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Abstract

The paper presents new research on an assemblage of metallurgical crucibles used in the assay of minerals at colonial Jamestown.
The aim of the study is to explore the range of chemical operations carried out at the site of the first permanent British settlement
in America, for which little is known in the documents. The results show that the colonists used high-quality Hessian crucibles to
perform tests on different types of complex polymetallic sulphides. This was done to (1) prospect for potential silver and copper
ores and (2) to find suitable sources of zinc and tin to be alloyed into brass and bronze through cementation with imported copper
offcuts. This study makes a relevant contribution to the growing field of the archaeology of early chemistry and mineral
prospection as well as the archaeology of early European colonies in the New World. In particular, material culture can shed
fresh light on how European settlers reacted to the many challenges of a new and unfamiliar natural environment and how they

tried to make sense and exploit it for financial profit.
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Introduction

The 16th and 17th centuries saw exceptional technological
and industrial progress in Europe, fuelled by both the in-
creased consumerism of wealthy classes and a growing schol-
arly interest in the secrets of nature. Natural philosophy was
supported by growing curiosity and empiricism. In the labo-
ratories that proliferated across Europe, chemical industries
ranging from the analysis of minerals to the distillation of
acids and the manufacture of glass and porcelain were
established (Smith 1994; Dupré 2014). Their practitioners ma-
nipulated natural substances and made artificial products of
both intellectual and commercial value. Metallurgical opera-
tions such as fire assay and cupellation, with their attention to
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quantitative measurements, had a major impact on the devel-
opment of scientific notions and of modern analytical chem-
istry (Rehren 1996; Newman 2000; Martindn-Torres and
Rehren 2005a). But even the pursuit of alchemical quests such
as metallic transmutation triggered experimentation that en-
abled a deeper understanding of the physico-chemical princi-
ples regulating matter (Debus 1998; Newman 2006).
Archaeological remains of early laboratory equipment have
been discovered at several sites both in Europe and the New
World (e.g., Moorhouse et al., 1972; von Osten 1998; Thomas
2009; Bayley and White 2013; Mass and Russow 2015;
Addyman 2015). The investigation of such materials can pro-
vide important insight into the practical dimension of labora-
tory practice in the early modern world. In particular, the
archaecometric analysis of reaction vessels and the residues
within them has proved to be a very powerful tool with regard
to the reconstruction of chemical processes, the degree of
technical knowledge and understanding of the practitioners
and the motivations behind their activities. Pioneering re-
search has been conducted in the field of the archaeology of
early modern alchemy and chemistry especially focusing on
assemblages of laboratory remains linked to metallurgical op-
erations (Rehren 1996; Martinon-Torres and Rehren 2005b,
2007; Martinon-Torres et al. 2008a; Mongiatti et al. 2009a, b;
Martinén-Torres 2012). Relatively little work, however, has
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used archaeology to address developments in early modern
experimental chemistry in colonial environments. The New
World provided a new universe to test old theories and exper-
iment with unknown materials for both scholarly and com-
mercial purposes in ever-changing contexts of international
competition and challenging interaction with indigenous cul-
tures and environments. Previous work on metallurgical re-
mains from a range of sites such as La Isabela in the
Dominican Republic (Thibodeau et al. 2007), Frobisher
Island (Beaudoin and Auger 2004) and Charlesbourg-Royale
(Monette 2013) in Canada, Jamestown in Virginia (Martindn-
Torres and Rehren 2007; Hudgins et al. 2009) or Roanoke in
North Carolina (N6el Hume 1994: 54-96) have provided hints
of this world, but much remains to be unveiled.

Within this context, the present paper concentrates on the
trials and experimentation in 17th-century mineral
prospection during the early years of colonial Jamestown,
Virginia (1607-1610). The driving force behind the founda-
tion of Jamestown in the spring of 1607 had been the expec-
tation of great profit from the natural and mineral resources of
Virginia and the chance for Britain to become less dependent
upon imports from the continent. The expedition had been
funded by the private investors of the newly born Virginia
Company, who had obtained a royal charter for the exploita-
tion of the land (Hudgins 2005; Straube 2013). Metallurgical
tests started shortly after the arrival in 1607 under Captain
John Martin and were expanded the next year when the first
supply ships brought refiners and other metallurgical experts.
Alongside the prospection for metals and among other activ-
ities, we have archaeological and documentary evidence for
glassmaking at these early stages, even though the information
given is very scarce and revolves around the “tryall of glasse”
that was produced within the first two months and immediate-
ly sent to London (Smith 1907: 147; Harrington 1972).
Despite the initial enthusiasm of the Virginia Company’s
investors, this first industrial venture at Jamestown soon
ended in failure and little was effectively produced in this
period. The excavation at the James Fort since 1994 has
brought to light scores of crucible sherds with chemical
residues in them as well as other chemistry-related objects
(Kelso and Straube 2000: 33-76; Owen et al. 2014; Kelso
2017: 143—-164). Here, we analyse an assemblage of lab-
oratory equipment which provides information on the ac-
tivity carried out at the colony in its very early days and
sheds new light on the history of early industrial efforts in
North America. A small number of crucibles had previ-
ously been analysed offering some initial insight into a
complex picture of early industrial experiments
(Martinon-Torres and Rehren 2007; Owen et al. 2014).
The present study will expand on this and further explore
mineral prospection practices and metallurgical trials at
the colony, focussing on the ability of the settlers to adapt
their skills to the challenges of the new environment.
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Materials and methods

Almost 2000 fragments of laboratory equipment were recov-
ered during the excavation at James Fort. Among them are
numerous ceramic crucibles which in most cases display signs
of use in high-temperature operations. Fragments of 15 cruci-
bles and a few other finds related to early chemical experi-
ments were chosen from the assemblage to undergo micro-
analysis trying to cover the span of diversity identified during
visual inspection. Despite the fragmentary nature of the sam-
ples the majority seems to come from relatively small cruci-
bles showing a layer of residue adhering to the inner surface
(Fig. 1). The residues vary in thickness and range from glassy,
shiny and lustrous to dull and grainy. Aside from the crucibles,
the other samples come from a shard of green window glass, a
cupel and a slag cake that probably formed inside a crucible.

