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Abstract: Inside the finest fractions of aggregates, usually wasted by ready mix concrete companies,
valuable heavy minerals content is substantial. The concentration and recovery of valuable heavy
minerals contained in dredged fine aggregates waste, located in Pyeongtaek South Korea, were
investigated to develop a process that can recover and concentrate most of each heavy mineral. The
raw material contains ilmenite, magnetite, monazite, and zircon. A gravity separation, recirculating
the middlings recovered ilmenite, magnetite, monazite, and zircon with 44.05%, 36.90%, 53.76%,
and 69.7% respectively. Nevertheless, a magnetic separation followed by gravity separation of the
non-magnetic fraction further improved the recovery of ilmenite, magnetite, monazite, and zircon
to 86.96%, 85.09%, 91.06%, and 90.82% respectively. This concentrate was separated at different
magnetic intensities. Magnetite was concentrated at 0.05 T, resulting in a recovery of 23.4% and grade
of 95.1 wt%. Ilmenite was at 0.4 T, with a recovery of 55.2% and grade of 84.2 wt%. Monazite was at
0.9 T, with a recovery of 59.3% and rare earth oxide content of 45.2%, the non-magnetic fraction has a
high zircon content, the recovery was 70.6% and grade of 91.8 wt%.

Keywords: valuable heavy minerals; VHM,; fine aggregate waste; dredged fine aggregates; mineral
processing; gravity separation; magnetic separation; zircon; monazite; ilmenite

1. Introduction

Although the recycling of metals has become a global trend, this process does not
cover the demand because they still have low recycling rates. Moreover, some metals
such as titanium, rare earths elements (Ce, Nd, Dy, etc.), and zircon do not have effective
substitutes. Hence, the exploration and exploitation of new mine resources for extracting
these minerals are essential [1]. Besides, some new technology (electronic devices, electric
vehicles, wind turbines, light alloys) needs some very specific metals without which this
technology would have not developed as much as it has been. That is why, some minerals
as monazite, xenotime, rutile, ilmenite, etc., are considered valuable heavy minerals. For
example, in 2018 the U.S. imported 18,500 t of total rare earth elements (TREE), represented
$165 million [2], but China produced 70.59% of TREE in this year [3]. That makes TREE
are considered critical metals for the European Union and U.S. Government [4,5]. TREE
are essential metals in the production of cleaning energy. As this industry is continuously
growing, the demand for REE minerals is increasing especially in the countries where
high-technology is produced [5].

South Korea is being known as a world leader for the production of high-technology
manufactured equipment and transportation (cars, ships, smartphones, etc.). However, the
over-dependency on the imports of metals required to assembly these products, and the
unreliable international market are severely affecting the country’s growth. Besides, the
construction industry has contributed considerably to the accelerated development of the
Korean economy. It represents 5.9% of the Gross domestic product (GDP), around 22 billion
Korean Won (KRW), or $18 billion US Dollars (USD) [6]. It was reported that South Korea
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is producing and exploiting aggregates to develop its building industry [7]. Route One
Communications Ltd. pointed out that South Korea required 250 million cube meters of
aggregates in 2016 for its infrastructure development [7]. Aggregates can be divided into
two categories i.e., coarse and fine. The American Standard Test Method, in its normative
C 33-03 for concrete aggregates, allows a relatively wide range in the granulometry of each
one. Nonetheless, this normative restricts the fine aggregate, a determined fraction cannot
pass 45% of any sieve, and be retained in the next consecutive sieve [8]. Moreover, the
normative provides limits to the retained fraction for concrete aggregates [8,9].

For accomplishing the normative, ready mix concrete (RMC), companies need to sieve
fine particle aggregates, producing big amounts of waste. By contrast, the finest particles of
sands and placer deposits have a considerable content of valuable heavy minerals (VHM),
such as hematite, ilmenite, magnetite, monazite, rutile, zircon, etc. [10-17]. Addition-
ally, even sands and placer deposits could have a relatively low concentration of heavy
minerals, comparing with other mineral sources, the large volume these represent in the
construction industry makes these deposits potentially attractive for being processed [10].
Some studies have recovered and separated heavy minerals from beach sands [11-13],
dredged sediments [14], and placer deposits [15,16]. Frihy et al. [12] demonstrated that
when dredged sediments have a concentration greater than 2 wt% of heavy minerals, the
deposit is economically profitable.

Most of the physical beneficiation involving sands or aggregates begins with a gravity
separation in order to isolate heavy minerals from gangue, which are mainly composed
of quartz [17-19]. Normally, these minerals do not need comminution, reducing the
processing costs, and saving energy [20]. After gravity separation, heavy minerals can be
separated by magnetic separation, electrostatic separation, or flotation, depending on the
characteristics of each mineral to be separated [13,16-21]. About magnetic separation, the
mining industry is currently the largest sector using this process for ore treatment, material
sorting, and purification of minerals [22]. Therefore, it is essential to decide on the mineral
processing that can recover the most VHM, with a fast and efficient processing rate.

This research aimed to recover and concentrate the valuable heavy minerals from a
dredged fine aggregate waste, which was collected next to a river in Pyeongtaek, South
Korea. Among their valuable minerals, we can find hematite, magnetite, ilmenite, monazite,
and zircon. For achieving the recovery and concentration of VHM, this study compared
two different mineral processes: gravity and magnetic separation. The final concentrate
was separated at different magnetic field intensities to improve the recovery and final grade
of each VHM.

