and the particle size distribution of the compound aerosol suppressant
(blank contrast) after spraying into the sedimentation chamber.

2.3.3. Electric Double Layer Compression and Electric Neutralization

According to the previous experimental results, the compound aerosol suppressant
particles showed a coagulation effect on cesium aerosol particles via randomly colliding
with each other. Thus, in order to determine whether the compound aerosol suppressant
had another effect on cesium aerosol to promote coagulation, we collected the solution
samples of cesium aerosol after sedimentation, to test the zeta potential. In addition,
SA, TP, and the compound aerosol suppressant were considered as the contrasts and the
test results are shown in Figure 11. As it was shown in Figure 11, the zeta potentials
of these three aerosol suppressants decreased, compared with the solution samples after
aerosol sedimentation. Among the change values of the zeta potential, the change in the
compound aerosol suppressant was the most obvious which decreased from 69.11 to 14.16
and was followed by SA which decreased from 62.39 to 28.04. Due to the addition of SA,

the compound aerosol suppressant ionized some sodium ions and generated polymer
chain segments with anions when dissociated in the water, so that the compound aerosol
suppressant fog particles could capture cesium aerosol particles which had a positive charge
via the effect of electric neutralization. Furthermore, some positive charge ions squeezed
into the stern layer of the colloidal particles causing the compression of the electric double
layer which also reduced the zeta potential [39,40]. Moreover, it was reported that the zeta

potential, either positive or negative, is generally required to ensure stability, and when the

zeta potential decreased, the particles tended to destabilize and agglomerate together, and
then settled at last [41]. Thus, based on the above experimental results, the joint action of
electric neutralization of the particles and the electric double layer compression promoted
the coagulation of the compound aerosol suppressant particles and cesium aerosol particles.
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Figure 11. Zeta potential of cesium droplets before and after aerosol deposition by spraying suppressants.

3. Materials and Methods
3.1. Materials

Sodium alginate (SA) was purchased from Chengdu Kelong Chemical Co., Ltd.
(Chengdu, Sichuan, China). Cesium chloride was purchased from Shanghai Macklin Bio-
chemical Co., Ltd. (Shanghai, China). Alkyl glycoside (APG) was purchased from Shanghai
Fine Chemical Co., Ltd. (Shanghai, China). Polyphenol material (TP) was purchased from
Shanghai Oriental Bojin Biotechnology Co., Ltd. (Shanghai, China).

3.2. Preparation of Biomass Compound Aerosol Suppressant and Optimal Design
3.2.1. Preparation of Compound Aerosol Suppressant

The detailed preparation steps were as follows: Firstly, the deionized water, TP, SA,
and surfactant with weight ratios according to Table 1 were added into the beaker. Secondly,
they were stirred and heated to 35-40 °C for 5-10 min, until the mixture was completely
dissolved and well mixed, then the biomass compound aerosol suppressant was prepared.
Considering that TP, SA, and APG were all biomass materials, the preservation of sodium
benzoate with the dosage of 0.02% was added to the compound aerosol suppressant
according to the GB2760-1996 Food Additive Hygienic Standard (1).

3.2.2. Optimal Design

A multivariate optimization procedure was applied using the D-optimal mixture
design method which is a prevalent iterative algorithm that minimizes the covariance
matrix of the parameter estimates for a certain proposed model [42] and was used to screen
out the optimal ratio of each independent variable. The sedimentation efficiency was
adopted as the dependent variable. The constraint conditions of the four independent
variables were as follows: the deionized water, TP, SA, and surfactant with the weight ratios
of 80-89%, 3-10%, 6-7%, and 1-4%, respectively. Table 3 lists 20 randomized experiments
and the effects of interactions between variables on each response were determined using
this software. All statistical analyses were carried out with the Design Expert software
(Version 8.0.6).



Molecules 2022, 27, 6480

14 0f 18

3.3. Characterization of the Biomass Compound Aerosol Suppressant

The surface tension of the compound aerosol suppressant solution was measured
using a surface tension tester (K100, Kruess Scientific Instrument, Hamburg, Germany).
Before and after aerosol sedimentation, the zeta potential changes of the compound aerosol
suppressant solution were tested with the zeta potential analyzer (Brookhaven Instruments,
New York, NY, USA). The viscosity of the compound aerosol suppressant solution was
tested using the digital viscometer (NDJ-8S, Jingtian electronic instrument, Shanghai,
China). In order to describe the coagulation process of the simulated cesium aerosol
particles more precisely, the log-normal distribution function of the aerosol particle size
distribution during the sedimentation process was provided using the aerodynamic particle
size spectrometer (ASP-3321, TSI Instruments, USA).