Cross-sections of the ceramic body and residue layer were
cut, mounted in epoxy resin blocks and polished down to
1 um following standard procedures. The blocks were then
carbon-coated prior to analysis with scanning electron micros-
copy (SEM) with energy dispersive spectrometry (EDS) op-
erated under high-vacuum conditions. Analyses were per-
formed in the Wolfson Archaeological Science Laboratories
at the UCL Institute of Archaeology using a Hitachi S-3400
with an Oxford Instruments X-sight energy dispersive spec-
trometer. The instrument was operated at 20 kV and the work-
ing distance was kept at a constant 10 mm. Bulk analyses were
normally performed at relatively low magnification on areas
between 100 and 300 pwm across and for a period of 100 s.
Smaller areas were chosen for the spot analyses of discrete
phases, their size varying according to the size of the phases
of interest. Images were obtained in backscattered electron
(BSE) mode, which allows to detect compositional differences
across the samples indicated by different shades of grey.
Results were processed using Oxford Instruments INCA soft-
ware and are presented as wt% of oxides for ceramic and slag
matrices and for mineral phases with the exception of chlorine
which is presented as elemental wt%, as are all metallic
phases. Bulk areas with comparable microstructure were
analysed three to five times and the average calculated, where-
as discrete phases were normally analysed once. In order to
account for corrosion, porosity and to facilitate comparability,
data is shown normalised to 100 wt%.

Results

The crucibles

Of the 15 crucible fragments analysed, 14 show thin, sand-
rich bodies made of fine-grained clay tempered almost entirely

with round quartz grains varying in size from a few tens up to
500 um across (Fig. 2 left) and elongated voids parallel to the
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Fig. 1 Some of the samples
analysed. Top: JR 392A (left) and
JR 1545C (right) showing a black
glassy residue adhering to the
inner surface. Bottom: JR 2361D
(right) with green spots
corresponding to corroded brass
prills and the crucible slag JR
1115B (left) related to bronze
metallurgy

surface. The chemical composition of the ceramic matrices
(Table 1) shows levels of alumina in excess of 37 wt% and
low alkalis and iron oxide, much in line with what was ob-
served in the three samples analysed during the preliminary
study carried out earlier (Martinon-Torres and Rehren 2007)
and with the typical composition of Hessian crucibles
(Martin6n-Torres and Rehren 2009). These crucibles owed
their outstanding thermal refractoriness and resistance to
chemical attacks to the special clay they were made with and
to the high-temperature pre-firing they underwent (Martinon-
Torres et al. 2006, 2008b). Only one crucible fragment

20.0kV 10.0mm x35 BSECOMP

Fig. 2 SEM-BSE micrographs of crucible ceramic fabrics. Left: Hessian
crucible JR1957A showing elongated voids and signs of high-
temperature firing visible in the cracked quartz grains (magnification x

1.00mmfj 20.0kV 10.0mm x50 BSECOMP

(A-630) was found to be made of a less refractory type of clay
as indicated by the considerably lower levels of alumina and
the many small bloating pores in the fabric showing an ad-
vanced stage of vitrification of the ceramic body (Fig. 2,
right). The composition of the latter is similar to that of one
found at the Tower of London Mint (White and Kearns 2010),
but a more detailed analysis is needed to confirm this point.
The ceramic fabric of all the crucibles displays typical signs of
exposure to intense heat and highly reactive chemicals, such
as shattered quartz grains and slag penetration through the
cracks.

35). Right: non-Hessian crucible A-630 whose matrix shows extensive
bloating pores due to lower refractoriness (magnification x 50)
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Table 1 Composition of crucible matrices (SEM-EDS analyses, len < 3233
. 2™ S o n o — ©O O
reported in wt%)
Q| @ = = =
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JR3NA 02 06 392 549 14 02 19 16 | S |22 2EE
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JR436B 12 04 379 554 21 02 17 L1 g 2|22 %
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JRI400BI 02 06 393 550 12 03 18 16 812|233 3 25
JR1400BII 0.3 0.6 38.7 556 1.1 03 18 1.6 E
JR1416C 0.2 0.7 364 577 12 03 19 1.7 ? O:
o %) O 0 F 0 50 S S
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JR2361D 0.2 0.6 383 556 15 02 18 1.9 ;
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JR2718M 0.2 0.6 389 557 1.1 03 1.8 1.6 3]
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The following sections focus on the metallurgical and 1 = B R
. . . . . [=] o d L o— e}
chemical residues associated with these crucibles. We present FEl | ® e e -0 ae
first a succinct description of the analytical results and our = o
initial technical interpretation, before returning to a broader ZIS|2E22S2SE
historical contextualisation and discussion. 5
2|l Q e n oo o3
. 8| & S o - o o 98
Silver and gold metallurgy =
21 e >
i IS IR - R
Five crucible samples and one cupel fragment can be related "g
to metallurgical operations involving silver. Two of the é Q| - e = a4 = o =
Sl |cdw B34 E
samples probably represent the base (JR 1400B I) and spout £
(JR 1400B II) of the same vessel. The residues adhering to _si) sloczszszes
the inner and often also to the outer walls of the crucibles ;
vary very much in appearance and range from a well- 3 8‘” S35 2333
defined black and glossy layer to simple patches of dark f -
burned areas or orange-reddish spots sometimes showing = S - - o