2. Materials and Methods
2.1. Background (Study Area)

The sands used in this work were dredged at 36°56'25" north latitude and 126°59'23"
east longitude, next to a river in Pyeongtaek, which is located in the southwestern part of
Gyeonggi Province, South Korea. These sands were dredged for producing coarse and fine
aggregates. Figure 1 describes the procedure of separation. The sands are dredged and
sieved by a trommel at 7 mm, and the fraction retained is used as coarse aggregates. Then
a wet cyclone separates the slime (overflow of the cyclone) from the aggregate (underflow
of the cyclone) which is sieved again at 1 mm. The retained fraction is considered as fine
aggregate. Coarse and fine aggregates are transported to the RMC.

The fraction with particle lower than 1 mm is considered as a fine aggregate waste
since it cannot be used as concrete aggregates. Nonetheless, as described earlier, it has
a considerable amount of VHM, hence, it was used as the raw material in this work
(hereinafter, referred to as “fine aggregate waste”). Around 100 t of the fine aggregate
waste (dgp = 300 um) were collected for the mineral processing of this work. The sample
was dried, mixed, and divided to sample it for the chemical and mineral analysis.
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Figure 1. Production of coarse and fine aggregates by dredging sands: (a) simplified flow sheet, (b) photographs of the
actual process.

The chemical composition and particle size distribution of the fine aggregate waste
are shown in Table 1. The principal mineral contained in the raw material is quartz (SiO,);
however, the fraction smaller than 300 pm has a considerable amount of ZrO; (0.11 wt%),
TiO; (0.56 wt%), and Fe, O3 (2.94 wt%); this could represent valuable minerals (hematite,
magnetite, ilmenite, zircon among others). From a particle size of 150 um, the content of
ZrO,, TiOy, and P05 (could represent monazite) increases. Additionally, Table 1 shows
the total heavy mineral content of each sieved fraction. When the particle size of the
fine aggregate waste decreases, the total heavy mineral content increases. Moreover, the
fraction bigger than 600 um only consisted of 0.06 wt% of heavy minerals, while the fraction
between 75 pm and 43 pm has 6.60 wt%. Indeed, the fine aggregate waste has 3.25 wt% of
heavy mineral.

Table 1. Particle size distribution and chemical composition of each particle size fraction of the dredged fine aggregate
waste from Pyeongtaek, used as raw material.

Particle Size Mass Toltz.l Healvy
Distribution ~ Fraction CO;‘::;‘: . Si0, ALO; Fe,0; CaO MgO K,0 Na,0 TiO, MnO P,05 ZrO, LOI*
0,
(um) (wt%) (Wt%)

—1000 + 600 8.92 0.06 88.67 499 044 027 013 341 08 007 001 002 000 077
—600 + 300 10.62 0.24 8574 668 114 045 028 319 115 017 002 004 001 095
~300 + 150 12.06 1.26 7717 1119 254 091 063 342 179 036 004 007 004  1.60

~150 + 75 34.19 448 7613 1157 274 104 076 333 205 040 004 008 008 159
—75+43 19.93 6.60 7541 1157 296 130 090 287 221 065 005 011 015 161
—43 14.29 1.51 7313 1205 375 142 103 259 218 099 007 015 022 236
TOTAL (raw)  100.0 3.25 7782 1049 253 100 070 314 187 048 004 009 009 156

* The total heavy mineral content was determined by heavy liquid separation using 1,1,2,2-tetrabromoethane (C,H,Bry). ** Loss on ignition.

2.2. Characterization of the Fine Aggregate Waste

The fine aggregate waste was analyzed by an X-ray diffractometer (XRD; Bruker
D8 Advance A25, Bruker-AXS, Mannheim, Germany). The diffractogram was obtained
for 20 values from 5 to 65°. A divergence slit of 0.3°, a Soller slit of 2.5°, and a sample
rotation speed of 20 RPM. Additionally, the particle size was determined by a sieving test
in wet medium and the chemical composition of every fraction was analyzed by an X-ray
fluorescence spectrometer (XRF; XRF-1800, Shimadzu, Kyoto, Japan).

Figure 2 shows the X-ray powder diffraction patterns of the fine aggregate waste.
It shows that the main component was quartz (S5iO,; JCPDS 46-1045), corroborating the
results with Table 1. It was obvious since the dredged aggregates are sands. Nonetheless,
some other gangue was observed such as hornblende (Cay;Mg4Alg 75Feq 25(Siz AlO2)(OH),;
JCPDS 01-071-1060), albite (NaAlSizOg; JCPDS 09-0466), and muscovite (Al3KSizO1o(OH),;



Minerals 2021, 11, 49

40f17

JCPDS 01-080-0743). As the content of possible VHM was not visible, the diffractogram
was magnified as shown in Figure 2b to highlight small peaks. Figure 2b shows hast-
ingsite (NaCayFe5(SigAlyO2,)(OH),; JCPDS 01-085-1423), zircon (ZrSiOy; JCPDS 06-0266),
and ilmenite (FeTiO3; JCPDS 29-0733) with low intensity peaks; however, this consider-
ation cannot be ascertained since it was only the main peak of each mineral and it was
inconsiderable.
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Figure 2. X-ray powder diffraction patterns of (a) the fine aggregate waste and (b) five times magnification of the patterns.