3.4. Sedimentation Experiment
3.4.1. Simulation of the Cesium Droplet Aerosol

In order to simulate the radioactive cesium aerosol, firstly, as the radioactive cesium
source, cesium chloride solution was added into the ultrasonic atomizer, then the simulated
radioactive cesium aerosol was generated and diffused into the simulation box, with a
length, width, and height of 100, 80, and 65 cm, respectively, via a pipeline. Finally, the
droplet aerosol was formed, as shown in Figure 12a.

LY

o e r— S = —er—
- ( . d -' f?wﬂ‘ s | _
: L
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Figure 12. Simulated aerosol device: (a) simulation box filled with aerosol; (b) spraying effect of the
atomizing nozzle.

Sampler Device

The sampling point was set in the middle of the box, as shown in Figure 13a. Based
on the principle of the atmospheric sampler, we designed a type of gas sampler, as shown
in Figure 13b. Two different length tubes were inserted into a sampler with a cover. The
simulated aerosol was drawn into the sampler through the long tube using a suction pump
(2XZ-4, Linhai Tan vacuum equipment, Zhejiang, China) and then dissolved in deionized
water to form a solution of cesium ions. Then, the concentration of the cesium ion in the
solution samples was measured with the atomic absorption spectrophotometer (Z-2300,
Hitachi, Tokyo, Japan).
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Figure 13. Schematic diagrams of the experimental system: (a) simulated aerosol sedimentation
system; (b) sampler device.

3.4.2. Aerosol Sedimentation Test

The sedimentation test of the simulated cesium aerosol was carried out in the simula-
tion box, as shown in Figure 13a. After the simulation box was filled with droplet aerosol,
the prepared aerosol-suppressant solutions with the volume of 100 mL were sprayed into
the simulation box (100 x 80 x 65 cm) via the atomizing nozzle device (commercially
available), as shown in Figures 12b and 13a. Then, the gas sampler collected solution
samples at the beginning and end of the aerosol sedimentation tests which were recorded
as the initial concentration, Cy and the final concentration, C;. In each aerosol sedimentation
test, the duration of each sampling time was 2 min, the flow rate of the suction pump was
2 L/min, and the atomization pressure of atomizing nozzle was 0.05 Mpa. Moreover, we
used the aerodynamic particle size spectrometer to monitor the whole process of the aerosol
sedimentation to present the change in the concentration of aerosol particles.

3.4.3. Aerosol Sedimentation Efficiency

The sedimentation efficiency of the simulated cesium aerosol is defined as the change
value of the cesium ion concentration (Cy — Ct) accounting for the fraction of the initial
cesium ion concentration (Cg), which was calculated based on the following equation:

Sedimentation ef ficiency(%) = [(Co — Ct)/Co] (©)]

where Cy and C; are defined as the initial and the final concentrations of the simulated
cesium aerosol solution samples, respectively.

4. Conclusions

In this study, we mainly studied the sedimentation of the simulated radioactive aerosol
at room temperature in the confined space of 0.5m> and the effect of the aerosol suppressant
on it in this confined space. The simulated cesium aerosols were collected using a suction
pump before and after the use of aerosol suppressants, then dissolved in deionized water,
the concentration of cesium ions was measured with an atomic absorption spectrophotome-
ter, and the sedimentation efficiency of the aerosol was calculated from the concentration of
cesium ions. Based on the fogging technology, we designed a sedimentation system and pre-
pared a low-cost, environmentally friendly biomass compound aerosol suppressant with a
high sedimentation efficiency, which consisted of SA, TP, and APG and the optimal formula
was generated using the method of the D-optimal mixture design. In addition, the emitted
simulated cesium droplet aerosol, the sedimentation properties of the biomass compound
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aerosol suppressant, the particle size distribution, the particulate number concentration,
and mass concentration fraction during the aerosol sedimentation process were further
studied using the TSI APS-3321 aerodynamic particle size spectrometer. The detailed
conclusions are as follows:

(1) According to the particulate number concentration fraction, the simulated radioac-
tive cesium aerosol particles emitted by ultrasonic atomizers at room temperature are
mainly distributed in 1-5 um, of which 55.49% are less than 1 um, 16.30% are 1-2 um,
and 23.73% are 2-5 um. Aiming at the simulated cesium aerosol with this particle size
distribution, different materials were used to spray it. The results show that compared with
the single components including SA and TP, the compound aerosol suppressant showed
good aerosol suppression properties: surface tension of 42.53 mN/m, viscosity of 2.05
mPa-s, and the aerosol sedimentation efficiency reached 99.82% during 30 min at room
temperature, meaning it had a significant effect on purifying the cesium aerosol.

(2) According to the particulate number concentration fraction, the compound aerosol
suppressant fog mainly consisted of tiny particles in which 80% of particles were below the
diameter of 1 um, and fog particles with a smaller size were more effective at capturing
cesium aerosol particles.

(3) The cumulative number concentration analysis of cesium showed, after spraying
the compound aerosol suppressant, that the particle size increased from 0.5 to 1.5 um,
which showed an obvious coagulation process.

(4) Based on the tests results, the zeta potential of the compound aerosol suppressant
decreased from 69.11 to 14.16, which indicated that the joint action of electric neutralization
of the particles and electric double layer compression also promoted the coagulation of the
compound aerosol suppressant particles and cesium aerosol particles.

There are many other factors in the environment of the confined space that play a role
in the settling of aerosol particles, including temperature, wind speed, humidity, etc. The
temperature is the major factor for the sedimentation efficiency of cesium aerosol in this
study. The sedimentation efficiency of cesium aerosol was obtained at room temperature in
this study. Other factors will be refined in future research.

Author Contributions: Conceptualization, S.L.; Funding acquisition, H.W.; Investigation, S.Y.; Project
administration, X.L.; Resources, Y.W.; Writing—original draft, L.W. All authors have read and agreed
to the published version of the manuscript.

Funding: The current work was supported financially by the Research on Processing Project of
Radioactive Pollution Removal from The Naval Medical Center (20zh0331).

Data Availability Statement: Not available.

Acknowledgments: The authors would like to thank the support from Longshan academic talent
research support plan of Southwest University of Science and Technology (181zx315), and Engineering
Research Center of Biomass Materials, Ministry of Education.

Conflicts of Interest: The authors declare no conflict of interest.

Sample Availability: Samples of the compounds are not available from the authors.

1.  International Atomic Energy Agency. Radioactive Particles in the Environment: Sources, Particle Characterization and Analytical
Techniques; IAEA: Vienna, Austria, 2011.

2. Papastefanou, C. Chapter 2 Radioactive Aerosols. Radioact. Environ. 2008, 12, 11-58.

3. Crick, M.; Unscear, S.O. United Nations Scientific Committee on the Effects of Atomic Radiation (Unscear) Activities and Issues.
2011. Available online: https:/ /xueshu.baidu.com /usercenter/paper/show?paperid=c3d58e10a09231789d2d8e6a133a2e08&
site=xueshu_se (accessed on 14 August 2022).

4. Oughton, D.H.; Kashparov, V. Radioactive Particles in the Environment; Springer: Berlin/Heidelberg, Germany, 2009.

5. Stohl, A; Seibert, P.; Wotawa, G.; Arnold, D.; Burkhart, J.F.; Eckhardt, S.; Tapia, C.; Vargas, A.; Yasunari, T.J. Xenon-133 and
Caesium-137 Releases into the Atmosphere from the Fukushima Dai-Ichi Nuclear Power Plant: Determination of the Source
Term, Atmospheric Dispersion, and Deposition. Atmos. Chem. Phys. 2012, 12, 2313-2343. [CrossRef]


https://xueshu.baidu.com/usercenter/paper/show?paperid=c3d58e10a09231789d2d8e6a133a2e08&site=xueshu_se
https://xueshu.baidu.com/usercenter/paper/show?paperid=c3d58e10a09231789d2d8e6a133a2e08&site=xueshu_se
http://doi.org/10.5194/acp-12-2313-2012

Molecules 2022, 27, 6480 17 of 18

10.