. . ) i D | = “ =
shiny grains. All of them lack green discolouration often § flBEsc—-—a28 =22
associated with copper corrosion products. There is signif- Bl . © - < o e e
. . oge . . < .
icant variability in the chemical makeup of the slag layers e % Seg¥g T
(Table 2). The glassy background is typically rich in silica E
(27.6-56.4 wt% Si0,), with variable amounts of oxides of 2l Q “n oo 0
) . El 2 Qa2 aQ
iron (3.5-25 wt% FeO), aluminium (5.5-15.5 wt% Al,03), gl ——=—=we=>0o
calcium (2.7-9.7 wt% CaO) and lead (0.7-11.3 wt% PbO). 8 o
Less frequently recurring oxides are those of copper (1— é §° Fgozoga
30.4 wt% CuO), tin (1.6-3.9 wt% SnO,) and zinc (1.2— o
8 wt% ZnO), detected in JR 1400B I, II and JR 1416C. 212 a6 = = = o -

: - ol z 2223 B
Finally, the glass phase in samples JR 1339C and JR g ¥ o =
1416C also contains barium oxide (1.6-33.6 wt% BaO). = & T%
These variable enrichments are the product of the mineral % v e o B ;-ﬂ 5

. . . o 9 g = &
gangue dissolving in the glass and can change quite dramat- S £ 3 fé =2 = 5
; . . =
1call¥ depending on thé area analysed. They point to the ~| o 5 % % % % - ;\i k
working of complex minerals whose remnants can some- 2l gl I I o
times be seen in the slag matrices. An example are the o I I == === = S

@ Springer



Archaeol Anthropol Sci (2019) 11:6851-6864

6855

Fig. 3 SEM-BSE micrographs of
residues adhering to silver-related
crucibles. a JR1400BII (spout of
the crucible) showing silver prills
surrounded by cuprite areas
(magnification x 100). b Outer
residue of JR1339C with large
silver prill (magnification 30x). ¢
Tin-rich mineral relic in JR1416C
(magnification x 1000). d Detail
of bone ash grain in cupel
JR1957A1l (magnification % 300)

9

o APE

20.0kV 10.0mm x300 BSECOMP

clusters of tin oxide crystals found in sample JR 1416C (Fig.
3c). Other clues as to the type of ores tested come from the
analysis of the silver-rich prills scattered throughout the
glassy matrices (Fig. 3a, b) (Table 3). Sometimes these have
a certain amount of copper with the silver (JR 1416C, JR
1400B I and II), while one prill in JR 1339C shows a re-
markable pattern of ore impurities, such as nickel (54.9 wt%
Ni), arsenic (31.3 wt% As) and minor quantities of lead
(3.5 wt% Pb), cobalt (0.6 wt% Co), antimony (0.9 wt%
Sb) and sulphur (3.9 wt% S). Crucible A-630 seems to lack
immediate indications of silver metallurgy. Its slag layer is
strongly enriched in iron oxide with metallic iron droplets
trapped in it, an indication of a pyrite mineral which was
probably tested in view of its potential precious metal con-
tent. This sample shows similarities with one sample
analysed in 2007, which also had been tentatively connect-
ed to the interest in gold (Martin6n-Torres and Rehren 2007:
94). Lastly, fragment JR 1957A 11 belongs to a cupel. Cupels
were a type of specialised laboratory tool, used in post-
medieval times to separate precious metals from the lead
bullion into which they had been concentrated during fire
assay. Upon heating, the very porous matrix of cupels, usu-
ally made with bone ash, absorbed the lead oxide and drop-
lets of gold or silver were left behind (Martindn-Torres et al.
2008a). The bulk composition shows phosphate and lime
adding to 34.4 of the total wt%, with the balance being
almost entirely the absorbed lead oxide (61.4 wt% PbO).
Small quantities of alumina (0.2 wt% Al,0O;) magnesia
(0.3 wt% MgO), soda (0.3 wt% Na,O), iron (0.4 wt%

FeO) and silica (1.4 wt% Si0O,) and around 0.7 wt% stron-
tium oxide complete the composition of the cupel. Discrete
grains with cellular structure like the one in Fig. 3d are
diagnostic of bone and suggest that the main ingredient of
the cupel was bone ash, and this is also supported by the
CaO:P20S5 ratio around 1.2, and consistent with this prop-
osition. (cfr Girbal 2011; Ulseth et al. 2015; Hsu and
Martinon-Torres 2019). However, the relatively high stron-
tium oxide remains to be explained and may point to an
additional ingredient, perhaps shell or pulverised fish
bones, (cfr Hoover and Hoover 1950: 229-231; Sisco and
Smith 1951: 31; Naga et al. 2014).

In sum, the results outlined point to operations of min-
eral prospection aimed to concentrate the noble metal in a
lead bullion before isolating and quantifying it through
cupellation. The minerals tested most likely came from
complex bodies of polymetallic sulphides as indicated by
the presence of sulphur and the suite of minor components
detected in the metallic droplets. An aspect worth noting in
all of these slag layers is the relatively low amounts of lead
oxide in most samples. Indeed, lead was normally added as
a noble metal collector in mineral assays in order to form a
regulus at the bottom of the vessel containing the precious
metals from the ore tested (Hoover and Hoover 1950: 239;
Sisco and Smith 1951: 45-46; Smith and Gnudi 1990:
139). Thus, lead would have been preferentially enriched
in this metal phase collecting at the bottom of the crucible,
rather than in the oxidised slag layer forming on top
(Mongiatti et al. 2009a; Liu et al. 2015).
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Table 3  Composition of metallic prills from silver-related samples (SEM-EDS analyses, in wt%)