Aheavy liquid separation test was prepared, using 1,1,2,2-tetrabromoethane (CoH;Bry),
which has a density of 2.97 g/cm? with the purpose of separating the valuable heavy min-
erals (densities are between 3.5 and 5.7 g/cm?) from the gangue, principally formed by
quartz (density of 2.66 g/cm?). Moreover, 250 g of each sieved fraction was transferred
in a separation funnel with the heavy liquid, stirred for 5 min and was allowed to stand
for 1 h. After this time, heavy (sink) and light (float) fractions were separated, rinsed with
acetone, dried, and weighed. Each heavy fraction was analyzed by XRD. Additionally, the
content of total rare earth element (TREE) and degree of liberation of the VHM contained
in the heavy fraction of the fine aggregate waste was analyzed by inductively coupled
plasma mass spectroscopy (ICP-MS; Elan DRC-II, Perkin Elmer, Waltham, MA, USA) and a
mineral liberation analyzer (MLA; MLAG650F, Thermo-Fisher Scientific, Hillsboro, OR USA)
operated at 25 kV and a beam current of 5 nA, respectively.

2.3. Concentration of the Valuable Heavy Minerals by Gravity Separation and Magnetic Separation

Most of the mineral processing involving sand begins with gravity separation [10,14,16,23]
owing to the density difference with the gangue (mostly quartz). Moreover, any physical
beneficiation, which includes sands and placer deposits for concentrating heavy minerals,
needs to have the capability to treat big amounts of the raw material to be commercially viable.
Typically tonnages are from 3.3 million tons to 8.5 million tons annually [24,25]. Thereby, spiral
concentrators are used as a first step of the concentration [16,23].

Considering that the concentrate was not sufficient for the subsequent mineral process-
ing, it was necessary to process a considerable amount of the fine aggregate waste, at a pilot
scale for obtaining representative data. Therefore, a pilot-scale Humphrey spiral concentra-
tor located in the Korea Mining Development Company (Jecheon, Korea) was preferred.
The spiral concentrator is 4 m high and it has six windings (MD Mineral Technologies,
Queensland Australia). Figure 3 shows some photos of the pilot spiral concentrator. Ad-
ditionally, Figure 3 illustrates a layout of the gravity separation route used in this work.
The fine aggregate waste as received was fed at 2000 kg/h (dry base), 15 wt% of solids. It
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was found that at these conditions, the heavy minerals, were reasonably well separated
based on a series of preliminary experiments at a laboratory scale with a five windings
spiral concentrator (MD Mineral Technologies, Queensland, Australia). The concentrate
and tailings were dried and weighed before chemical characterization such as XRF and
ICP-MS. Additionally, a series of experiments considered the recirculation of middlings to
enhance the recoverability of the VHM.

Fine aggregate waste

(-1mm)
L 2
Gravity separation
spiral concentrator
v . v
Concentrate Middlings Tailings
Gravity separation
shaking table
[
v v v
Concentrate Middlings Tailings

(al

Figure 3. (a) Layout of the gravity separation path, and photographs of the pilot scale Humphrey spiral used in this work:

(b) general view of the spiral concentrator; (c) plan view of the spiral once it was placed sample; (d) collection of the

concentrate (1), middlings (2), and tailings (3).

Due to the presence of impurities, such as quartz and hornblende in the concentrate,
proper cleaning was required which was done by a pilot-scale shaking table (4.7 m x 1.67 m)
located in the Korea Mining Development Company (Jecheon, Korea). The spiral concen-
trate was fed in the shaking table at 1100 kg/h (dry base), 5 wt% of solids, 300 strokes, and
an inclination angle of 0.4°, which are the same conditions as the preliminary laboratory
experiments using a shaking table No 13 Wilfley (Wilfley®, Humphreys, Jacksonville, FL,
USA). Concentrate and tailings were dried and weighed, followed by chemical analyzed us-
ing XRE. The content of TREE was determined by ICP-MS. Further, a series of experiments
were conducted regarding the recirculation of middlings to enhance the recoverability of
the VHM as is shown in Figure 3a. Moreover, Figure 4 shows some photographs of the
pilot shaking table used in this work.

Some studies have used gravity separation as the first step for the concentration
of heavy minerals in placer deposits or dredged sands, while others have begun with a
magnetic separation as a first processing stage [13]. The reason is the magnetic susceptibility
that most of the heavy minerals have, excluding zircon, comparing with the diamagnetic
character of quartz [26,27]. Therefore, the VHM contained in the fine aggregate waste were
concentrated by magnetic separation using a vortex type super magnetic coolant separator
(VMCS, Dae Bo Magnetic Co., LTD., Hwasung-5i, Korea) located in the Korea Mining
Development Company (Jecheon, Korea). The magnetic separator was fed at 2000 kg/h
(dry base), 10 wt% of solids. The roll speed was 50 RPM and the magnetic field intensity
was 0.9 T. These conditions were selected following a series of preliminary tests using a
laboratory-scale magnetic roll (L/P10.30), designed by a patent at 1.2 T [28]. Magnetic and
non-magnetic fractions were weighed and chemically analyzed by XRF and content of
TREE was determined by ICP-MS. As a final point, the non-magnetic fraction, which has a
considerable percentage of zircon, was subjected to gravity separation, thereby increasing
the recovery of zircon using the pilot spiral concentrator with the same conditions as
described above (2000 kg/h dry base and 15 wt% solids). With all the collected data,
a preliminary flow sheet was designed for the concentration of VHM contained in the
dredged aggregate waste, which is shown in Figure 5. The final concentrate post magnetic
separation and gravity separation of the non-magnetic fraction was cleaned again by
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gravity separation using a shaking table to remove some residual gangue. This final
concentrate fraction will be referred to henceforth as the final concentrate.