11.

12.

13.

14.

15.

16.

17.

18.

19.
20.

21.

22.

23.

24.

25.

26.
27.

28.

29.

30.

31.

32.

33.

34.

35.

Dorrian, M.D.; Bailey, M.R. Particle Size Distributions of Radioactive Aerosols Measured in the Workplace and the Environment.
J. Aerosol Sci. 1996, 27, S439-5440. [CrossRef]

Chae, N.; Lee, M.-H.; Choi, S.; Park, B.G.; Song, ].-S. Aerodynamic diameter and radioactivity distributions of radioactive aerosols
from activated metals cutting for nuclear power plant decommissioning. J. Hazard. Mater. 2019, 369, 727-745. [CrossRef]
Waggoner, L.O.; Hanford, W.; Richland; Entific, W.J.O.O.; Reports, T.LT. Alara Center of Technology Promotes Good Radiological Work
Practices at Hanford; Westinghouse Hanford: Richland, WA, USA, 1997.

Waggoner, L.O.]. Dose Reduction Techniques. 2000. Available online: https://cds.cern (accessed on 14 August 2022).

Severa, J.; Bar, J. Handbook of Radioactive Contamination and Decontamination; Elsevier: Amsterdam, The Netherlands, 1991.
Farrell, W.E.; May, C.G.; Howell, R.S.; Savannah, W.; Co, R. Decontamination Techniques and Fixative Coatings Evaluated in the
Building 235-F Legacy Source Term Removal Study. In Proceedings of the SRS ALARA Conference, Augusta, GA, USA, 2—-4 May
2005; pp. 3-19.

Tripp, J.L. D&D Technologies for Pollution Prevention. In Proceedings of the Waste Management 2003, Tucson, AZ, USA, 23-27
February 2003.

Amato, F.; Querol, X.; Johansson, C.; Nagl, C.; Alastuey, A. A Review on the Effectiveness of Street Sweeping, Washing and Dust
Suppressants as Urban Pm Control Methods. Sci. Total Environ. 2010, 408, 3070-3084. [CrossRef]

Ai, F; Yin, X.; Hu, R.; Ma, H.; Liu, W. Research into the Super-Absorbent Polymers on Agricultural Water. Agric. Water Manag.
2021, 245, 106513. [CrossRef]

Shi, G.-Q.; Han, C.; Wang, Y.-M.; Wang, H.-T. Experimental Study on Synergistic Wetting of a Coal Dust with Dust Suppressant
Compounded with Noncationic Surfactants and Its Mechanism Analysis. Powder Technol. 2019, 356, 1077-1086. [CrossRef]
Coleman, R.J.; Lawrie, G.; Lambert, L.K.; Whittaker, M.; Jack, K.S.; Grondahl, L. Phosphorylation of Alginate: Synthesis,
Characterization, and Evaluation of in Vitro Mineralization Capacity. Biomacromolecules 2011, 12, 889-897. [CrossRef]
Varaprasad, K.; Jayaramudu, T.; Kanikireddy, V.; Toro, C.; Sadiku, E.R. Alginate-based composite materials for wound dressing
application: A Mini Review. Carbohydr. Polym. 2020, 236, 116025. [CrossRef]

Zhang, G.; Zhang, L.; Wang, J.; Hu, E. Improving Acoustic Agglomeration Efficiency by Addition of Sprayed Liquid Droplets.
Powder Technol. 2017, 317, 181-188. [CrossRef]

Raynor, P.C.; Leith, D.; Lee, KW.; Mukund, R. Sampling and Analysis Using Filters. Aerosol Meas. Princ. Tech. Appl. 2011, 107-128.
Novosselov, L.V.; Gorder, R.A.; Van Amberg, J.A.; Ariessohn, P.C. Design and Performance of a Low-Cost Micro-Channel Aerosol
Collector. Aerosol Sci. Technol. 2014, 48, 822-830. [CrossRef]

Dong, H.B.; Zeng, LM.; Hu, M.; Wu, Y.S.; Zhang, Y.H.; Slanina, J.; Zheng, M.; Wang, Z.F,; Jansen, R. Technical Note: The
Application of an Improved Gas and Aerosol Collector for Ambient Air Pollutants in China. Atmos. Chem. Phys. 2012, 12,
10519-10533. [CrossRef]

Fletcher, R.A.; Ritchie, N.W.; Anderson, L.M.; Small, J.A. Microscopy and Microanalysis of Individual Collected Particles; Kulkarni, P,
Baron, P.A., Willeke, K., Eds.; Wiley: Hoboken, NJ, USA, 2011; pp. 179-232.