Sample o P S Cl Fe Co Ni Cu As Br Ag Sn Sb Pb
1339C inner slag 14.8 bdl 8.2 0.2 bdl bdl bdl bdl bdl bdl 34.6 bdl bdl 422
1339C outer slag 3.0 bdl 39 bdl bdl 0.6 54.9 bdl 313 bdl 1.9 bdl 0.9 35
1416C 6.5 bdl bdl 3.9 bdl bdl bdl 2.8 bdl 22 84.6 bdl bdl bdl
1416C 8.1 bdl 0.1 0.3 bdl bdl bdl 49 bdl bdl 86.6 bdl bdl bdl
1400B 1I spout 1.9 bdl bdl 0.1 bdl bdl bdl 6.7 bdl bdl 91.3 bdl bdl bdl
1400B I spout bdl bdl bdl bdl bdl bdl bdl 6.1 bdl bdl 93.9 bdl bdl bdl
1400B 1I spout 25 bdl bdl bdl bdl bdl bdl 1.7 bdl bdl 95.8 bdl bdl bdl
1400B 1I spout 0.3 bdl bdl bdl bdl bdl bdl 0.6 bdl bdl 99.2 bdl bdl bdl
1400B 1I spout 1.9 bdl bdl bdl bdl bdl bdl 33 bdl bdl 94.8 bdl bdl bdl
1400B II spout bdl bdl bdl bdl bdl bdl bdl 1.1 bdl bdl 98.9 bdl bdl bdl
A-630 bdl 0.6 bdl bdl 96.0 bdl bdl 29 bdl bdl bdl 0.5 bdl bdl
A-630 bdl 0.3 bdl bdl 92.5 bdl 0.7 5.4 bdl bdl bdl 1.1 bdl bdl
A-630 bdl bdl bdl bdl 97.1 bdl bdl 2.9 bdl bdl bdl bdl bdl bdl
A-630 bdl 1.7 bdl bdl 97.0 bdl bdl 1.3 bdl bdl bdl bdl bdl bdl
A-630 bdl 0.7 bdl bdl 98.8 bdl bdl 0.5 bdl bdl bdl bdl bdl bdl
A-630 bdl 0.4 bdl bdl 99.0 bdl bdl 0.7 bdl bdl bdl bdl bdl bdl

Copper metallurgy

Indications of copper-related metallurgical reactions are found
in three crucible fragments and one slag lump (Table 4).
Crucible JR 965B has a slag with enrichments in the oxides
of iron and copper (averages of 22.5 wt% FeO and 6.4 wt%
CuO), and in soda (9 wt% Na,O). Angular crystals of newly
formed magnetite, as well as rounded clusters of residual mag-
netite can be seen scattered in the matrix (Fig. 4a) and their
analysis shows they contain up to around 4 wt% CuO, around
1.5 wt% NiO and in some cases up to 2.5 wt% PbO. The
metallic droplets in this sample are of almost pure copper
and one appears surrounded by a copper sulphide shell (Fig.
4b) (Table 5). In light of these results, we interpret this residue
as the by-product of the reducing fusion of an iron-rich sul-
phide mineral to assess its copper content. The presence of
alkali and earth alkali oxides may derive from the addition of
charcoal as a reducing agent within the crucible, the use of a
flux and/or the presence of feldspars in the gangue. Another
sherd, JR 2361D, has green corroded globules visible on its

internal surface (Fig. 4c). SEM analysis (Table 5) shows these
are brass prills with approximately 11 wt% zinc and small
quantities of nickel, sulphur and arsenic (respectively 0.3—
0.4 wt% Ni, 0.5 wt% S and 0.5-1.5 wt% As) and in one case
an outer layer of copper sulphide. The potential use of this
crucible in brass making seems to be confirmed by the com-
position of the glassy residue within which the prills are
trapped. Besides some 1 wt% zinc oxide, the levels of lime
(17.9 wt% CaO) and magnesia (3.7 wt% MgO) point to the
presence of charcoal in the charge, essential for cementation
(Martinén-Torres and Rehren 2002, Martinén-Torres and
Rehren 2007, 89), although this enrichment could also derive,
at least in part, from zinc ore gangue. The connection of
Jamestown to brass making is further discussed in “Zinc and
tin testing” section. Sample JR 2718J shows only very faint
traces of metallurgical use. The slag layer has a minor enrich-
ment in copper oxide which varies from none to around
0.3 wt% CuO. The sample has a direct parallel in one sample
from the 2007 pilot study, which was interpreted as a casting
vessel (Martinon-Torres and Rehren 2007: 86-87). The size

Table 4 Composition of slag matrices adhering to the inner walls of copper-related samples (SEM-EDS analyses, in wt%)

Sample  Na,0 MgO ALO; Si0, P,0s SO; Cl KO Ca0 TiO, MnO FeO CuO SnO, ZnO PbO
JR96SB 9.0 10 3.7 422 16 bdl 09 62 43 06 02 225 64 bdl  bdl 14
JR2718] 1.7 1.3 6.6 620 02 bdl bdl 173 71 10 03 21 03  bdl  bdl  bdl
JR2361D 2.7 37 7.0 31 09 05 02 105 179 08 04 08 04  bd 1.0 bd
JRIIISB 0.7 0.6 154 594 bdl  bdl  bdl 29 02 14 bd 31 135 20 bdl 08

bdl below detection limit
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Fig. 4 SEM-BSE micrographs
showing the microstructure of
copper-related samples. a
JR965B with nickeliferous mag-
netite (mid grey) and metallic
copper globules (white). Note the
angular crystals indicating that the
magnetite was newly formed, as
well as rounded clusters of resid-
ual magnetite towards the centre
of the image (magnification x
500). b Copper prill with Cu-S
shell (grey) in the same sample
(magnification x 300). ¢ Brass
prill trapped in the inner residue
of sample JR2361D (magnifica-
tion x 30). d Low-tin bronze area
(mid grey) and SnO, crystals
(bright) in JR1115B (magnifica-
tion x 100)