Figure 4. Photographs of the pilot scale shaking table used in this work: (a) general view of the
shaking table, (b) collecting of the concentrate and tailings, (c) concentrate and tailings of the scrubbed
fine aggregate waste.

Fine aggregate waste

(-1mm)
v
Magnetic separation
Vortex Magnetic coolant separator (0.9 T)
v l v
Magnetic fraction Non-Magnetic fraction
v v
concentrate +—— Gravity separation |,
! spiral concentrator
Gravity separation
shaking table i . }
v ' Y Concentrate Middlings Tailings
Final concentrate Tailings ! \
v Gravity separation
Magnetic separation shaking table
at different |
magnetic intensities v v v
Concentrate Middlings Tailings

Figure 5. Preliminary flow sheet for the concentration of valuable heavy minerals (VHM) from fine aggregate waste.

2.4. Separation of Each Valuable Heavy Mineral by Magnetic Separation at Different Magnetic
Intensities

The final concentrate was separated at different magnetic field strength to determine
the optimum conditions for the extraction of each VHM contained in it. For achieving
that, a laboratory-scale cross-belt magnetic separation (HCB 7-11-2, Eriez, PA, USA) was
used. It can modulate the applied magnetic field intensity by changing the voltage of the
electromagnet or the height between it and the cross-belt conveyor. However, the magnet’s
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height was fixed at 1 cm since the voltage was deemed to be a more convenient way to
control the magnetic intensity.

2 kg of the final concentrate was fed at 100 g/min. The magnetic field intensity was
increased from 0.05 T to 1.2 T and measured with a teslameter (TM-197, Tenmars, Taipei
City, Taiwan). After recovering and removing the magnetic products, the non-magnetic
fraction was reprocessed at an increased magnetic intensity. The chemical composition and
TREE content were determined by XRE, and ICP-MS, respectively. Then, 10 kg of the final
concentrate was separated at the predetermined magnetic intensities to recover each VHM.
Firstly, the magnetite and hematite were separated at a very low magnetic flux density
(0.05 T). Ilmenite was separated at 0.4 T. After that, monazite was separated at 0.9 T. Finally,
the 0.9 T non-magnetic fraction has a high zircon concentration. As a final point, since
the ilmenite concentrate and the monazite concentrate picked up some impurities such as
hornblende and muscovite, each valuable mineral was purified by gravity concentration.
Zircon was also separated from quartz using the same separation process. The concentrate
and tailings of each fraction were analyzed by XRF and XRD. Considering all the collected
data, a process flow diagram was suggested for recovering and concentrating most of each
VHM from the fine aggregate waste.

3. Results and Discussion
3.1. Characterization of the Fine Agqregate Waste

The fine aggregate waste heavy fraction and each sieved heavy fractions were sepa-
rated through a heavy liquid separation, and they were analyzed through XRD as depicted
in Figure 6. According to the X-ray powder diffraction patterns of Figure 6, the heavy
fraction of the raw material shows ilmenite, magnetite (Fe3O4; JCPDS 19-0629), monazite
((Ce, La, Nd)PQOy; JCPDS 46-1295), quartz and zircon. Each mineral was indistinctively
present in each heavy fraction. Nonetheless, Figure 6 shows that the zircon was more
concentrated in heavy fractions at small particle sizes, corroborating the results with Table
1. Contrary to what may be expected, Figure 6 showed that the quartz content was consid-
erable even when the objective of the heavy liquid separation test was to try to eliminate it.
The probable reason can be the degree of liberation, which may not be particularly good;
hence, a mineral liberation analysis (MLA) was required.

Ab: Albite Mu: Muscovite
I: limenite Q: Quartz

Hb: Hornblende Ta: Titanite
Mt: Magnetite Zr: Zircon

Hb Zr Mz: Monazite

- 150 um
Zr i
Zr heavy fraction
A

7 Hb - 300 + 150 um
Hb| zr , heavy fraction
1 r

"y A " e A N -

- 800 + 300 pm
heavy fraction

Intensity (a.u)

+ 600 um
heavy fraction

fine aggregate waste

heavy fraction
zr Zr i
Mt

5 10 15 20 25 30 35 40 45 50 55 60 65

Figure 6. X-ray powder diffraction patterns of the heavy fraction, separated by 1,1,2,2-tetrabromoethane
(CyH;,Bry), of the fine aggregate waste and its respectively sieved fractions.
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Likewise, the heavy fraction has albite, hornblende (density 3-3.47 g/cm?), and titanite
(CaTiSiOs; JCPDS 01-071-1157; density 3.48-3.6 g/ cm?) as impurities. Recent studies have
verified hornblende in heavy sands and placer deposits [10,14,16,29]. Lee, Cho, and Yi [29]
found concentrations of hornblende attached to ilmenite and a little percentage of zircon.
Although the chemical composition of Table 1 did not show the occurrence of monazite,
the XRD patterns confirm the presence of this heavy mineral in the raw material. The
percentage of P,Os in the chemical composition could indicate the presence of this valuable
mineral but in small quantities.