Weingartner, E.; Burtscher, H.; Hiiglin, C.; Ehara, K. Semi-Continuous Mass Measurement. In Aerosol Measurement: Principles,
Techniques, and Applications; John Wiley & Sons: Hoboken, NJ, USA, 2011; pp. 255-268.

Eleftheriadis, K.; Ioannidou, A. Radioactive Aerosol Analysis. In Handbook of Radioactivity Analysis: Volume 2; Elsevier: Amsterdam,
The Netherlands, 2020; pp. 263-313.

Solomon, P.A.; Fraser, M.P.; Herckes, P. Applications, Methods for Chemical Analysis of Atmospheric Aerosols. In Aerosol
Measurement: Principles, Techniques, and Applications; John Wiley & Sons: Hoboken, NJ, USA, 2011; Volume 3, pp. 153-177.
Burge, H.A.; Solomon, W.R. Sampling and Analysis of Biological Aerosols. Atmos. Environ. (1967) 1987, 21, 451-456. [CrossRef]
Popovicheva, O.; Timofeev, M.; Persiantseva, N.; Jefferson, M. A ; Johnson, M.; Rogak, S.N.; Baldelli, A. Microstructure and
Chemical Composition of Particles from Small-Scale Gas Flaring. Aerosol Air Qual. Res. 2019, 19, 2205-2221. [CrossRef]
Kulkarni, P; Baron, P.A.; Sorensen, C.M.; Harper, M. Nonspherical Particle Measurement: Shape Factor, Fractals, and Fibers. In
Aerosol Measurement: Principles, Techniques, and Applications; John Wiley & Sons: Hoboken, NJ, USA, 2011; pp. 507-547.

Tao, Y.; Moore, M.E. Measuring Monodisperse Aerosol Transmission in the Los Alamos Respirable Release Fraction Measurement Chamber;
Los Alamos National Lab.(LANL): Los Alamos, NM, USA, 2018.

Wexler, A.S.; Johnston, M.V. Real-Time Particle Analysis by Mass Spectrometry. In Aerosol Measurement: Principles, Techniques, and
Applications; John Wiley & Sons: Hoboken, NJ, USA, 2011; p. 233.

Sorensen, C.M.; Gebhart, ].; O'Hern, T.].; Rader, D.]J. Optical Measurement Techniques: Fundamentals and Applications. In Aerosol
Measurement: Principles, Techniques, and Applications; John Wiley & Sons: Hoboken, NJ, USA, 2011; pp. 269-312.

Baron, P.A.; Mazumder, M.K,; Cheng, Y.S.; Peters, T.M. Real-Time Techniques for Aerodynamic Size Measurement. Aerosol Meas.
2011, 36, 313-338.

Flagan, R.C. Electrical Mobility Methods for Submicrometer Particle Characterization. In Aerosol Measurement: Principles,
Techniques, and Applications; Kulkarni, P., Baron, P.A., Willeke, K., Eds.; John Wiley & Sons: Hoboken, NJ, USA, 2011; pp. 339-364.
Pattanaik, A.; Rayasam, V. Analysis of Reverse Cationic Iron Ore Fines Flotation Using Rsm-D-Optimal Design—An Approach
Towards Sustainability. Adv. Powder Technol. 2018, 29, 3404-3414. [CrossRef]