20.0kV 10.0mm x100 BSECOMP

Table 5 Composition of metallic prills from copper-related samples
(SEM-EDS analyses, in wt%)

Sample O P S ClI Fe Ni Cu Zn As Sn Sb Pb

965B 1.1 bdl bdl bdl 0.3 bdl 985 bdl bdl bdl bdl bdl
965B 1.0 bdl 0.4 bdl bdl bdl 982 bdl bdl bdl 0.4 bdl
965B 0.8 bdl bdl bdl 1.9 bdl 97.2 bdl bdl bdl bdl bdl
965B 0.9 bdl bdl bdl 0.5 bdl 98.6 bdl bdl bdl bdl bdl
965B 0.9 bdl bdl bdl 2.3 bdl 96.8 bdl bdl bdl bdl bdl
965B 1.8 bdl bdl bdl 3.8 bdl 944 bdl bdl bdl bdl bdl
965B 1.1 bdl bdl bdl 3.5 bdl 954 bdl bdl bdl bdl bdl
965B 0.8 bdl bdl bdl 3.6 bdl 95.7 bdl bdl bdl bdl bdl
965B 14 bdl bdl bdl 4.5 bdl 94.1 bdl bdl bdl bdl bdl
2718J 9.1 bdl bdl bdl 0.5 bdl 904 bdl bdl bdl bdl bdl
2361D 1.3 bdl 0.5 bdl 0.8 04 83.6 12.3 bdl bdl bdl 1.2
2361D 19 bdl 0.5 02 04 04 834 119 bdl bdl bdl 1.3
2361D 1.3 bdl bdl bdl 0.5 03 86.2 11.6 bdl bdl bdl bdl
2361D 1.2 bdl bdl bdl 0.2 03 86.8 109 0.5 bdl bdl bdl
2361D 1.7 14 bdl bdl 9.1 bdl 73.6 10.6 1.5 bdl 08 1.2
1115B 1.9 bdl bdl bdl bdl bdl 98.1 bdl bdl bdl bdl bdl
1115B 1.3 bdl bdl bdl bdl bdl 853 bdl bdl 13.5 bdl bdl
1115B  bdl bdl bdl bdl bdl bdl 864 bdl bdl 13.6 bdl bdl
1115B  bdl bdl bdl bdl bdl bdl 56.3 bdl bdl 43.7 bdl bdl
1115B 3.9 bdl bdl 0.2 bdl bdl 483 bdl bdl 47.6 bdl bdl
1115B 1.0 bdl 0.2 bdl bdl bdl 97.6 bdl bdl 1.2 bdl bdl

bdl below detection limit

500um ] 20.0kV 10.0mm x30 BSECOMP

and shape of the slag lump JR 1115B fits the round bottom of
Hessian crucibles and is therefore indicative of the fact that it
formed inside one (Fig. 1, bottom-left). Within the aluminium
silicate matrix probably resulting from the vitrification of the
crucible fabric the microstructure shows several metallic areas
ranging from small rounded prills to large amorphous phases
(Fig. 4d). These are bronzes with tin ranging from just a few
percent to exceptionally high levels of around 50 wt%
(Table 5). Such remarkable variability is a strong indication
that the vessel was used for active alloying of copper with a
fresh source of tin, rather than for simple re-melting of bronze
(Renzi and Rovira-Llorens, 2016; Rademakers et al. 2018).
While it is harder to tell conclusively whether the alloying
process made use of tin in metallic or mineral form, the latter
option seems more likely as the clusters of tin oxide crystals
visible in Fig. 4d might represent pseudomorphs of mineral
cassiterite. The presence of around 0.5 wt% tantalum in many
of the cassiterite crystals is further clue to tin entering in min-
eral form since tantalite, a Ta-rich mineral is often associated
with tin deposits (Farci et al. 2017). Around the prills and
particularly the large metallic areas are numerous elongated
tin oxide crystals caused by the preferential oxidation of tin
from the bronze melt (Dungworth 2000; Rademakers and
Farci 2018).

Overall, these copper-related samples point to two distinct
metallurgical processes; on the one hand, the assay of iron-
rich sulphide minerals to assess their copper content, and on
the other hand, operations of alloying, melting or casting of tin
bronzes and brass.
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Other minerals tested

A third category of remains includes a few fragments of cru-
cible walls with a black, translucent residue on the internal
surface (Fig. 1, top-left). Their appearance is not too dissimilar
to those of the samples reported previously, but their micro-
structure and chemical composition set them apart from the
rest of the assemblage. Indeed, they bear no detectable trace of
either silver or copper and, except for JR 392A, they lack
metallic droplets trapped in the glassy residue that would fa-
cilitate a more conclusive adscription to metallurgy. Instead,
they contain abundant residual minerals that for the most part
consist of partially melted feldspar that range from the potas-
sium end of the spectrum to more frequent sodium-potassium
ones (Fig. 5a). Their presence is responsible for the strong
enrichment of the slag matrices of these samples in both alka-
lis (5.3-8.9 wt% Na,O and 13.1-17.9 wt% K,O) and alumina
(8.7-11.9 wt% Al,O5), while the iron oxide content (2.5 to
4.5 wt% FeO) points to the presence of pyrite in the original
charge. Sample JR 392A represents an exception as its residue
contains potassium feldspar crystals with lead prills, and an
associated lead oxide enrichment in the glass phase (1.3 wt%
PbO) (Table 6) (Fig. 5Sb—d). The prills can contain impurities of
sulphur, nickel, arsenic and antimony (Table 7). Since such
large amount of feldspars was not found in the crucible fabrics,
their occurrence in the vitrified layer cannot be assumed to
derive from molten ceramics but rather they seem to indicate
a different type of mineral being processed within these cruci-
bles. One possibility is the processing of galena-rich feldspar,

Fig. 5 SEM-BSE micrographs
showing the feldspar-rich residue
adhering to some crucibles. a JR
1957A with feldspar inclusions
(magnification x 30). b Interface
between ceramic and residue
layer of JR 392A. Note the grey
feldspar crystals in the glassy
matrix and the large metallic prill
that leaked in the crucible fabric
(magnification x 30).c, d Details
of Pb-feldspar inclusion with Pb-
rich prills (magnification x 200, x
150)
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known to occur in certain pegmatites. Our initial thoughts on
the technical interpretation of these crucibles are presented in
the “Mineral prospection and experiments for the industry”
section (cfr Rehren et al. 2019 for further discussion).