The MLA analysis of the heavy fraction of the fine aggregate waste is shown in Figure 7a.
This analysis confirmed the mineral composition of the heavy minerals in the fine aggregate
waste. According to Figure 7a, the principal VHM are magnetite (red), ilmenite (green), monazite
(fuchsia), and zircon (cyan). Figure 7a shows quartz (peach), muscovite (grey), hornblende
(sky blue), oxides (yellow), and other phosphates (purple). Additionally, Figure 7b shows
the liberation percentage expressed in cumulative weight of the four main valuable heavy
minerals. Particles can be classified into three groups according to their liberation ratio,
i.e., free particles (liberation ratio higher than 95%), liberated particles (liberation ratio
between 80 to 95), and locked particles (liberation ratio lower than 80%) [18,30,31]. Thus,
Figure 7b expresses liberated and non-liberated (locked) particles. Each VHM has an
acceptable liberation rate since they were aggregates from placer deposits; it means they
were weathered and concentrated during long periods by water bodies. The raw material
was extracted next to the river as shown in Figure 1. Conversely, the ratio of ilmenite
(82.0%) was lower than expected for these kinds of dredged sands and placer deposits [16].
As Figure 7a shows, ilmenite was attached to hornblende and muscovite. This can be the
reason why muscovite was present in the heavy fraction, although its density is lower
than the heavy liquid (2.83 g/cm?®). Alternatively, magnetite (95.1%) and zircon (98.0%)
are well liberated. Finally, Table 2 summarizes the mineral composition obtained by
modal mineralogy through MLA. If Table 2 was compared with the XRD of the heavy
fraction of the fine aggregate waste, shown in Figure 6, the results matched. If Table 2 was
compared with Figure 7b, the unusual content of quartz does not have a relationship with
the liberation degree of VHM since the VHM particles were liberated. Thus, quartz could
be attached to hornblende. Certainly, Kato found quartz spots in hornblende [32].

Ny —
\ By - )
(] x:'\ v . \ .
. J {
I\ g . ‘ :“7 5 :\5
& =y . e & :
. . . =
f > g
~ “a ) <
- [
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. 9 5 ¢ H
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’ 4 ’ ®
A | . ’ a l . . §
— ) ) - O '
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| i M i Oxides I Phosphates —
Quartz Magnetite limenite Monazite Zircon

Figure 7. Mineral liberation analysis (a) heavy fraction of the fine aggregate waste (b) degree of liberation of the main VHM

in the sample.
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Table 2. Mineral composition of the heavy fraction of the fine aggregate waste, analyzed by modal
mineralogy defined by mineral liberation analysis (MLA).

Mineral Fraction (wt%) Mineral Fraction (wt%)
Ilmenite 30.2 Magnetite 24.6
Monazite 1.3 Hornblende 21.7
Zircon 5.3 Oxide 5.1
Muscovite 0.2 Phosphates 14
Quartz 10.1 Others 0.2

The contents of magnetite, ilmenite, and zircon in the fine aggregate waste were
calculated, assuming all the VHHM were recovered by heavy liquid separation. Thus, the
raw material has 0.98 wt% of ilmenite, 0.80 wt% of magnetite, 0.18 wt% of zircon. Moreover,
the monazite content was determined by applying ICP-MS to the heavy fraction of the fine
aggregate waste post calcination with Na,O, and was recorded 618.4 ppm. If the monazite
content in the fine aggregate waste was determined by the mineral content in Table 2, it
would be 422.5 ppm; however, the ICP-MS analysis determined a bigger monazite content.
The difference could be in the phosphates content showed in Table 2. Nevertheless, it was
decided to accept the value provided by ICP-MS since it was a direct form of analysis.

If the ZrO, content of Table 1 is assumed to be the content of zircon (ZrSiOy) in the fine
aggregate waste, the calculated value is comparable with the value from Table 2 (0.18 wt%
by MLA and 0.15 wt% by XRF). For comparison, the ilmenite content can also be calculated
from the TiO, content in Table 1. Nonetheless, since hornblende has titanium, this titanium
content in hornblende should be removed for determining a more accurate percentage of
ilmenite, even so, the results were corresponding (0.98 wt% by MLA and 0.90 wt% by XRF).
To conclude, Figure 8 shows the particle distribution of each VHM in the fine aggregate
waste. As can be seen, the fraction bigger than 0.6 mm does not have as much of the heavy
minerals as the other fractions. Indeed, the percentage of zircon was almost null. Besides, at
smaller fractions, the valuable minerals content increases, as confirmed from the chemical
composition of each particle size in Table 1.

50

B Imenite
I Magnetite
[ Monazite
I Zircon

40

w
(=]
|

Distribution of VHM (wt%)
S
1

=
o
|

-43 -75+43 -150 + 75 -300+150 -600 + 300 + 600
[-325#] [-200+325#][- 100 + 200 #] [- 50 + 100 #] [- 30 + 50 #] [+ 304

Particle size (um)
[mesh]

Figure 8. Weight distribution of the principal VHM contained in the raw material. VHM content:
ilmenite = 0.98 wt%, magnetite = 0.80 wt%, zircon = 0.18 wt%, monazite = 618.4 ppm.