Pillai, N.S.; Kannan, P.S.; Vettivel, S.C.; Suresh, S. Optimization of Transesterification of Biodiesel Using Green Catalyst Derived
from Albizia Lebbeck Pods by Mixture Design. Renew. Energy 2017, 104, 185-196. [CrossRef]


http://doi.org/10.1016/0021-8502(96)00292-3
http://doi.org/10.1016/j.jhazmat.2019.02.093
https://cds.cern
http://doi.org/10.1016/j.scitotenv.2010.04.025
http://doi.org/10.1016/j.agwat.2020.106513
http://doi.org/10.1016/j.powtec.2019.09.040
http://doi.org/10.1021/bm1011773
http://doi.org/10.1016/j.carbpol.2020.116025
http://doi.org/10.1016/j.powtec.2017.04.058
http://doi.org/10.1080/02786826.2014.932895
http://doi.org/10.5194/acp-12-10519-2012
http://doi.org/10.1016/0004-6981(87)90026-6
http://doi.org/10.4209/aaqr.2019.04.0177
http://doi.org/10.1016/j.apt.2018.09.021
http://doi.org/10.1016/j.renene.2016.12.035

Molecules 2022, 27, 6480 18 of 18

36.

37.

38.

39.

40.

41.

42.

Li, X,; Ouyang, J.; Xu, Y.; Chen, M.; Song, X.; Yong, Q.; Yu, S. Optimization of Culture Conditions for Production of Yeast Biomass
Using Bamboo Wastewater by Response Surface Methodology. Bioresour. Technol. 2009, 100, 3613-3617. [CrossRef]

Zhao, H.; Wu, Z.-W,; Li, W.-E;; Xu, J.-L; Liu, H.-F. Transition Weber Number between Surfactant-Laden Drop Bag Breakup and
Shear Breakup of Secondary Atomization. Fuel 2018, 221, 138-143. [CrossRef]

Zhang, G. Aerosol mechanics, China Environmental Science Press. 1987, pp. 106-116. Available online: https://xueshu.baidu.
com/usercenter/paper/show?paperid=06a1615347ba00064dd9a17a13895071&site=xueshu_se (accessed on 14 August 2022).
Lyklema, J. Introduction to Colloid Science. In Fundamentals of Interface and Colloid Science: Soft Colloids; Elsevier: Amsterdam, The
Netherlands, 2005; Volume 4, Chapter 1.1-1.16.

Ohshima, H. The Derjaguin-Landau-Verwey-Overbeek (Dlvo) Theory of Colloid Stability. In Electrical Phenomena at Interfaces and
Biointerfaces; John Wiley & Sons: Hoboken, NJ, USA, 2012.

Samari-Kermani, M.; Jafari, S.; Rahnama, M.; Raoof, A. Ionic Strength and Zeta Potential Effects on Colloid Transport and
Retention Processes. Colloid Interface Sci. Commun. 2021, 42, 100389. [CrossRef]

Gunst, R.E; Myers, R.H.; Montgomery, D.C. Response Surface Methodology: Process and Product Optimization Using Designed
Experiments. Technometrics 1996, 38, 285. [CrossRef]


http://doi.org/10.1016/j.biortech.2009.03.001
http://doi.org/10.1016/j.fuel.2018.02.119
https://xueshu.baidu.com/usercenter/paper/show?paperid=06a1615347ba00064dd9a17a13895071&site=xueshu_se
https://xueshu.baidu.com/usercenter/paper/show?paperid=06a1615347ba00064dd9a17a13895071&site=xueshu_se
http://doi.org/10.1016/j.colcom.2021.100389
http://doi.org/10.2307/1270613

	Introduction 
	Results and Discussion 
	Optimization of the Formula of the Biomass Compound Aerosol Suppressant 
	Settlement Characteristics Analysis of the Biomass Compound Aerosol Suppressant 
	Aerosol Sedimentation Analysis 
	Surface Tension Analysis 
	Viscosity Analysis 
	Particle Size Distribution Analysis 

	Sedimentation Mechanism Analysis of the Simulated Cesium Aerosol 
	Mechanism of Aerosol Particles Captured by Aerosol-Suppressant Droplets 
	Coagulation and Sedimentation Process 
	Electric Double Layer Compression and Electric Neutralization 


	Materials and Methods 
	Materials 
	Preparation of Biomass Compound Aerosol Suppressant and Optimal Design 
	Preparation of Compound Aerosol Suppressant 
	Optimal Design 

	Characterization of the Biomass Compound Aerosol Suppressant 
	Sedimentation Experiment 
	Simulation of the Cesium Droplet Aerosol 
	Aerosol Sedimentation Test 
	Aerosol Sedimentation Efficiency 


	Conclusions 
	References