Other

One sample, JR 2G, is a fragment of green window glass with
notable enrichments in lime (22.6 wt% CaO) and phosphate
that indicate the use of plant ashes as ingredients. The low
amounts of alkalis (0.8 wt% Na,O and 4.5 wt% K,0) allow
to ascribe this fragment to the high lime low alkali glass type,
very common in post-medieval Europe (Dungworth 2011,
2012; Dungworth et al. 2013). Many more fragments of the
same kind were found at Jamestown, and they probably are to
be seen as the fort’s reservoir of scrap glass brought from
Europe (cf samples analysed by Owen et al. 2014). Besides
manufacturing objects useful for everyday life, scrap glass
may also have been employed as a flux in assaying operations
to promote the formation of slag (Mongiatti et al. 2009a;
Rehren and Nixon 2014). The remaining samples JR
2718W, JR 2718M and JR 2436B are crucible fragments but
cannot be confidently ascribed to any of the operations
outlined above. SEM-EDS results for the bulk chemical com-
position of the residue found adhering to their inner surfaces
are shown in Table 8. JR 2718W has a grainy and corroded-
looking residue (Fig. 6a) whose bulk composition is made of
lead chloride (ca. 73 wt% Pb and 16 wt% Cl) with around
11 wt% oxygen. Within this background are frequent lead

S
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Table 6 Composition of residue matrix on the inner walls of feldspar-rich samples (SEM-EDS analyses, in wt%)

Sample NazO MgO A1203 SlOz PZOS SO3 Cl KQO CaO TIOZ FeO ASQO3 PbO
JR1957A 8.6 1.8 8.7 57.9 bdl bdl 0.7 14.0 2.6 0.7 45 bdl 0.5
JR1545C 8.9 0.7 11.9 60.0 bdl 0.3 0.6 13.1 1.0 0.8 25 bdl bdl
JR392A 5.3 24 11.2 52.1 0.4 0.6 0.5 17.9 4.6 0.9 2.5 0.4 1.3

bdl below detection limit

sulphide prills representing galena remnants (ca. 87 wt% Pb,
13 wt% S). JR 2718M also has a corroded residue, but this
one looks glassy rather than grainy (Fig. 6b). The bulk com-
position is rich in silica and alumina (respectively 66.9 wt%
SiO, and 14.7 wt% Al,05), most likely due to the alkalis
having leached away through weathering. The partially
melted phases visible in its microstructure are feldspars and
might link this crucible to similar operations as the testing of
feldspar-rich minerals discussed in the “Other minerals tested”
section (cfr Rehren et al. 2019 for further discussion).
However, the severe corrosion does not allow a definite inter-
pretation of this sample. Lastly, crucible fragment JR 2436B
contains a glassy residue and a high degree of interaction
between this and the ceramic body (Fig. 6¢). The composition
of the glassy layer, very high in lime (20.1 wt% CaO), is
remarkably similar to the glass window JR 26, but deviates
from it in that it also shows high alumina (14.9 wt% Al,O5),
most likely the result of contamination from the ceramic. A
charcoal impression can be seen in the glassy matrix, its cell-
like structure surrounded by some tiny metal prills formed
around it due to the highly reducing conditions in that area
(Fig. 6d). Their composition is mostly iron (ca. 85 wt% Fe)
with around 13 wt% phosphorus and some 0.5 wt% antimony,
plus minor components absorbed from the surrounding melt.
This composition is suggestive of the processing of iron min-
erals under particularly reducing conditions.

Mineral prospection and experiments
for the industry

The analytical results offer important information regarding
the various crucible charges and the chemical processes that

Table7  Composition of the metallic globules found in the residue layer
of sample JR392A (SEM-EDS analyses, in wt%)

Sample (0] S Fe Ni Sb Pb

JR 392A 8.5 33 0.3 5.1 0.5 82.2
JR 392A 10.6 11.8 0.6 0.6 bdl 76.5
JR 392A 357 0.6 10.4 bdl bdl 533
JR 392A 8.3 12.3 bdl bdl bdl 79.4

bdl below detection limit

these underwent in the furnace, and lay the foundations for
some important considerations. First, the results presented
here relate to the efforts made by early Jamestown settlers at
establishing an industrial enterprise with a specific focus on
the prospection for potentially valuable mineral resources.
Gold and silver were of course the most sought after, but
sources of copper, zinc and tin that could boost English met-
allurgical industry were highly desired too. Second, the vari-
ability in the composition and mineralogy of the slag layers is
indicative of the geological complexity of the minerals sub-
jected to crucible analysis, and it suggests that various re-
agents in the form of fluxes and fuel were also added. At the
same time, the recurrent presence of some elements is consis-
tent with the exploitation of the same underlying geology,
namely, the ore bodies of Virginia where polymetallic sul-
phides are rather common.