3.2. Concentration of the Valuable Heavy Minerals by Gravity Separation and Magnetic
Separation

Figure 9a shows the results for the Humphrey spiral concentrator when the splitter, pointed
in Figure 3d, was moved to obtain more concentrate fraction. Additionally, the recirculating
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of middlings was applied as it is shown in Figure 3a for increasing the recovery of VHM. The
results are in Figure 9b. As expected, when more concentrate was recovered, the VHM content
also increases. In addition, Figure 9b demonstrates the improvement of the recovery of VHM
contained in fine aggregate waste. Comparing Figure 9a with Figure 9b, when the middlings
was recirculated, the recovery of VHM increased at the same wt% retained. Consequently, a
recirculation of middlings significantly increases the recovery of VHM.

100
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Figure 9. Recovery of VHM contained in the fine aggregate wastes by gravity separation using Humphrey spiral concentrator
(a) concentrate retained (wt%) without recirculation, (b) concentrate retained (wt%) with recirculation of the middlings.

After the spiral concentrator, a cleaning of the concentrate was required for removing
the gangue, principally quartz, hornblende, and muscovite. Therefore, the second stage of
gravity separation was a shaking table. Some other works have done a gravity separation as
first stage, followed by a shaking table of the concentrate [1,16]. Moreover, the recirculation
of middlings was once again evaluated. The results are in Figure 10a when middlings was
not recirculated, and Figure 10b, when the middlings was recirculated, as it is pointed in
Figure 3a. As it was expected, Figure 10b shows a better recovery of heavy minerals when
middlings was recirculated into the shaking table. Moreover, it reduces considerably the
weight of the concentrate. Thus, recirculation of the middlings allows significant increases

in the recovery of VHM.
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Figure 10. Recovery of VHM contained in the fine aggregate wastes by gravity separation using shaking table (a) concentrate
retained (wt%) without recirculation (b) concentrate retained (wt%) with recirculation of middlings.

As the conditions of the preliminary laboratory tests and pilot-scale tests were different,
specifically at the magnetic separation, the recovery of each heavy mineral was compared.
The results are in Figure 11. As expected, gravity separation using the laboratory Humphrey
spiral concentrator presented similar recovery rates than the pilot-scale recovery using a
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100

similar concentrator at the same conditions established by laboratory tests. However, such
as the magnetic roll in the preliminary laboratory tests has a stronger magnetic intensity
(1.2 T comparing with 0.9 T of the pilot-scale magnetic roll), Figure 11a shows a better
recovery of zircon (60.12%) comparing with 47.15% using the pilot-scale magnetic roll.
Conversely, as the other VHM (magnetite, ilmenite, and monazite) are ferromagnetic or
paramagnetic, a magnetic intensity of 0.9 T is sufficient for recovering them. The difference
between these heavy minerals at laboratory and pilot-scale tests is negligible. Finally, when
a magnetic separation and further gravity separation of the non-magnetic fraction was
tested, the results coincided, emphasizing the scalability and importance of preliminary
laboratory tests.
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Figure 11. Recovery of each VHM in the fine aggregate wastes by gravity separation using the Humphrey spiral concentrator

and magnetic separation using the magnetic roll (a) preliminary laboratory tests, (b) pilot-scale tests at the Korea Mining

Development Company.

The grade and recovery rate of the fine aggregate waste using gravity separation were
summarized in Table 3. The grade of each mineral was calculated from XRF considering that
nearly all the TiO, represents ilmenite, all the ZrO; represents zircon, and that magnetite
includes the Fe, O3 content after subtracting the iron content from ilmenite. Even Humphrey
spiral concentrator reduced the feed to 35.4 wt%, the recovery rate was very low. When
the fine aggregate waste was not recirculated, the recovery rate of zircon was 57.03%,
monazite 48.79%, ilmenite 35.76%, and magnetite 26.55%. Nevertheless, recirculation of the
middlings increased the concentrate to 36.9% but the recovery rate increased in magnetite
to 36.90%; ilmenite to 44.05%; monazite to 53.76%, and zircon to 69.7%. The principal
problem that gravity separation holds was the recovery of magnetite and ilmenite.

Table 3. Grade and recovery of each heavy mineral in fine aggregate waste by gravity separation and magnetic separation.

Mass Con- Grade (wt%) Recovery (%)
centrate
(Wt%) Ilmenite Magnetite Monazite*  Zircon Ilmenite Magnetite Monazite Zircon
Fine Aggregate Waste 0.98 0.80 618.4 0.18
Humpbhrey spiral 35.4 0.99 0.60 852.3 0.29 35.76 26.55 48.79 57.03
Spiral + Shaking table 11.5 1.85 0.80 2224.8 0.77 21.71 11.50 41.37 49.19
Spiral (recirculation of 369 117 0.80 901.0 0.34 44.05 36.90 53.76 69.70
middlings)
Spiral + Shaking table
(recirculation of 13.1 2.13 0.97 21429 0.83 28.47 15.88 45.39 60.41
middlings)
Magnetic Separation 20.7 3.92 3.21 2548.6 0.41 82.80 83.06 85.31 4715
Magnetic Separation +
Gravity Separation 26.8 3.18 2.54 2101.2 0.61 86.96 85.09 91.06 90.82

(see Figure 5)

* Expressed in ppm.
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Since magnetite is naturally ferromagnetic and considering the magnetic suscepti-
bilities of monazite and ilmenite [27], a magnetic separation of the fine aggregate waste
using a vortex type super magnetic coolant separator at 0.9 T was prepared. The results
are shown in Table 3. Magnetic separation can concentrate most of the heavy minerals in
the fine aggregate waste; however, the recovery of zircon was lower (47.15%) compared
with the value obtained by gravity separation (60.41%). Notwithstanding, this value was
unexpected considering the diamagnetic character of this mineral. The association of zircon
with hornblende, a paramagnetic mineral, can promote magnetization and its further
concentration [27]. Jordens et al. [31] found that zircon, allanite, and bastnasite either expe-
rienced enough magnetic force for being elevated or were recovered as mixed minerals, not
totally liberated, and thus can be concentrated in the magnetic fraction. Moreover, since
zircon was the most expensive mineral among the minerals contained in the raw material,
its recovery can be essential [33]. Consequently, a gravity separation with recirculation of
the middlings was required after the magnetic separation as pointed in Figure 5. When
a magnetic separation and gravity separation of the non-magnetic fraction was made,
the recovery rate of magnetite was 85.09%, ilmenite 86.96%, monazite 91.06%, and zircon
90.82%. This concentrate was again cleaned by gravity separation for reducing the quartz
and hornblende content.

The final concentrate was analyzed using XRD and the results are shown in Figure 12.
Even though the VHM tended to be separated from the gangue, some impurities such as
hornblende, hastingsite, titanite, and quartz were confirmed in the concentrate. In addition,
if the XRD patterns of Figure 12 are compared with the heavy fraction of the raw material
shown in Figure 6, the final concentrate does not have as much hornblende and hastingsite as
the raw material has, indicating the potential efficiency of the selected physical beneficiation.
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Figure 12. X-ray powder diffraction patterns of the magnetic separation at different magnetic
intensities of the final concentrate.

3.3. Separation of Each Valuable Heavy Mineral by Magnetic Separation at Different Magnetic Intensities

Each heavy mineral has different magnetic characteristic and magnetic susceptibili-
ties [27]. Therefore, the final concentrate was separated at different magnetic intensities.
The XRD patterns of each fraction are shown in Figure 12. Figure 12 shows that magnetite
was well concentrated at 0.05 T. Magnetite is naturally ferromagnetic and it can be sepa-
rated at very low magnetic intensities [34]. Additionally, some hematite was also detected
by XRD. Ilmenite appeared from 0.05 T until 0.4 T, as it is a paramagnetic mineral. Some
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other works have separated ilmenite from sands using magnetic separation; however, these
works have not specified the magnetic field intensity [13,34,35]. Nonetheless, Kim and
Jeong [16] separated ilmenite from monazite and quartz by magnetic separation at 0.8 T
from a placer deposit. The difference in the magnetic intensities was due to the chemical
composition. Indeed, Rosenblum and Brownfield specified a range of the magnetic sus-
ceptibilities in which a determined mineral can be separated [27]. In addition, Figure 12
shows monazite was collected from 0.5 T to around 0.9 T. Even monazite was separated at
0.9 T, some of this mineral is considered diamagnetic and it remained in the non-magnetic
fraction as shown in Table 4 [36]. Finally, zircon was recovered at 0.9 T. Besides, Figure
12 shows a continuous occurrence of quartz from 0.4 T in almost every magnetic fraction.
This implies that since quartz was the main gangue of the fine aggregate waste, and each
VHM was not pure, as they have some impurities.

Table 4. Chemical composition of the final concentrate separated at different magnetic intensities.

Magnetic

Fraction

. ! .
Fraction (Wto/o) SIOZ A1203 Fe203 CaO TIOZ MnO P205 ZI‘OZ REO
0.05T 17.86 1.7 0.38 88.54 0.36 3.31 0.00 0.13 0.13 0.00
0.05Tt0 0.4 T 40.71 22.85 9.64 29.19 6.22 26.28 1.24 0.60 0.11 1.43

04Tto09T 10.00 3541  13.10 4.44 7.71 5.37 0.11 6.71 0.63 19.50
Non-magnetic 31.43 58.00 7.02 0.88 2.68 3.37 0.04 1.00 23.92 3.63
Final 100.00 31.38 7.51 28.42 421 12.89 0.53 1.25 7.65 3.67

concentrate

* rare earth oxides (REO) includes: CeO,, Nd,Oj3, La;O3, Yo,03 HfO,, ThO,.

With all the data from XRD and XRF of each magnetic fraction, it was decided to choose
3 magnetic fields: 0.05 T for separating magnetite and hematite, 0.4 T for concentrating
ilmenite, 0.9 T for splitting monazite, and the 0.9 T non-magnetic fraction was considered
as zircon concentrate. The mineral and chemical composition of each fraction was analyzed
by XRD and XRF, respectively. The XRD of each magnetic fraction is shown in Figure
13 and the chemical composition is presented in Table 4. According to Figure 13, each
fraction was concentrated effectively since each heavy mineral was separated at the chosen
magnetic field intensity. However, the impurities were considerable especially in the case
of ilmenite and zircon. In the case of zircon, as it is concentrated in the non-magnetic
fraction, the principal impurity was quartz, which is also a diamagnetic mineral.
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Figure 13. X-ray powder diffraction patterns of each concentrate fraction, after being separated using
magnetic separation at different magnetic intensities.
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In the case of ilmenite, the principal contaminant was hornblende. The gangue has
paramagnetic properties and showed attachment at strong magnetic field intensity. As
Figure 12 shows, hornblende was recovered from 0.3 T to 0.6 T. In the case of monazite, it
was contaminated with quartz and some hornblende, probably because this heavy mineral
was attached to the gangue and titanite. That is why the ilmenite concentrate (0.05 T to
0.4 T magnetic fraction), monazite fraction (0.4 T to 0.9 T magnetic fraction), and zircon
concentrate (0.9 T non-magnetic fraction) were cleaned by gravity separation and the results
are in Figure 14. In the case of magnetite (0.05 T magnetic fraction), since the content was
already very high, corroborated with the chemical composition reached in Table 5, and the
impurities were undetectable in the XRD shown in Figure 13, hence not further purified.
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Figure 14. XRD patterns of: (a) ilmenite concentrate (0.4 T magnetic fraction), (b) monazite concentrate (0.9 T magnetic

fraction), and (c) zircon concentrate (0.9 T non-magnetic fraction); and their respectively concentrate and tailing fractions,

after being separated by gravity separation.