Noble metals testing

Of the suites of elements that tend to recur in association among
the samples analysed one comprises tin, copper, zinc, lead, iron,
silver, sulphur and barium. Associations of this kind are also
reported by Martindon-Torres and Rehren (2007, 88). In
Virginia, silver could be mined from mixed sulphide lenses
where minerals such as chalcopyrite, pyrrhotite, galena and
sphalerite are often associated with tin-bearing minerals, and
barite constitutes a common gangue component (Edmunson
1938: 9; Koschmann et al. 1942). The selection of different
fractions within similar ore bodies can cause the compositional
differences witnessed here between slag matrices, like the prev-
alence of certain elements over others. A second noticeable as-
sociation of elements is that of nickel, arsenic, cobalt, antimony,
lead, iron and silver as found in the metallic prills of samples JR
1339C and JR 392A. The former also shows high levels of
barium oxide in the slag matrix (Table 2). Mixed cobalt-
nickel-arsenic minerals of this kind were well-known among
silver miners of early modern central Europe and variably called
cadmia or kobelt (Hoover and Hoover 1950: 111-114). These
minerals can be found in Virginia in association with pyrites and
pyrrhotite (Watson 1907: 578) as well as barite (see above). It
would seem that rather pure pyrite was also tested by Jamestown
assayers, probably in the hope of finding precious metals.
Evidence for the assay of this mineral is provided by sample
A-630, with its glassy iron-rich residue and metallic prills made
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Table 8 Composition of bulk areas of “other” samples. (SEM-EDS analyses, in wt%)

Sample Na,0 MgO ALO; Si0, P,05 SO, cl K>O Ca0 TiO, MnO FeO
JR2G 08 28 1.6 63.5 19 04 bdl 45 226 03 0.7 0.9
JR2436B 12 39 14.9 503 13 bdl bdl 32 20.1 0.9 0.6 3.5
JR2718M 1.8 1.6 14.7 66.9 02 03 03 44 5.1 0.6 bdl 3.9

bdl below detection limit

of iron and a little copper. A similar assemblage was found in
one of the crucibles analysed in 2007, although the iron minerals
were richer in nickel (Martindn-Torres and Rehren 2007: 91—
94). Pyrites were highly regarded in early modern times. Green
vitriol, an iron sulphate that forms through the weathering of
pyrite, was an important ingredient in alchemical procedures
such as the manufacture of medicines, and an element of philo-
sophical theories regarding the genesis of metals (Roos 2008).
Even though pyrites may contain gold as a minor element, be-
cause of their shiny appearance, they were often mistaken for
much richer gold ores and for this reason known as ‘fool’s gold’.
Loads of worthless pyrite had been shipped back home during
the first colonisation of Canada by French explorers in the latter
part of the 16th century (Hogarth 1999; Monette 2013: 91), and
it has been suggested that the same may have happened at
Jamestown too (Barbour 1969: 108).

The three samples with residual feldspar inclusions (JR
1957A, JR 1545C and JR 392A) are largely different from
the rest of the assemblage both in terms of the chemical com-
position of their slag matrices and because they do not contain

Fig. 6 SEM-BSE micrographs
showing the microstructure of
“other” samples. a Lead chloride
matrix and lead sulphide prills on
JR 2718W (magnification x 100).
b JR 2718M with remnants of
feldspar inclusions (light grey) (%
200). ¢ Glassy residue on JR
2436B showing high interaction
with crucible fabric
(magnification x 27). d Detail of
the glassy residue in the same
sample showing the cell-like
structure characteristic of charcoal
impression (arrow), and tiny iron
prills around it (magnification x
450)

20.0kV 10.0mm x450 BSECOMP
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clear metallurgical residues. A number of crucibles with a very
similar residue to this have been recently interpreted as evi-
dence of glassmaking at colonial Jamestown (Owen et al.
2014). Historical documents record the existence of a “tryal
of glasse” produced by German glassmakers shortly after the
arrival of the first supply ships in 1608 (Smith 1907: 147,
Harrington 1972). However, there are a number of observations
that seem to cast serious doubts on the interpretation provided
by Owen and collaborators, which are the focus of a separate
paper (Rehren et al. 2019). Here, we provide a different inter-
pretation that sees these crucibles also as metallurgy-related.
Indeed, all the mineral deposits mentioned above contain feld-
spathic rocks as gangue components (Pegau 1937: 36), and it is
possible to imagine that Jamestown’s assayers found these min-
erals worth testing. In particular, sample JR 392A contains
fragments of lead-rich feldspars and a scatter of tiny metallic
prills (Fig. 5b—d). This probably represents feldspar intergrown
with galena that might well have attracted the attention of met-
allurgists. Moreover, there is one larger lead prill trapped in the
crucible fabric containing the pattern of impurities already

500um [ 20.0kV 10.0mm x200 BSECOMP 200um
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discussed above, including arsenic, nickel, antimony, sulphur
and iron. Therefore, the three crucibles contain what is left of
fire assay operations on feldspars associated with the ores that
were being collected and tested.

Zinc and tin testing

Besides prospecting for precious metals, settlers were also
interested in finding local sources of metals that could be used
in the production of copper alloys. Indeed, many of the
Virginia Company shareholders had ties with the English cop-
per industry and hoped that the colonial venture would have
the effect of making England less dependent on imports from
Europe. For this reason, the discovery of several thousand
pieces of scrap copper offcuts at Jamestown has been connect-
ed to the desire of testing local minerals for alloying purposes
(Hudgins 2005; Hudgins et al. 2009). The results outlined here
further point in this direction. Crucible JR 2361D can be
linked to an attempt at producing brass through the cementa-
tion of copper and a local zinc mineral. The impurities detect-
ed in the metal (see “Copper metallurgy” section) and the
presence of sulphur around one of the prills are strong clues
in this direction and against simple melting of brass. Elements
such as lead, nickel, arsenic, antimony and silver are consis-
tent with Virginian sphalerites and the associated complex
polymetallic ores already mentioned (Wright and Raman
1948; Sweet et al. 1989). There is also a piece of documentary
evidence written by the Spanish ambassador in London that
offers partial confirmation that the colonists had indeed found
a way to make brass (Hudgins 2005: 61). Sample JR 1115B
indicates that Jamestown settlers also tested the quality of tin
minerals for copper alloy purposes. Active alloying of copper
with a fresh source of tin is indicated by the tin levels in the
metallic prills ranging from just a few percent to exceptionally
high tin levels (Table 5) (Rademakers et al. 2018; Rademakers
and Farci 2018; Renzi and Rovira-Llorens, 2016). It is harder
to say whether the alloying process made use of tin in metallic
or mineral form. Some considerations seem to make the latter
option more likely. First, the clusters of tin oxide crystals
visible in Fig. 4d might represent relics of cassiterite, as also
indicated by the occasional presence of tantalum-rich inclu-
sions. Second, the hypothesis of the cementation of cassiterite
and English copper is consistent with the scenario reconstruct-
ed so far, of tests and experiments with local minerals. Finally,
Hudgins and collaborators analysed similar masses of waste
copper and came to the same interpretation (Hudgins et al.
2009: 174-175).

Chemistry and experiments between Old and New
World

It is now common practice among historians of science to use
the archaic term ‘chymistry’ to refer to the whole spectrum of

laboratory operations that traditional historiography often
tried too hard to artificially classify between ‘alchemy’ and
‘chemistry’ (Newman and Principe 1998; Principe and
Newman 2001). This all-encompassing term avoids presentist
biases and encapsulates the idea of a discipline which, through
the work in the furnace and the manipulation of substances,
aimed at understanding nature, creating things, bringing about
transformation and making profits, often all at the same time.
Such “chymists” were among the individuals sent to Virginia
in 1608. Their names and professions that spanned from
apothecaries to refiners and metallurgists to glassmakers were
recorded by Captain John Smith in his chronicles (Smith
1907: 113—-114) and their aim was to build the basis for a
long-lasting industrial enterprise in the New World. Mineral
resources and precious metals in particular were probably the
most sought-after commodities, but Virginia seemed promis-
ing for other industries too. Glass manufacture, for instance,
could benefit from exploiting the vast and untouched forests.

In the last decade, the analysis of comparable assemblages
of laboratory equipment and early modern scientific contexts
has grown and can complement the picture derived from writ-
ten documentation. The investigation of one of the most in-
triguing and well-preserved of such contexts, the laboratory of
Oberstockstall in Austria, revealed intricate details of a con-
sistent assaying and cupellation procedure, as well as some
experiments that deviated from the codified practice of con-
temporary manuals (Mongiatti et al. 2009a, b).
Experimentation was also at the heart of Oxford’s Old
Ashmolean laboratory, home of the first chair of Chemistry
in England in the 1680s (Gunther, 1923-1945; Sherwood
Taylor 1949; Debus 1990; Roos 2014). The analysis of the
ceramic tools recovered archaeologically revealed that a star-
tling variety of processes were being carried out, from zinc
distillation to the production of lead crystal and glass enamels
(Martindn-Torres 2012; Veronesi 2019). The artisans working
in Jamestown came from the same European tradition but they
had to face a wholly new and unfamiliar natural environment,
which is reflected in the degree of chemical variability discov-
ered in the crucibles analysed. Assemblages of laboratory ap-
paratus were found at other transatlantic sites, such as Quebec
(Monette 2013), Latin America (Deagan and Cruxent 2002;
Thibodeau et al. 2007; Martinon-Torres et al. 2018) and even
at the lost colony of Roanoke (Noel Hume 1994). The New
World offered not only new opportunities but also great chal-
lenges for natural philosophy. Hence, early colonial contexts
with laboratory-related remains are key sources for the history
of chemistry and experimentalism. At Jamestown, the indus-
trial venture was never able to take off the way the Virginia
Company investors had hoped for, and the efforts soon ceased.
This failure has been at times attributed to the laziness and
incompetence of the colonists (Morgan 1975). On the con-
trary, the archaeological record indicates that skilled profes-
sionals were at work, employing some of the most technically
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advanced laboratory equipment available at their time. The
data presented here gives a sense of how early settlers did
try to understand materials through furnace tests, following
an experimental attitude deeply embedded in early modern
European culture of the time. They collected various ores
during inland expeditions and tried them in search for precious
metals, as well as zinc and tin sources useful for copper met-
allurgy. The geological complexity of the area, with several
metals occurring in the same sulphidic lenses, must have
added to the difficulty of making sense of the new environ-
ment. Moreover, in responding to accusations of idleness in
the under-performing colony, Captain John Smith informed
the Virginia Company in 1624 that exceptional difficulties
kept the settlers from fulfilling their duties (Smith 1907:
147-150). The results presented here seem to support
Smith's defence of his men and suggest that the craftsmen tried
their best while pressured by historically documented famine,
diseases, and clashes with the Virginia Indian population.

Conclusion

This paper has presented new data on the archaeological re-
mains related to early chemistry and mineral prospection at
colonial Jamestown, the first English settlement on the
American continent. Building on previous works, the results
offer new insight regarding the range of metallurgical experi-
ments carried out and raw materials utilised, for which virtu-
ally nothing is known from documentary evidence, and which
clearly spanned both noble and base metals. Our results in-
form about how early modern European chymists sent to the
New World interacted with an unknown environment and
tried to make sense of it by manipulating substances in the
furnace. The paper also highlights the usefulness of ap-
proaching historical questions on early modern science and
natural philosophy through the lenses of material culture and
archaecometry and by integrating the information obtained
from historical documents. The study of artisanal practice
can inform about unwritten knowledge (Smith 2014), and
when this is approached through archaeological materials it
can fill gaps, clarify contradictions and address some of the
biases of texts (Martinon-Torres and Rehren 2008; Andrén
1998). Increasingly, the archaeology of alchemy and early
chemistry is revealed as a powerful tool for historians and
archaeologists alike, and it is hoped that this emerging tradi-
tion will continue to prosper.
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