Table 5. Mineral composition of each final concentrate produced in the current study from dredged
fine aggregate waste taken from Pyeongtaek, South Korea.

Concer}trate Quartz Hornblende Ilmenite Magnetite REO * Zircon
Fraction
Final 20.04 6.71 26.88 19.27 3.11 9.43
concentrate
Magnetite 1.7 0.87 2.1 95.1 0 0
Ilmenite 7.59 3.58 84.21 0 2.03 0.36
Monazite 15.96 3.44 8.21 0 45.24 2.21
Zircon 4.3 1.86 1.05 0 1.88 91.76

* rare earth oxides (REO) includes: CeO,, Nd,O3, La; O3, Y,03 HfO,, ThO;.

Figure 14a shows the XRD patterns of the ilmenite concentrate after gravity separa-
tion. Since the density of ilmenite (4.7 g/cm?) is higher than the density of hornblende
(3.27 g/cm?), the latter goes to the tailings. The gravity separation concentrate has ilmenite
while the respective tailings have actinolite (Cay(Mg,Fe)55igO2(OH),; JCPDS 41-1366),
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hornblende, and quartz. Figure 14b shows the gravity separation for the monazite concen-
trate. Monazite was separated from quartz and hornblende using gravity separation. The
resulting tailings have a high percentage of quartz, and some hornblende, actinolite, and
albite. On the other hand, the gravity separation concentrate has monazite and some zircon.
Finally, Figure 14c shows the gravity concentration of the 0.9 T non-magnetic fraction.
The concentrate has a high percentage of zircon and some traces of quartz. However, the
tailings were nearly free from any zircon.

The final concentrations of each extracted heavy mineral are presented in Table 5 and
some photographs of the final products are shown in Figure 15. Additionally, Figure 15
shows the fine aggregate waste and final concentrate. All of the collected data were used for
developing a process flow diagram of the proposed process, which is pointed out in Figure 16.
The magnetite final concentrate had a 23.4% recovery and 95.1 wt% grade. Ilmenite recovery
was 55.2%, with a grade of 84.2 wt%, while monazite’s recovery was 59.3% with a rare earth
oxide (REO) content of 45.2%. Finally, the zircon grade was 91.8 wt% with a recovery of 70.6%.

(a) Fine aggregates waste (b Final concentrate [c) Magnetite

(d) llmenite (e] Monazite (f Zircon

Figure 15. Photographs of: (a) the fine aggregate waste, (b) the final concentrate, and valuable heavy
minerals gotten after all the mineral processing (c) magnetite, (d) ilmenite, (e) monazite, and (f) zircon.
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Figure 16. Flow sheet of the proposed process for recovering and purifying VHM contained in the
dredged fine aggregate waste from Pyeongtaek, South Korea.
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4. Conclusions

In this study, valuable heavy minerals (VHM) contained in the dredged fine aggregate
waste from Pyeongtaek South Korea, were effectively separated by a magnetic concen-
tration following gravity separation for the non-magnetic fraction. The raw material had
0.98 wt% of ilmenite, 0.80 wt% of magnetite, 0.18 wt% of zircon, and 618.4 ppm of mon-
azite. The MLA analysis of the heavy fraction confirmed the high liberation degree of
each heavy mineral, as they are aggregates. A gravity separation using a Humphrey spiral
concentrator can recover 35.76 wt% of ilmenite, 26.55 wt% of magnetite, 48.79 wt% of
monazite, and 57.03 wt% of zircon. However, a recirculation of the middlings increased
the recovery in ilmenite to 44.05 wt%, magnetite to 36.90 wt%, monazite to 53.76 wt%,
and zircon to 69.7 wt%, which means a recirculation of the middlings was required for a
better recovery of VHM. Conversely, a magnetic separation of the fine aggregate waste
at 0.9 T improved the recovery of the VHM except for the zircon whose concentration
decreased. That is the reason why a magnetic separation and a gravity separation of the
non-magnetic fraction was developed. The recovery rate of ilmenite was improved to
86.96 wt%, magnetite 85.09 wt%, monazite 91.06 wt%, and zircon 90.82 wt%. The final
concentrate was purified by magnetic separation at different magnetic densities. Magnetite
was concentrated at 0.05 T with a recovery of 95.1 wt% and a recovery of 23.4; ilmenite was
at 0.4 T with a recovery of 55.2% and a grade of 84.2 wt%; monazite was separated at 0.9 T
with a recovery of 59.3% and a rare earth oxide content of 45.2%. Finally, the non-magnetic
fraction concentrated the zircon whose grade was 91.8 wt% and a recovery of 70.6%.
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